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ABSTRACT

“Active matter” refers to a broad class of materials in which the constituent parti-
cles or organisms are able to self-propel (swim) by some internal physicochemical
mechanism. Though the origin of this self-propulsive motion is a rich area of study,
we are primarily interested in the collective effects of this motion on the physical
properties—and in particular, the rheology—of the active material as a whole. As
such we model self-propulsive motion using the minimal active Brownian particle
(ABP) model: a particle of size a, swims in a direction g with a speed Uy, and the

direction of its motion changes randomly over some time scale 7.

On a macroscopic scale, active motion leads to unique hydrodynamic and mechanical
stresses exerted by the particles on their embedding medium. These stresses arise
from the microscopic force associated with particle locomotion—the swim force
Fs*im Though the idea of the swim force is widely recognized in the abstract, little
attention has been given to the characterization and mechanical consequences of this
force. In this work we are particularly interested the role of the swim force in the
effective motion of passive constituents in active environments, and how the swim
force affects long-ranged hydrodynamic interactions (HI) in active suspensions. We
examine these issues through the lens of microrheology: tracking the motion of a
colloidal probe particle through an active medium, and using its motions to infer the

effective viscoelastic properties of the suspension.

Using generalized Taylor dispersion theory, we find an activity-driven enhancement
to the diffusion of the probe in an active medium. This first-principles theory
unites many experimental observations of tracer diffusion, and provides simple
physical descriptions of the problem that do not rely on the specific self-propulsion
mechanism of the swimmer. This same framework is then used to compute the
suspension microviscosity (as measured by the drag on the probe particle), and the
fluctuation-dissipation relation in an active system. We find that activity reduces the
drag on the probe, but the drag is still larger than it would be in a Newtonian fluid;
this stands in contrast to experimental measurements of reduced shear viscosities.
We show that the microviscosity of a suspension is reduced—and may even become
negative!—due to HI, and that this effect is not due to the fluid velocity disturbance

associated with the swimmers’ self-propulsion.
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RIGHT: Microviscosity as a function of th external Péclet number
Pe = F*"/(kgT/a), where F¢*' is the external force moving the
probe (indicated by the black arrow) and a is the size of the bath
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(ksTs/ kT ~ 100). LEFT: Contour plots of the 3-D (axisymmetric)
microstructure for various degrees external forcing Pe and activity
levels Pes. The background light blue color indicates a uniform
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Chapter 1

INTRODUCTION

“How can the events in space and time which take place within the spatial bound-
ary of a living organism be accounted for by physics and chemistry?” Since
Schrodinger’s philosophizing on this subject [1], countless physicists, chemists,
mathematicians—even engineers—have spent their careers in pursuit of simple phys-
ical models that describe emergent behaviors in biological systems. Schrodinger
understood that the quantum and statistical interactions between the atoms and
molecules which comprise all matter must be responsible for emergent phenomena
in living organisms. In this dissertation, we take the same philosophical approach to
the description of active suspensions—a subject of active research among soft-matter

physicists today.

“Active suspensions” denote a class of materials in which collections of organisms,
particles, or even molecules are capable of converting chemical energy in to me-
chanical work. A further distinction is made between wet active suspensions, in
which the particles are immersed in a (usually continuous) suspending medium
that mediates long-ranged interactions between constituents [2, 3], and dry active
suspensions (e.g. vibrated granular media) in which the constituents generally do
not interact through the substrate off of which they self-propel.! Common examples
of wet active matter are collections of bacteria, suspensions of chemically reactive
nanoparticles [5], and bundles of cytoskeletal filaments (e.g. actin) bound together
by motor proteins [6]. Such materials are known to exhibit fascinating dynamic
behavior such as spontaneous collective motion [7—13], phase-separation [4, 10,
14-23], and enhanced diffusion [24-30]. Of particular interest to us is the rheologi-
cal behavior of active suspensions. Viscosity reduction [31-35] is but one observed

behavior not typically found in passive suspensions of colloids.

In this work, we develop coarse-grained descriptions of the mechanics of active

suspensions. To do so, we need only to think carefully about how phenomenological

' A common misconception regarding dry active systems is that they do not conserve momentum
[4]—a conclusion which arises if one neglects the substrate or solvent in the analysis. Indeed, even
if the active constituents do not interact through the substrate, the substrate is still essential to their
self propulsion and thus, the mechanical equations of motion. This idea is used in later chapters of
this work.
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models of biological and diffusiophoretic locotmotion [36—39] can be incorporated
into existing microscopic frameworks used to describe the behavior of passive
colloidal suspensions [40—43]. In doing so, we need never concern ourselves with the
details of how the active constituents convert chemical into mechanical energy, only
the nature of the emergent motion. From these models, we make predictions about
the microrheological behavior of active materials—how the microscopic interactions
between active and passive constituents inform the osmotic pressure, diffusivity, and

viscosity of the medium.

1.1 Locomotion, stress, and pressure

At its core, biological motion is a mechanics problem, and thus beholden to
the the same fundamental laws introduced in any introductory physics course—
conservation of mass and momentum. Consider a body of size a and density pp
moving at a speed U in a continuous medium of viscosity n7 and density p. For an
incompressible medium, conservation of mass requires that the velocity field is di-
vergence free V -u = 0. We consider motions at low Reynolds number Re = pUa/n
and low Stokes number St = (pp/p)Re. In this regime, both the particles and fluid
have no inertia, and thus all motion is force-free: Newton’s second law requires that
the sum of the forces (and torques) on the body be equal to zero, and the Stokes

equations then require that the the suspension stress is divergence free V - o = 0.

Taylor [44], Lighthill [36], and later Blake [37] were the first to recognize the
relevance of low Reynolds number fluid mechanics, in particular the consequences
of negligible inertia, to the problem of locomotion on microscopic length scales.
In low Reynolds number flows all motions are instantaneous and time-reversible;
thus microscopic organisms are unable to swim (with non-zero net displacement)
unless they make non-reciprocal motions, such as the chiral rotations of a flagellum
in E. coli [45, 46]. This is commonly known as Purcell’s scallop theorem. Because
local time-reversal symmetry must be broken to achieve net self-propulsion, active
systems are inherently non-equilibrium and cannot be described in terms of typical

thermodynamic relations.

Blake’s squirmer model provides a phenomenological description of the swimming
of ciliated organisms, which move through time-asymmetric modulations of their
surfaces (see Fig. 1.1) [37]. Blake expresses this motion as a series of small
harmonic modulations to the surface of a spherical organisms—e.g. parasites of

the genus Opalina. One can then determine the average speed of the organism
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Figure 1.1: Sketch of the half-surface of a squirming organism as described by Blake’s
model of ciliary propulsion [37]. The black (dotted) hemispherical line is the equilibrium
(stationary) surface of the organism Ry, and the stationary polar angle for the organism is
6. The blue (solid) line is a surface modulation (mode N = 22 in Eqn. 19 of [37]) at
some initial time with amplitude Ry/10, and the red (dot-dashed) line is the same surface
modulation at 0.8 of the beat period later. The surface wave travels to the left, which results
in a net propulsion of the organism to the right.

\
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Figure 1.2: Sketch of the fluid flow fields created by a pusher (left), mover (center), and
puller (right).

and the hydrodynamic stress o

exerted on the fluid due to the particles self-
propulsion. Because the particle motion is force-free, the swim force—the internal
body force which drives the self-propulsive motion of the particles [3, 21, 47]—is
precisely balanced by the fluid drag. The fluid velocity disturbance associated with
self-propulsion is thus dipolar and decays as 1/r? (or faster) [48]. This has been
experimentally verified by particle-image velocimetry [49, 50]. This velocity field

isu = o : V.J, where J is the familiar Stokeslet [40]. It is common to use
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experimental measurements of the particle’s self-propulsive swim force F*¥™ to
predict the magnitude o of oH: oy = £F*""q, where a is the particle size. If
oo > 0, the organism is said to be a puller like C. reinhardtii, if oy < 0 itis a pusher
like B. subtilis or E. coli, and for oy = 0, it is a mover, like Volvox. Flow fields for
the various types of swimmers are sketched in Fig. 1.2. Nearly all descriptions of
the rheology of active suspensions rely on the calculation of o —the work of [51]
and this thesis being notable exceptions. Viscosity reductions and instabilities are

thus attributed to a negative active hydrodynamic stresslet.

However, there is a key feature missing from the squirmer model. As observed
by Berg [46], flagellated microorganisms do not simply swim, they also tumble;
tumbling is a sudden change in their swimming direction associated with unbundling
of the flagella. Similarly, chemically active colloids will change their direction due
to rotary Brownian motion. This observation informs the active Brownian particle
(ABP) and run-and-tumble particle (RTP) models, which neglect the hydrodynamic
details associated with the particles’ self-propulsion, and simply ascribe a swim
velocity Uy and a characteristic time for reorientations (tumbles) 7 [38]. For ABPs,
the reorientation process is continuous on scales long compared to the momentum
relaxation time of the fluid whereas the reorientations of RTPs are discrete [52].
RTPs are commonly modeled as having a Poisson-distributed orientation with a
mean that is usually matched to empirical measurements (for example, the average
tumbling angle for E. coli is 68.5 degrees, with a similar variance [27]). At times
long compared to 7g, these models are equivalent; as we are primarily concerned
with steady-state behaviors, we always assume a diffusive reorientation process in

this work—the tumbles are not correlated at long times.

This run-and-tumble motion is described by an effective mechanical “swim” diffu-
sivity D™ ~ %[t ~ Ujtg, where the £ = Uyt is the run-length (the distance
traveled between reorientations) [21, 46]. Diffusive motion implies an unbounded
(linear) growth of the mean-squared displacements of the particle at long times—a
particle diffusing in an unbounded medium will tend to “run away” in space. Thus,
if one wishes to consider an unbounded suspension of active particles at a constant
number density n, there must be a stress in the fluid o**'™ = —nZ D*"*™ that pre-
vents the particles from diffusing off to infinity (£ is the drag on a particle). Though
this is a new mechanical stress unique to active systems, it should be noted that even
Brownian particles have a similar Brownian stress associated with their thermal
Stokes-Einstein-Sutherland diffusivity oB = —n{ Dt [21, 48, 53-55]. Indeed, any
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diffusive process has a corresponding stress of the same form. The swim stress
scales as F*""{ ~ (£/a)oy. The run length is typically large compared to the body
size, and thus this stress is much larger than the active stresslet that characterizes
the swimming gait; it should be emphasized that this stress exists for all swim-
mers. Indeed Takatori and Brady have used this idea extensively and shown that
phase-separation, and “superfluidity” can both be explained by this swim stress [51,
56].

Where there is stress, there is pressure: I1 = —tr(o)/d, where d is the spatial dimen-
sion; this implies the existence of a unique particle-phase pressure IT1$""* = nZ DSW"
given that these particles diffuse. Takatori et al. showed that one can use the swim
pressure to explain the phase separation of active systems [21], and even give an
analytic prediction for the mechanical instability of active suspensions [56]. This
concept of the swim pressure has been highly contentious?, despite its clear physical
origins [57]. Though one can always define a mechanical pressure from stress, it
has been argued that this pressure is not necessarily equal to the average force the
suspension exerts on confining boundaries as it dependents on the particle-boundary
interactions. This mechanical pressure is thus said not to be a function of state, ren-
dering attempts to use it as a description of phase behavior invalid [57]. We address
this in detail in Chapter 6, but there is a key point that counters this criticism. If
mass and momentum are conserved, one can show that the force per unit area on the
confining boundaries must be equal to the pressure in the bulk of the suspension.
It must simply be recognized that this conservation statement applies to the total
system pressure, and not necessarily each component individually. The same is
true for a box of air—we may not know how the pressure of each component gas is
distributed in the container, only that the total pressure is uniform for a given volume
and temperature. Even in dry active matter, the second ‘component’ of the active
suspension is the substrate from which the constituents are able to self-propel. Thus,
any container-dependent particle-wall interactions cannot cause spatial variations
in the total pressure in a container, so the total pressure in active suspensions is a

function of state.

ZMost hotly debated have been attempts at thermodynamic descriptions of active matter—
specifically because the breaking of local detailed balance means the system is far from equilibrium.
For example, if one can define a pressure, one could analogously construct a chemical potential and
free energy of the suspension based on this pressure, though no such quantities can be assumed to
exist a priori.



Figure 1.3: Sketch of a generic N particle colloidal suspension. Each particle @ has a
position &, and orientation g, in the laboratory coordinate frame. Each particle moves
with a velocity U,, and rotates with an angular velocity €2,. Note that the particle orientation
may not be in the direction of motion.

1.2 Suspension mechanics & microrheology

Though stresses provide a continuum-level description of active materials, we are
primarily interested in the effects of acitvity on the suspension microstructure Py—
the N-particle probabability distribution for finding the suspension in a certain
configuration at a given time. From Py, one can compute the mean physical
properties of the suspension, e.g. the viscometric functions and the swim stress.
The microstructure for a fixed number of particles is a conserved quantity; thus the

dynamics are described by a Smoluchoski equation:

N N

aﬂ+2v Ja+ ) Vk, dE=0 (1.1)

at Lo ]a Ra JOl_ > °
a=1 a=1

where the position x,, and orientation g, of each particle @ are measured in a fixed
(or laboratory) reference frame, and Vg, = gqo X Vg, is the appropriate rotational
operator for a particle « that can be characterized by a single orientation vector q,.
The translational flux of particle  is jI = U, P and its rotational flux is j aR = QuP,
where U, and Q, are, respectively, the velocity and angular velocity of particle «.
Low Reynolds number flows are linear, and thus the velocity of each particle is
linearly proportional to the forces and torques acting on all other particles in the
suspension—this includes the swim force. In Chapter 6 we derive a systematic way to
incorporate the self-propulsive swim force into the typical N—body hydrodynamics

problem. This framework also provides a way to account for the particle motion
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due to higher-order moments of a particle squirming set [37], and for particle
reorientations due to a phenomenological, non-hydrodynamic mechanism. From
this framework, one can (in principle) model all emergent behaviors in biological

and active matter systems.

In real systems, organisms and active colloids do not move in isolation. Consider
the interior of a cell, modeled as a colloidal suspension. The cytoplasm is a dense
polydisperse suspension (volume fraction ¢ ~ 30 — 50% [58, 59]) of both passive
and active constituents—organelles, motor proteins, etc.—embedded in a gel-like
matrix comprised of cytosol and filaments. Furthermore, this suspension is confined
by a selectively-permeable, flexible membrane. While we do not claim to be—nor
desire to be—modeling the interior of a cell, we do wish to address the fundamental
idea that active constituents are often embedded in materials with other passive
constituents. Bacteria may exchange signaling proteins, autophoretic nanoparticles
may be in the presence of tracers or finite-sized fuel molecules, and motor proteins
move in complex environments. The activity of certain constituents directly impacts
the average motion of the passive counterparts, thus altering effective properties of
the medium in which these particles are embedded. In biological systems, these
mean properties are linked to important physiological indicators of disease [60].
In synthetic active matter systems—e.g. chemically reactive nanoparticles used
in environmental remediation [5]—these active-passive interactions may inform
crucial design parameters such as the surface patterning of the chemically active

material.

The study of the microscopic motion of a particle through some medium is known
as microrheology [60, 61]. Using the same framework as above to describe the
motions of all particles in a suspension, one (or multiple) “probe” particle(s) is
(are) selected [62], and its (their) passive (diffusive) and active (moving under
the influence of a targeted external field or force) motions are tracked. Standard
correlations such as mean-squared displacements and average particle velocities
are then related to an effective tracer diffusivity [63] and viscosity of the medium
[64, 65]. In the linear response regime, colloidal suspensions are known to obey
a generalized Stokes-Einstein-Sutherland relation (GSESR) relating the drag and
diffusivity—namely the product of the drag and diffusivity is always equal to the
system temperature kg7 [66, 67]. These suspension properties characterize the mean
viscoelastic behavior of a material on length scales comparable to the tracer particles

or the distance between tracer particles [62], whereas traditional macrorheology
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measures the material properties on length scales much larger than the interparticle
spacing. For many biological realizations of active materials, the microrheological
response is often more relevant to understanding how particles move through their

environment.

1.3 Contributions and outlooks

Few experimental [31, 68], computational [69], or theoretical studies have attempted
to address problems of passive particle motion in active matter—the problem of
tracer diffusion being a notable exception. The next two chapters aim to unify
the numerous predictions of tracer diffusion in active suspensions with the local
viscous response as measured by a tracer being dragged through the suspension by
an external force. We compute the long-time self-diffusivity of a passive tracer using
generalized Taylor dispersion theory [63, 70]. From the same theory, we compute
the average velocity of the tracer particle as it actively moves through the suspension
under the action of an external force. When the external force is weak compared to
Brownian fluctuations, this should be related to the tracer diffusivity via a GSESR.
However, because active matter systems do not obey detailed balance, this relation
is not guaranteed a priori (and indeed has been shown to be violated in certain
instances [68]). We show that an equivalent GSESR is obeyed in active systems
when the run length of the swimmers is much smaller than the size of the tracer
particle £ < R: the product of the drag on the tracer and its self-diffusivity is equal to
the system temperature, plus the kinetic energy of the active bath particles. We then
investigate the nonlinear viscoelastic behavior via microrheology, and discover that

highly active suspensions are nearly Newtonian, as measured in some experiments
[31].

The results in Chapters 2 and 3 rely on a mean-field description of active systems
that accounts for particle reorientations through average vector (polar) and tensor
(nematic) order; this method is favored by Saintillan in his work on rheology in active
suspensions [33, 71, 72]. In Chapter 4, we analyze the validity of this mean-field rep-
resentation through comparison to exact numerical results for the 2-D microrheology
problem. We show that—for problems in steady-state microrheology—representing
the probability distribution in phase space as position-space concentration, polar

order, and nematic order fields is sufficient for correct quantitative predictions.

Chapters 2-5 describe dry active systems, in that we neglect the hydrodynamic inter-

actions between particles (though they are still embedded in a continuous medium).
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Chapters 6-8 focus on an outstanding problem in the field of soft, active matter: the
role of hydrodynamic interactions (HI). Most descriptions of HI in active systems
rely on ad hoc approximations of the effects of activity on the fluid mechanics. The
most common assumption is that the particle-phase stress is completely described
by the active hydrodynamic stresslet [28, 33, 35, 73, 74], or a distribution of such
stresslets along the length of a body [27]. They largely neglect interparticle and
Brownian contributions to the rheological behavior. In Chapter 6 we systematically
incorporate self-propulsion into the framework familiar to those who study colloidal
suspensions. In Chapter 7, we apply this framework to a simple problem: the force
on a boundary in a suspension of movers. In this approximation, any disturbances
to the fluid velocity field are a result of the Brownian forces on the particles and the
interactions with the wall; there is no contribution due to active stresses, just the
swim force. We show that HI produce a substantial quantitative effect in the swim
pressure measured at the wall, but that the pressure is qualitatively no different from
that in the absence of HI.

In Chapter 8, we investigate the role of HI in the microrheology of active suspen-
sions. Again, we neglect active stresses, as the necessary mobility functions for
these are limited 3. Here we find that HI are necessary to recover reports of de-
creased viscosities in active suspensions (though all previous reports refer to shear
or extensional viscosity). In fact, we find that the microviscosity of the medium
may become zero—or even negative!—as previously measured and predicted for the
shear macroviscosity of active materials [34, 51]. In Chapter 9, we briefly investi-
gate a mode of “fixed probe” microrheology, wherein the probe is held fixed, and an
external field biases the motion of the active particles—similar (but not identical)

to holding the probe fixed in a uniformly flowing suspension.

These findings open up an exciting realm of exploration in the micromechanics of
biological systems. If self-propulsion makes a material effectively less viscous, how
does it change the elasticity, and then what are the implications for physiological
indicators of disease in cells? Perhaps increased compliance of infected cells is
simply due to a viscosity reduction by bacteria that have invaded a host cell. Motility
is also essential to processes associated with healthy cellular function, so what
do these viscoelastic effects imply for cellular divison? These findings also give
key design cues to those interested in developing ‘smart’ active, or autonomous

materials. One can control the activity level with fuel concentration, but it is

3Ishikawa and co-workers have devised descriptions of the basic pair particle hydrodynamics for
squirmers [75].
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important to know that this in turn affects drag and changes the material viscoelastic
response. Indeed, despite the glut of research activity in soft active materials,
numerous phenomena have yet to be fully explored, and even more have yet to be

exploited.
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Chapter 2

TRACER DIFFUSION

'E. W. Burkholder, and J. F. Brady, “Tracer diffusion in active suspensions”, Phys.
Rev. E - Stat. Nonlinear, Soft Matter Phys. (2017) 10. 1103 /PhysRevE. 95.
052605,

Diffusive and rheological properties of active suspensions are important for un-
derstanding many biological systems and processes, such as transport within cells.
Active Brownian particles (ABPs), which move with a self-propulsive velocity U
and randomly reorient with a characteristic time scale 7z, provide a minimal model
for active suspensions; even the precise mechanism of their autonomous motion need
not be specified. The motion of these active particles, or “swimmers,” affects not
only material properties (e.g. viscosity), but also the motion of passive constituents,

such as nutrients or signaling proteins that may be important for cell survival.

In a passive suspension where particles lack the ability to self-propel, it is well
known that “collisions” between a probe and the bath particles sterically hinder the
long-time diffusive motion of a probe; the effective long-time diffusivity is less than
the isolated Stokes-Einstein-Sutherland (SES) value [1, 2]. By contrast, experiments
have confirmed that colloidal tracers (both Brownian and non-Brownian) in active
bacterial suspensions undergo enhanced diffusive motion at long times due to bath
activity. This is observed not only in liquid cultures, but also in porous media and on
agar surfaces [3-5]. As a result, recent theoretical and experimental investigations
have been motivated to understand the character of this enhanced diffusive motion
and to provide models that describe this behavior [6—15]. For example, Kasyap et al.
[10] developed a mean-field hydrodynamic theory to describe the effects of binary
interactions between point tracers and ellipsoidal bacterial swimmers. This theory
predicts a net enhancement of tracer diffusivity arising from the fluid flow induced
by the swimming bacteria, which was shown to be a non-monotonic function of a
Péclet number relating the strength of bacterial advection to the Brownian motion
of the tracer. Experiments have also observed a non-monotonicity in Péclet number
when varying the size of the tracer particle [16]. Other theory and experiments
propose that the enhancement to the diffusivity is linear in the “active flux” due to

the swimmers’ autonomous motion [6-9], and that, in close-contact, entrainment



17

of tracers in the swimmers’ flow field is primarily responsible for this enhancement
[13, 14].

Here we show that these same qualitative features are recovered without considering
hydrodynamic interactions (HI)—the enhanced diffusivity of passive particles may
be understood as a result of the activity of the bath particles and excluded volume
interactions alone. This does not mean the HI are not important, only that their effect
is quantitative, not qualitative. We use a Smoluchowski-level analysis to model the
active suspension and compute the long-time diffusivity of a passive probe using
generalized Taylor dispersion theory and expansions in orientational tensor harmon-
ics [2, 17, 18]. The derivation and complete expressions for the active diffusivity of
the probe are given in the appendix; here we focus on limiting behaviors. Addition-
ally, we show that these excluded volume interactions have important implications
for experimental measurements of activity-enhanced diffusion: steric hindrance to
passive diffusion is in competition with active enhancement and both effects must

be considered when designing and analyzing experiments.

2.1 Mechanical model

Consider a passive Brownian particle of size R moving through a bath composed
of a Newtonian solvent of viscosity n, and a dispersion of ABPs of size a, swim
speed Uy, and reorientation time 7g. This reorientation time may be the Brownian
reorientation time, or a characteristic tumbling time of a swimmer. The origin of
fluctuations in swimmer orientation is unimportant; at long times (¢ > 7g), it may
be effectively modeled by a diffusive process. In the absence of the probe, the
swimmers undergo both a thermal and an active random-walk, where the thermal
walk is characterized by the SES diffusivity D7, and the random walk due to their
self-propulsion is characterized by a swim diffusivity D*"" = UgTR /6. We define
the mechanical activity of the bath as the Stokes drag times the swim diffusivity:
kT, = {sDSWim, just as kgT = {Dr [19]. The volume fraction of swimmers is
¢ = 4na*n™/3, where n® is the uniform number density of swimmers far from
the probe. The probe has a thermal diffusivity Dp = kgT/{p, and the probe-
swimmer pair has a relative thermal diffusivity D"¢ = Dy + Dp. The competition
between swimming and Brownian motion is governed by the swim Péclet number:
Pe, = UORC/D”I = UgR/Dr = Upa/Dp, and R, = R + a is the center-to-center

separation distance of the probe and swimmer upon contact.

It should be noted that the radii R and a are the thermodynamic particle radii, and
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reflect the distance from the particle centers where their no-flux surfaces lie. This
excluded annulus model is commonly used in colloidal suspensions to easily tune
the strength of hydrodynamic interactions [2, 20-22]. We neglect hydrodynamic
interactions in this chapter, which means that the ‘contact’ distance R, may actually
be many times the true body sizes (where the no-slip condition in the fluid applies).
In this sense, R. is truly the appropriate length scale, and reflective of the interparticle

spacing in the fluid. In later chapters, we discuss this model in greater detail.

In the absence of activity, the (passive) bath particles hinder the probe’s motion
due to steric interactions [1]. For dilute suspensions the active contribution to the
diffusivity is (D%") = (D) — DpI(1 — ¢°*), where (D) is the effective long-
time self-diffusivity of the probe and ¢°* = ¢(R./a)?/2 measures the number of
swimmers colliding with the probe (which can be much larger than the actual volume
fraction ¢ for large probes). The diffusivity of a probe in a suspension of inactive
swimmers is DpI(1 — ¢¢*). When the probe and ABP are the same size, ¢¢* = 2¢,
and the steric reduction is 1 — 2¢, a well-known result in the absence of HI. (With
full HI, the reduction is 1 — 2.1¢ [1].) Both the effective and active diffusivities are
isotropic.

We can predict D’ with simple scaling arguments. The kinematic definition of
the diffusivity is D’ = N(U’)*t, where U’ is the magnitude of the probe’s velocity
fluctuations due to collisions with the swimmers, 7 is the time scale over which these
fluctuations become decorrelated, and N is the number of swimmers colliding with
the probe. Upon collision a swimmer pushes the probe with its propulsive swim
force F*"'™ = (U, while the solvent resists this motion via the probe’s Stokes
drag. Thus, the magnitude of velocity fluctuations is U’ ~ ;Uy/l{p. (When the
probe is small compared to the swimmers, the velocity fluctuations scale with the
swim speed, U’ ~ Up.) On average the probe will experience N ~ n®R> collisions,

where R? is the volume occupied by a swimmer-probe pair. Therefore,

; 2
D%~ n°°RS.’ (—Y) Ugr, R>a,
lp

n“RIUT, R<a. (2.1)

The time scale 7 differs depending on the dominant physical process governing the
decorrelation and can take one of three values: (1) the diffusive time 7p = Rf / Drel,

(2) the advective time 7,4, = R./Uy, and (3) the reorientation time 7.
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2.2 Active Diffusivity

(1) When the decorrelation time 7 = 7p = Rg /D¢, the probe’s fluctuations are
induced by the swimming bath particles, but the fluctuations are sufficiently weak
(Pes; < 1) that they decay on the time scale of Brownian diffusion. The scaling

argument predicts D’ ~ DpPe2¢¢*, and the detailed calculations give

29
D! = 5—41)Ppe§¢”, (2.2)

as one would expect for Taylor dispersion: the linear response diffusivity scales as
Pe? (or Ué). Kasyap et al. [10] found that the hydrodynamically-driven diffusivity
of a point tracer scales as Pef/ 2 Uotr/a when swimming is weak, which is also
quadratic in Uy. We predict that D’ ~ Pe? for all a/R, but curiously we find no
explicit dependence on T, although such a dependence is evident in Fig. 2.1; we
address this in (3) below.

(2) When swimming is strong compared to Brownian motion, the appropriate time
scale is 7 = 744y = R./Up. The swimmers are bombarding the probe so rapidly that
the resulting fluctuations become decorrelated on the time it takes for a swimmers
to traverse the distance R.. The scaling analysis (2.1) predicts D" ~ DpPes¢p** ~
Upa¢®”, and the detailed Smoluchowski approach gives:

Dact_ 1 U 2+\/2TD/TR ex
= od o,
3v3 1 ++27p/x

The probe’s diffusivity is now linear in the swim speed Uy (or linear in Pey), as

(2.3)

expected from Taylor dispersion theory. Kasyap et al. [10] find that D ~ n®a>Uya
(because the tracers have no size in their analysis the only geometric length scale
is the swimmer size a), but their result is independent of 7z. The transition from

diffusive to advective behavior is shown in Fig. 2.1.

In this limit the run length of a swimmer, ¢ = Uytg, is large compared to the pair
size R., and a swimmer collides with the probe before it is able to traverse its full
run length. The swimmer pushes the probe with force { Uy, but is only able to move
it a distance of O(a) on average. One might think that the swimmer should be able
to push the probe the contact length R., but the no-flux boundary condition allows
the swimmer to slide along the probe’s surface, and thus the average distance of a
push is only O(a). (Only a perfect head-on collision would push the probe the full
run length, but the probability measure for this is zero.) Just as in the diffusion-

controlled regime, the result is insensitive to the swimmer-probe size ratio a/R. It
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Figure 2.1: Active diffusivity of the probe as a function of the ratio of the pair-diffusion
time to the advection time Pes = Tp /Taay = UgR./D"¢!, where Uy is the swim speed, R. is
the center-to-center separation distance of the probe and swimmer upon contact, and D"
is the relative thermal diffusivity of the probe-swimmer pair. The ratio 7p/7g indicates
the strength of Brownian motion relative to the reorienations of the swimmers. The active
diffusivity is non-dimensionalized by the probe’s SES diffusivity D p times the active volume
fraction ¢ = (47/3)n"°R2a/2, where a is the swimmer size and n* is the number density
of swimmers.

manifests only in ¢, which simply becomes ¢ for point tracers. Finally, we note
that the ratio of the other two time scales 7p /7 has no bearing on the scaling of the

diffusivity in this limit—it can only change the result by a factor of two.

However, 7 /7g significantly affects the behavior in the diffusion-dominated regime
and the location of the transition from the diffusive to advective behavior. When
7p/Tr < 1, reorientations are slow and the transition occurs for Pe; ~ O(1) as
one would expect. However, as reorientations become faster (7p/7g increases), the
transition occurs at much higher values of Pe; (see Fig. 2.1). In the athermal limit of
no translational diffusion (tp — o0), the transition to strong swimming is governed

by the reorienation Péclet number Peg = 7,4,/7r = R./{ ~ O(1) rather than the
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swim Péclet number Pey.

(3) When Brownian motion is weak compared to the swimmers’ reorientations, the
decorrelation time is set by the reorientation time: 7 = 7. The scaling arguments
predict D! ~ (k;Ts/{p)¢e*, or D! ~ D*"im ¢ for small probes. The result of the

Smoluchowski analysis is in agreement:

kT,
lp

Note that there is no dependence on kgT.

act _ 5 ex
D _( )Rc¢' (2.4)

Suppose that the swimmers and probe are large enough so that Brownian motion
is not important, but the swimmers’ reorientation time is relatively fast. The probe
receives many small active kicks of size k T from the swimmers, which are dissi-
pated by the Stokes drag {p. Thus, the diffusivity looks like what one would expect
from a stochastic “Brownian” process, where the energy is k7, rather than kpT.
In the limit when the probe is very small, (k;T/{p)(R/R.) — USTR /6, ¢¢* — ¢,
and the active diffusivity is simply the swim diffusivity times the volume fraction of
swimmers: D! = D"i"¢_ As a swimmer hops in one direction and equal volume

for solvent is displaced in the opposite direction.

Because the probe receives many small kicks from the swimmers, its motion is
governed by a Langevin equation 0 = —pU + F*™ where U is the probe velocity
and the swimmers exert a fluctuating force with zero mean (F*"™) = 0 and
autocorrelation (F*"™(t)F"m(t')) = 2k,Ty(pI5(t — t’) for times long compared
to 7g. The mean-squared displacement follows as ((Ax(2))?) = 2(k,T,/{p)tI for the

diffusivity of a particle immersed in such an active medium.

In this “continuum limit” the probe acts as a thermometer that measures the swim-
mers’ activity k;Ts. When £/ R, — 0, active suspensions have a well-defined ‘tem-
perature’ through their activity k7 [23] because the motion looks like a stochastic
Brownian process. When ¢/R, > 1, as is the case in the strong swimming regime,
the definition of temperature breaks down because the swimmers no longer move
the probe a distance ¢, they only push it a distance a between reorientations. Thus,
the swimmers do not “share” their activity fully with the probe; the appropriate

shared quantity in this limit is Peg.

Figure 2.2 shows D as a function of 7p/7g for various values of D*"" /D¢l =
(tp/TR)/ Taz o ~ ksTs /kpT. For Tp/Tp — oo we recover the continuum-like scaling

for any value of k;T;/kpT. Though intuition might say that the diffusivity should
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Figure 2.2: Active diffusivity of the probe non-dimensionalized by (k;Ts/{p)(R/R.)¢*
as a function of the ratio of the diffusion time to the swimmer reorientation time
/TR = Rg JtrD"¢! for various values of the mechanical to thermal energy, ksTs/kgpT,
where k Ty = §SUgTR/6.

be dominated by thermal kicks when kT < kpT, it is important to remember
that it is the solvent, not the bath particles, that give the probe thermal kicks. The
swimmers can only give kicks of size k;T. The finite size of the swimmers replaces
a volume of solvent, thus reducing the number of thermal kicks the probe receives.
The O(¢°*) change in the probe diffusivity is actually negative when kT < kgT
(see the inset of Fig. 2.3): steric hinderance exceeds active enhancement.

An interesting feature predicted by the detailed theory is a nonmontonic dependence
of D" on both 7p/7x and Pey, as seen in Figs 2.2 and 2.3, respectively. As Pe;
increases, thermal diffusion slows and swimming becomes more important, so we
transition from a diffusive to advective behavior. This transition does not occur
monotonically with Peg because Peg = T,4,/7Tg also influences the dynamics.
Imagine a scenario where 7p and 7 are fixed and R > a, but we adjust the

swimmers’ speed (perhaps by altering the amount of available fuel). When the
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Figure 2.3: Active diffusivity of the probe non-dimensionalized by Upa as a function of
Peg = Tp /Taay = UgR. /D", The ratio g /Taay = UoTr/Re = €/R. reflects the speed of
reorientation relative to advection. The inset shows the total O(¢¢*) change in the probe’s
diffusivity, non-dimensionalized by D p¢°*, where Dp is the bare diffusivity of the probe.

swimmers move slowly, Brownian motion dominates: D = D /(Upa¢®*) ~ Pes.
When the swim speed is large, advection dominates and DA<t is constant. When
Tp ~ Tudv, Neither wins out and the reorientations are allowed to influence the
dynamics. Finite Brownian motion keeps the swimmers close to the probe after
a collision, and slow reorientation allows the swimmer to collide with the probe
again rather than run off, thus the diffusivity is slightly higher than the advective
scaling. When reorientations are too fast, this peak disappears. This is corroborated
by Fig. 2.2, which reveals that D' is only non-monotonic when kT < kgT. The
nonmontonicity still occurs when 7p ~ 7g, but Brownian motion is only strong
enough to compete with activity if the thermal energy of the solvent exceeds the
activity of the bath.

Kasyap et al. [10] find the same phenomenon in their treatment. When the diffusion

is hydrodynamic in origin and advection dominates, the tracer follows a straight
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trajectory along fluid streamlines. Weak Brownian motion allows the tracer to
sample more trajectories, and the odd symmetry of the bacterium’s dipolar flow
field results in an increased correlation in probe motion. When Brownian motion
is strong, the probe’s motion decorrelates and the diffusivity decreases. Thus the
diffusivity decreases non-monotonically with increasing Brownian motion (i.e. as
one moves from right to left in Fig. 2.3). Patteson et al. [16] see something similar
in experiments by varying the probe size, which is equivalent to varying Pe; when
all other parameters are fixed. They scale D’ by n®L3UyL, where L is the total
bacterium length. They find that this scaled diffusivity first increases with probe size
as approximately R? and then decreases to a plateau. Our scaling analysis predicts
that D4 is linear in probe size when diffusion dominates, and indepedent of probe
size when advection dominates. In between, when the appropriate time scale is
7, D7 scales as 1/R, thus capturing the non-monotonicity. The peak in Dact g
predicted around Peg; ~ 5 in our study and in [10], but is found experimentally
around Pe; ~ O(10°); the source of such a large discrepancy is not known. Lastly,
we note that the inset of Fig. 2.3 shows that this non-monotonicity is obscured by
the steric hindrance, reinforcing the importance of considering excluded-volume

interactions in active suspensions.

Another common model, used by Mifio et al. [7] to describe enhanced diffusion of
tracers in bacterial suspensions, says that the active enhancement is proportional to
the advective flux of the active particles: (D) = Dp + 8J,, where J, = n® Uy in our
notation, similar to what we find for strong swimming. Lin et al. [11] predict that 8
scales as the body size to the fourth power for squirmers, but subsequent theoretical
derivations indicate that 8'/# also depends on the swimmer’s hydrodynamic dipole
moment, particle size, system geometry, swimming efficiency, etc. As in [10], these
studies do not take the swimmers to be thermally active. Additionally, they argue
that the size of the tracer particle does not affect § [7], and thus excluded-volume
effects are generally neglected. This is valid when the tracer particles are always
far enough away from the bacteria that the size effects in the Faxén expression for
their velocity are negligible, which is consistent with theoretical models that assume
the bacteria to be simple hydrodynamic dipoles (which is only true in the far field
[24, 25]). In simulations by Ishikawa et al. [15], it was observed that point tracers
diffuse more freely than tracers of finite size in suspensions of squirmers. They also
argue that the effect is small, and thus do not quantify the effect systematically as a

function of tracer size.
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For this 8 model, our Smoluchowski theory predicts
5 2m R? 2(2+\/2TD/TR)
= a .
M3 ° ‘1 ++2mp/k

The ability of the swimmer to randomly reorient is not required for this enhancement

(2.5)

to the diffusivity, as argued in [8]. In contrast to some of these experimental studies,
our result depends on the size of the tracer particle. In the system of Jepson et al. [6]
the tracers are non-motile E. Coli in a suspension of motile E. Coli with equivalent
spherical dimension a = 1.4um. From their experimental parameters, we predict
B =3.22a* — 6.454*. To match the experimentally found value of 8 = 7.1um*, our
theory predicts that the E. Coli would have an equivalent spherical dimension of
a=1.02-1.22um.

As previously proposed, this advective flux model ignores the steric hinderance of

the passive suspension, which should accounted for by

(D) = Dp(1 = ¢") + Bl (2.6)

The steric hinderance is especially important when swimming is weak (Fig. 2.3).
Experimentally, one should measure the bare diffusivity of a tracer, and then the
change in diffusivity among non-motile swimmers to recover the effective particle
size R, from Batchelor’s theory [1]. Knowing R, the average swim speed, reorien-
ation time, and the bare particle diffusivities, one can calculate the active diffusivity

from our theory, and then compare to experimental measurements.

We presented a micromechanical model for the effective diffusivity of a passive
particle embedded in a suspension of ABPs. Using a generalized Taylor dispersion
approach, and employing an expansion in orientational tensor harmonics, we found
an exact analytical expression for the effective diffusivity of a Brownian probe
for arbitrary particle sizes, swimmer activity, and time scales. Our theory agrees
qualitatively with previous experimental and theoretical investigations of enhanced
diffusion in active suspensions, and is able to explore regimes of parameter space
not typically considered in most experiments. It highlights several key features of
diffusion in active suspensions: (1) the diffusion of a tracer is nonomontonic in
a Péclet number comparing swimming to thermal diffusion, (2) steric hindrance
of tracer motion is in competition with the enhancement due to bath activity, and
(3), when fluctuations of the tracer’s motion decorrelate on the same time scale
as swimmers’ reorientations, the bath mimics a homogeneous solvent with energy
kTs.
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Appendix

A: Average probe motion

Figure 2.4: Depiction of the model system. There is a Brownian probe of size R immersed
in a dispersion of ABPs with size a at number density n*°. The ABPs swim in a direction g
with speed Uy, and reorient with a characteristic time 7g.

The dynamics of the suspension are described by a Smoluchowski equation for
Pv({xa}, {ga}, t), the N-particle conditional probability of finding particle a at
position x, with orientation g, at time ¢. The braces indicate a dependence on the
position and orientation of each particle in the suspension. When the suspension
is sufficiently dilute, only the pair-wise interactions between the probe and a single
swimmer matter, and one may write a Smoluchowski equation for the joint probabil-
ity distribution, P>(z, 7, q;t), where z is the position of the probe, r is the position
of the swimmer relative to the probe, and q is the orientation of the swimmer relative

to the probe (see figure 2.4):

W+Vz-j{+vr-(jg—j{)+vlg-j§:0, @.7)
where
i = =DpV.P, + DpV, P, (2.8)
j3 = UoqPr — DV, P, (2.9)
35 = —1x' VgPy, (2.10)

and Vg = g X Vg is the rotational operator. Again, we have neglected HI in this

chapter.
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When computing the effective diffusivity of the probe, we must track the average
single-particle motion due to collisions with bath particles. To accomplish this, one
averages the pair-level equation over all possible positions and orientations of the
swimmer relative to the probe. This yields an equation for Pi(z;t), the probe’s
single particle probability distribution:
0P
o

where we have made use of the divergence theorem and the condition that there is

+V,-(Gl) =0, (2.11)

no relative translational flux at contact or infinity. The angle brackets denote an
ensemble average over all possible relative configurations of the swimmer relative
to the probe—over drdq. It is easier to work in Fourier space, and as such we take
a Fourier transform with respect to the coordinate z to give

— +ik-(3Ty =0, (2.12)

where the hats denote the Fourier transform of their corresponding quantities in
physical space, and k is the Fourier wave vector which has the interpretation of the
inverse wavelength for the probe’s fluctuations. The ensemble averaged flux of the

probe in Fourier space is

Ty = —ikDpP, - Dp / / V,Prdrdq. (2.13)

The last term in the above expression shows that the collisional effects on probe
motion are governed by the average gradient in the pair-level probability distribution.
To determine the distribution of the bath particles relative to the probe, it is useful

to define a structure function, g(k, r, g; t) such that
Po(k, 7, q;1) = gk, 7, q; )Py (K3 1). (2.14)
To find the long-time diffusivity of the probe, we take a small-wave vector expansion
of the structure function
g =go(r,q;0) + ik - d(r,q;t) + O(k?), (2.15)
where d = (Vi g)r—o is the fluctuation field.

The average flux of the probe is

G0y =~(or [ [ Voantr.qinarda (2.16)

—-Dpik - [I—//Vrd('r, q; t)d’rdq]).
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The first bracketed term gives the average probe speed as it moves through the

suspension:

rrobey = / / ngo(r, q; )dqds. (2.17)
r=R.

The O(k) bracketed term represents the probe dispersion, and defines the effective

diffusivity:
(D) = Dp [I - / / nd(r, q:)dqds|, (2.18)

r=R.

which follows from eqn 2.16 by the divergence theorem. Because we are considering

steric effects, the surface integral is computed over the exclusion region around the

probe-swimmer contact distance: r = R..

B: Microstructure governing equations
To determine the structure functions, we write the pair-level Smoluchowski equation

in Fourier space:

0152 . ~ ~ ot ~
7+zl<;-g1T+V,-(g'g—g'{)+v,¢-g§:0, (2.19)

which can be simplified using the definition of g:

+ik - V,gP — 15' VigP) = 0. (2.20)

Making use of the governing equation for P; and taking the system to be at steady

state, the Smoluchowski equation reduces to
V, - [Uoqg — D™V, g] + 2Dpik - V,g — 15' Vag = 0, (2.21)

with boundary conditions of no-flux at particle contact and uniform probability

distribution at infinity:
n-[Uyqg — D'V, g + Dpikg] =0, r=R,, (2.22)
g~n®, r— oo, (2.23)
We expand the function go and the fluctuation field d in terms of orientational tensor

harmonics,

go(r.q:t) = GO®(rit) + g - GD(r; 1) + (qq - %I) cGO®rit) +... (2.24)
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dir,q;t) =dOr; )+ q-dV(r; 1) + (qq — %I) cdP(rin) + ... (225)
and make the closures G@® = 0, d® = 0. We take the zeroth and first orientational

moments of equation 2.21, scale the coordinate r by R., and divide through by
n®R2 /D" to obtain four coupled PDEs:

V. [Pe,GV -vG9] =0, (2.26)
n-[Pe,GV -vGO1=0, r=1, (2.27)
GO ~1, r— oo, (2.28)
P
v. [%IG@) —vG] +y2GM =, (2.29)
P
n- [%IG(O) —vaW =0, r=1, (2.30)
GV ~0, r— oo, (2.31)
V- [PedD —vd© — 1G] = 0, (2.32)
n-[PedV —vd©® - gIG(O)] 0, r=1, (2.33)
d© ~ 0, r— oo, (2.34)
j2
v. [%Id(o) ~vdD - eIGMV] +92dV = 0, (2.35)
P
n [—21d© - vd" - §IG<1>] =0, =1, (2.36)
dV~0, r— oo (2.37)

where € = 2a/R.. The natural dimensionless groups that arise in scaling the
equations are the swim Péclet number Pe; = UyR,./ D’¢! and the rotational parameter

y? = 21p/7g. The effective diffusivity will be determined entirely by d©.

C: Screened harmonic solution

Equations 2.26 and 2.29 may be decoupled by taking the divergence of 2.29:
V2(V-GW) - 22(v-GW) =, (2.38)

where A2 = Pe?/3 + 2. This is a Helmholtz equation for the divergence of GV, so

we can expand it in gradients of the fundamental solution:

—Ar

—Ar
+ B(] . V(e
r

) + Ag VV(e )+ (2.39)

r

—Ar
v.GW = ¢,°

r
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where the constants Ag, By, C, ... are determined from the boundary conditions.
Because there is no tensorial order at the boundaries V - G = Cype™ /r only. We
then substitute into equation 2.26 and obtain a Poisson’s equation for the function
GO
e—/lr
V26" = CoPes—, (2.40)
r

which has the solution

Cy CoPese™
GO = 42420542 (2.41)
r A2 r
This can be substituted into the governing equation for GV
24D _ 2 _ Pes o0
which has the solution
1 eV Pesn
M- ___ g
GV =-v(a—)+ Gy (2.43)

The boundary condition at infinity requires C; = 1 and the contact conditions require

C, = 0. Thus,
PR3 D

20+ 1) +y2 r

which is the same as the concentration profile of ABPs outside a sphere. From here,

GO =1+ : (2.44)

one can then solve the equations for the fluctuation field by the same method.

The fluctuation field d® in terms of two undetermined coefficients is

4,094
4O :m(B Me_m_l)(ﬂ+i)_A&e_m_1)(ﬂ 1)

—_— —_ _+_
r2 2 +1)+y2 roor? A2 roor?

(2.45)

Pe2/32% (1 Pe2 (3131 1
_ (L28  een( 2 L, 31 1)
20+ 1) +y2\3 22 42272 4ar 2
where the coefficients A and B are coupled to the field d®, which can be constructed

with screened multipoles and linearity arguments:
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I 1 I I
dV = e|Ce D ___2[(371_?__3)_'_7(3@ )+72ﬂ]
roy r r r r2 r
1
- shes LA A TR A PELLLY
A2 =y22(+1)+y? oo rz  r? r
T [ A (prm - L), enn
e 3 13 A
21+ 1)+ 2 oo r2 r
_ A D[ (372 £) + (37 - 1) L2 PBL a3 1)
A2 P r2 3920 3 3
2 _ 22
N - Alr— 1>[(3__£) 4(3__1) Az@]
Pe A4[2(A + 1) + y2] r3 r2 r
2_ .2 2
e & e A E AL T LS
20+ 1)+ 2 422 r3 r3 2\r r
3 1
Ann Sl 2.46
Ve ) (2.490)
The coeffcients A, B, and C are determined by the no-flux boundary condition at
r = 1. We have a linear system of three equations that may be solved to find algebraic
expressions for d(®:
2 2
1+ 1 P 242444
2B(1+ =3) -2CPe, () = 5 (1+ G es) _ope, 232 L) (2.47)
3y2? v? 2 A4
Pe; 3 3 0.~ 21 9 3 4 3(1+2)
B—C(Z——)—Z/l—(———— )
V2 R RV BT e O R PPy I Ly
Co A Co Co(22% — y?)?
=G+30+ (- S+ - ) 2.48
( ) pE; 12 /12(/12 _ ),2) /16(/12 _ ,),2) ( )
Pe, 27 50 2% 9(1+2a
~3B-% C(4+%+2+y)—@(2/12 2)( o4 A ))
y? Y2y 4 474027207 4 2 42
C A C Co(222 = y?)*\  Co(1+2
—(9+9/1+4/12+/l3)(——0+—— o, Qo y))_ ol +4)
214 A2 /12(/12 _ ),2) /16(/12 _ ,),2) 222

Pe, [CoPe3(1+1) APey(1+ 1 CoR12=vH) /1 3(1+A
_ e[oes( ) APes(1+) Gof 7)(§+(+)]. (2.49)

3 316 A2 a4 422

We solved this system of equations in Mathematica to create the figures in this
article. They may be solved by hand as well, but the expressions are long and it is

difficult to elucidate important physics from the full expressions.
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The effective diffusivity is given by

(D) = Dy , (2.50)

I-n" / nd®ds
r=R.

which, in terms of the undetermined coeflicients, is

4n Pet/ox* Pe
D) = DpI|l-—enR}B-—" _(1+1)-A—=e M Da+1
(D) P 3 €" ( 2(MDWQ( )-A—e (1+1)
P2 2 2
_Pei3 (1Pe“+1)(3 +i+l) . 2.51)
20+ 1) +y2\3 22 422 42 2

When the bath particles are inactive, Pe; = 0,A = 0, B = 1/4 and we recover the
2
classic result: (D) = DpI(l - %(&) ¢).

a
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Chapter 3

FLUCTUATION-DISSIPATION IN ACTIVE MATTER

The fluctuation-dissipation theorem (FDT) “states a general relationship between
the response of a given system to an external disturbance and the internal fluctuation
of the system in the absence of the disturbance” [1]. This is true across a variety of
systems, whether the fluctuations be thermal (classical), e.g. Johnson-Nyquist noise
in a resistor, or quantized such as the fluctuations of an electric field in a vacuum [2].
The key assumptions of the FDT are that the system is in equilibrium in the absence
of the disturbance—the probability distribution of states is Boltzmann-distributed
with respect to the Hamiltonian of the system—and that the external disturbance is

sufficiently weak that the tenets of linear response theory apply.

One of the most well-known manifestations of the FDT is the Brownian motion
of a tracer particle suspended in a fluid. At thermal equilibrium, the motion of
the tracer particle fluctuates due to collisions with the molecules that compose the
solvent, giving rise to Brownian motion. The average velocity and displacement
of the particle are zero because the fluctuations are random. The tracer motion
is characterized by the mean-squared displacement (MSD) of the particle, which
grows over time; the time derivative of the MSD is known as the self-diffusivity
(D) of the tracer particle. If one applies a weak external force F'**' to the tracer
particle and drags it through the fluid, the velocity of the particle U will be linear
in the applied force: U = (MUF) . Fe*! where (MUF) is the hydrodynamic
mobility of the particle—the inverse of the drag on the particle. The FDT manifests
in the Stokes-Einstein-Sutherland relation (SESR) (D) = kgT(MVUF), where kg
is Boltzmann’s constant and 7T is the temperature of the system. (We will refer
to the quantity kpT as the temperature in this chapter, as kg and 7 will never
appear independently of one another.) Alternatively expressed, the product of the
self-diffusivity (fluctuation) and drag (dissipation) is precisely equal to the system
temperature (D) - (MUF)~! = kpTTI (where I is the isotropic tensor).

This theorem does not require us to say anything about the probe particle or the
medium through which it moves—the relationship between the drag and the self-
diffusivity is specified only by the temperature of the system. Indeed, if we instead

considered the motion of a tracer particle in a suspension of other particles (see



(D) ~ d(x’x')/dt U= (MUF) . Fext

(Dy - (MUF)™" = kyTI

Figure 3.1: Sketch of the fluctuation-dissipation theorem (FDT) in a colloidal suspension.
LEFT: A tracer particle diffuses in a suspension of bath particles due to random Brownian
motion. The time derivative of the mean squared-displacements due to Brownian motion
(x’x’) is proportional to the self-diffusivity of the particle (D). RIGHT: The same tracer
particle moves through the same suspension under the action of an external force F**'. The
speed of this particle is linear in the external force, with the constant of proportionality being
the average mobility (MUYT). The FDT states that these two problems are fundamentally
related by (D) - (MYF)~! = kpTI, where kgT is the temperature of the system and is
independent of all other suspension properties (composition, interparticle interactions, etc.).

Fig. 3.1) this relation would be true regardless of any interactions between the
particles, the concentrations of other species, or the spatial distribution of the
particles (the microstructure). While both (D) and (MUF)~! are dependent on
certain suspension properties, their product is always equal to the temperature of
the system and nothing else. This is true on all time scales long compared to
the momentum relaxation time of the particle, when probe motion is diffusive [3].
Thus for systems that obey the FDT one can do a single experiment—tracking the
displacements of the tracer particle to compute (D) or applying a weak external
force to the tracer and measuring its average speed to infer (M UF)—to characterize
both the internal fluctuations of the system and the response to an external stimulus

at a given temperature.

Active systems have recently generated substantial interest among soft-matter and
statistical physicists. The constituents of these systems are able to self-propel

through some physicochemical mechanism, which generates internal stresses that
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drive the system out of equilibrium without the influence of external forces [4, 5].
One cannot assume a priori that the FDT may be applied because the steady-state
internal fluctuations are not an equilibrium process. Indeed it is not even clear
how one might define the chemical potential, free energy, or temperature for active
systems—a challenge which has fueled a spirited debate in the literature [6-8].
Any attempts have concluded that an effective temperature depends not only on
the particle activity, but also on suspension properties such as concentration and
composition. Despite this complication, experimental and theoretical predictions of
enhanced tracer diffusion [9-17] and reduced shear viscosity and microviscosity in

active systems [18-23] are at least qualitatively consistent with the FDT.

As a minimal model of active systems, consider an active Brownian particle (ABP)
of size a which swims at some constant speed Uj in a direction g that changes
randomly over a time scale 7z. At times long compared to 7, the ABP diffuses with
a long-time “active” self-diffusivity D’ = Dy + D™, where Dr is its thermal
Stokes-Einstein-Sutherland (SES) diffusivity and the purely mechanical, isotropic
“swim” diffusivity is D" = U37g/6 (in 3-D). The drag on an ABP in a Newtonian
solvent is given by its usual translational (Stokes) drag ;. In the spirit of the SESR
and FDT, we can write /D" = kgT + k,T,, where kT, = ;D™ defines the
activity of the particle. For a single active particle we thus have a generalized SESR
that states that the product of the drag and the active self-diffusivity is equal to the
thermal energy of the solvent, plus the kinetic energy of the swimmer. Note that we
have not specified anything about the swimming mechanism, only that the particle

undergoes an active random walk.

This simple single-particle result shows promising similarity with classical mani-
festations of the FDT, but is limited in scope. It only shows that if one uses an active
particle as a tracer in a solvent, the SESR is modified by the addition of “internal”
active fluctuations of the tracer itself. But what if one were to instead place a passive
tracer particle in a fluid that also contained a dispersion of active particles? Is the re-
lation between the fluctuations of the tracer particle and the drag as it moves through
the suspension still linear in kgT and k,7,? Does the fluctuation-dissipation relation
depend on the activity only, or also on the volume fraction, etc., of the swimmers?
Both the active or long-time self-diffusivity (LTSD) of a tracer in an active bath, as
well as the “temperature” of an active bath have been shown to depend on properties
of the system such as particle size, swimmer fraction, swimming mechanism, etc.
[6,7,9, 10, 12, 14, 16, 24-27]. There are few measurements of the self-drag on a
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tracer in an active suspension [22, 24, 28, 29]. Both the drag and the diffusivity are

needed to characterize the fluctuation-dissipation relation in an active suspension.

In this chapter, we use generalized Taylor dispersion theory to make a direct con-
nection between fluctuation and dissipation, deriving expressions for the average
velocity (and thus, drag) and LTSD of a tracer (probe) particle in a generic colloidal
suspension. The complete derivations regardless of suspension concentration, bath
particle activity, or any other non-equilibrium effects (e.g. external shear flow) are
given in appendices A and B. To illustrate the behavior we consider a dilute sus-
pension, where only the pair-wise interactions between the tracer particle (1), and a
single bath particle (2) are considered—this is depicted in Fig. 3.2. (The condition
for diluteness is that the volume fraction ¢ based on the bath particle size is small
¢ < 1.) In the absence of external forces, the average diffusivity (D) of the probe
in this dilute suspension is

(D) = / Dnﬁi‘}f)dr— / ud®ar + / (D12 — Dy1) - V,.d® dr, (3.1)

and the average mobility (inverse of the drag) in response to a weak external force is

(MUFy = / MﬁFﬁg‘}?dr— / UOdPar + / (D12 - D1y) - V,d® dr(3.2)

The probability of finding the bath particle at some position = relative to the
probe in the absence of any forcing is described by 13?;’? ). The diffusivity ten-
sors Dy = kgTMF, and Dyp = kgT MU are based on the hydrodynamic self-
and pair-mobility of the probe particle, respectively [30]. The velocity of the probe
particle due to activity, interparticle forces, external shear, etc. is UI(O); this velocity
excludes only the velocity due to the external force MLF - F¢*' and Brownian
motion. The long-wavelength fluctuations in the probe’s position due to Brownian
forces in the solvent are described by ci(k), and its fluctuations due to the action of

the external force are given by d®),

Equations 3.1 and 3.2 show that the diffusivity and mobility are formally identical
(modulo a factor of kpT") under the lens of generalized Taylor dispersion theory. For
the FDT to hold, we only require that d® = kgTd®). The dispersion due to the
fluctuating Brownian force —ikkpT must be mechanically identical to that from the
external force F'®*’; this is the mechanical underpinning of the FDT for systems in

equilibrium.
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Fluctuations arising from the thermal forces in the solvent are described by

od®)
ot

+V, . ([U§0) _ U{ﬂ)]d‘(k) _ Drel . Vrﬁd‘(k)) _ P"?}?)(({Jprobe) . U{O))

+2(D12 — Dn1) - Vrpi(;’?) + Pi(}’f’vr (D12 — D), (3.3)

while the fluctuations arising from the external force are described by

od®

LY, ([US)) B U{O)]J(F) _prel. Vrci(F))

ot
=V, - [((MYF — pUF)pOO) (3.4)
= Vr 12 u Myt :

The relative thermal diffusivity is D"¢! = Dy + Dy — D31 — Dya. The two
fluctuations are the same only in the case that the local probe velocity in the absence

of the external force

urrete =U®" - (Dy - Duy) - V, n Y, (3.5)
. . . 5(0,0).
is equal to its suspension average over P, I
(UProbey — / U0 ar - / (D12 — D) -V, P} dr. (3.6)

In general the detailed and average probe velocities are not the same. They are
the same and the FDT is satisfied if U?"°%¢ and ISS’? ) are spatially uniform, or if
UProbe — () a5 is the case in [31].

In the next section, we show that this condition is not met for a dilute active
suspension—the product (D) - (MYF)~! thus depends on the geometry and activity
of the suspension. However, in certain limits, we can recover the same fluctuation-
dissipation relation as found for a single active particle moving in a Newtonian
fluid.

3.1 Model system

Consider the motion of a tracer particle of size R with Stokes-Einstein-Sutherland
(SES) diffusivity Dp in an active suspension. In addition to Brownian fluctuations
from the solvent, the tracer moves under the action of a constant external force
Fe°*'_ The suspension is composed of ABPs with size a, (constant) swim speed
Uy, SES diffusivity Dr, and a characteristic reorientation time 7g in a Newtonian

solvent of viscosity n;. We neglect hydrodynamic interactions (HI), assume the
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suspension to be sufficiently dilute (¢ = 47n°a’/3 < 1 in three dimensions or
da = 47ra2n2° < 1 in two-dimensions, where n® is the constant volumetric number
density of swimmers and n% is the constant areal number density of swimmers)
that we only need to consider pair-wise particle interactions. The dynamics of this

system are described by the following Smoluchowski equation:

oP, ; . . .
W+VZ-31T3+V,-(g;—f—31’—§)+VR-J§:o, (3.7)

where Vi = g X V4 is the orientation-space gradient operator for an axisymmet-
ric particle. This is a conservation statement for the probability P, of finding a
swimmer with position  and orientation q relative to a probe at position z (we
neglect orientational degrees of freedom for the probe). The translational flux of
the probe is jg = MUF . Fextp, — DpV. Py + DpV,Py; MYF = I/¢p is the bare
probe mobility in the absence of HI and {p is its (Stokes) drag coefficient. The
translational flux of the swimmer is jg = UyqP, — DrV, P, and its rotational flux

is ]f = —TlglVRPQ.
The average motion of the probe is governed by the single-particle equation

AP .
8_t1 +ik- 3Ty =0, (3.8)

where the angle brackets represent an average over the swimmer configurations—
over drdgq—and we have taken a Fourier transform with respect to z. The average
flux of the probe is

GTy = By MUF . B~ kD +Dp//V,131/1drdq , (3.9)

where we have defined Py (k,r, q,t) = P, 1k, 7, q, 1)Pi(k,1). The long-time self-
diffusivity of the probe is given by the long-wavelength (small k) fluctuations in P, /1
SO we write }31/1 = ﬁi(;)l +ik-d® +0(k?) as in previous works [27, 31, 32]. Expand-
ing the average probe flux with respect to k ((311;) = Pi[(UProbey — ik . (D) + ...])
defines the average velocity and long-time self-diffusivity (LTSD):

<Upr0be> = MUF . pext 4 DP-/Vrpi(;)l drdgq, (3.10)

(D) = Dp . (3.11)

I- / v,.d® drdqg
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When the external force is weak compared to Brownian motion, we can also expand
the microstructure with respect to F'¢**: 135(;)1 = 135(;’? ) _ Fext . dF) 4+ O(Fe*')2. The
average speed of the probe is now

<Uprobe> — DP/Vrp(QO) d,r.dq +Fext . [MUF —DP/Vrd(F) d’l"dq (312)

1/1

<Udrift> <MUF>

The first term in the above equation is the probe’s drift velocity—the average velocity
resulting non-zero suspension-averaged forces acting on the probe (other than the
external force). The expression for (MUF) is formally identical to that for (D)
(3.11)—the LTSD of the probe is the same as its mobility under the action of a small
external force (modulo a factor of kgT). Though the formal relations are the same,
the mobility of the particle is not necessarily identical to its self-diffusivity unless
d® = kpTd®).

In the introduction (and more generally in Appendix B) it is shown that the two
fluctuation fields are not governed by the same equations for a generic suspension
not in equilibrium. For the model suspension under consideration here, the FDT is
not satisfied unless V, In ﬁi(;’? ) = 0, which is known not to be true because swimmers
accumulate at the surface of the probe (see Eqn. 2.44) [33, 34]. For a single ABP, the
FDT is not satisfied; however, the product of the active diffusivity and the drag £, D
is linear in the temperature kg7 and the activity k 7. An analogous statement for
the passive tracer in an active suspension would be (MUF)~1 . (D) = kpT + E*;
a strong statement of fluctuation-dissipation could be made if E““’ depends only
on the activity of the bath particles k,T;. E“ is determined by the fluctuation
field d’ = d® — kBTci(F ), which measures departures from the FDT due to non-
equilibrium processes. To determine the GSESR for active suspensions, we can thus
solve for (D) [27] and then (MUF) (or E“") separately. We solve the problem for
the average mobility (or average drag) as it is precisely the fixed-force microrheology
problem for a probe in an active bath, and thus has applications beyond the present

discussion.

We solve the Smoluchowski equation (3.7) using the familiar method popularized

by Saintillan and Shelley [35] and expand the pair-distribution function in terms of
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Figure 3.2: Schematic of the model system: a Brownian probe particle of size R immersed
in a suspension of ABPs with size a at number density n°—the center-to-center separation
distance upon a collision is denoted by R. = R + a. The ABPs swim in a direction g at
speed Up; g changes randomly on a time scale characterized by 7g. The probe translates
under the action of a constant external force F¢*?.

orthogonal tensor harmonics in g

POV (r, q;1) = no(r; 1) + g - mo(r; 1) + (qq — I/d) : Qo(r;1)
+(qqq - a-q/(d+2))© Bg + ... (3.13)
a-dOr, g0y =n'(r;t)+q-m/(r;1) + (gg - I/d) : Q'(r;1)
+(gqq-a-q/(d+2)o B +.., (3.14)

where d is the spatial dimension (d = 2, 3 in this article), I is the identity tensor, and
o is the fourth-order isotropic tensor. The unit vector in the direction of the external
force is . The zeroth moment n is the concentration field, m is the polar order,
Q) is the nematic order, and so on [35, 36]. In the absence of external forces, the
closure Q¢ = 0 results in qualitative and often good quantitative agreement between
calculations of the particle-phase pressure using theory and Brownian dynamics
simulations—the closure By = 0 provided nearly exact quantitative agreement
between theory and simulation [33]. We examine both closures in this problem,
and provide a comparison to the exact solution (for d = 2) for various closures in
Chapter 4.

The governing equations for ng, mg and Qg may be found in the appendix of [33].

Applying the moments-averaging procedure to the governing equation and boundary
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conditions for @ - ) yields a system of coupled PDEs governing the steady-state

perturbed microstructure:

V, - [Um' = D'V’ = MUY . F¢*' . Vn, (3.15)
V, - [UoIn'/d + Q") — D"'Vm/] + (d — 1)Dgm/ = MU . F¢*' . VYmy, (3.16)
V, - [Uy(a-m'/(d +2) — Im'/d) — D"'VQ'] + 2dDrQ’ = MUF . F**' . VQ,,

(3.17)

where we have neglected terms of O(ik), as they are not necessary to determine
the average probe speed. The relative translational diffusivity is the sum of the
bare probe and swimmer SES diffusivities D' = Dp + Dy. Note that these
governing equations are valid even when the external force is not weak—i.e. when
the expansion 135(;)1 = AE(;’IO ) _ Fext . db) 4 O(F¢*)? is no longer valid—and can
thus be applied to the nonlinear microrheology problem (Chapter 5).

At particle contact r = R, = R + a there can be no translational flux:

n-[Um' — D™ Vn'l =n - MUY . F*'py, r = R,, (3.18)
n-[UyIn'/d+ Q") - D'Vm/] = n - MYF . F**'my, r = R,, (3.19)
n-[Uy(a-m'/(d+2)—Im'|d)-D"*'VQ'] =n- MUY . F*'Qq, r = R,,

(3.20)

where n is the outward-pointing unit normal of the probe. In the far-field there is

no long-ranged order 135(;)1 = n®/4r as r — oo and thus the fluctuations are zero:

n,m',Q ~0,r - . (3.21)

One may solve this system analytically when @’ = 0 (see Appendix C). For QQ’ # 0
the solution must be obtained numerically, which we do using a second-order finite

difference scheme [37].

3.2 Probe speed and self-drag
In the linear-response regime the probe velocity is linear in the applied external

force:

<Upr0be> — <Udrift> 4 Fext. . (3.22)

MYF _Dp / v,d") drdq

Due to the symmetry of this problem, (U4%"/) is zero and the probe mobility
is isotropic: (MUF) = I(u), where (u) is the mobility coefficient. In general
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the mobility problem (the velocity of a particle due to an applied force) and the
resistance problem (the force on a particle moving at a particular speed) are different.
For the simple case of the probe particle (1) and a single swimmer (2), the probe’s

hydrodynamic self-mobility is
MEF =R - RYY - (R RYPT # (REY) (3.23)

where the linear relation between the velocity of particle a and the force on particle 8
is M g 'Lf and the relation between the force on partcile @ due to the motion of particle
Bis RY g The self-drag of the probe RI U is not equal to the inverse of its self-
mobility MﬁF in general [30], rather it depends on the hydrodynamic interactions
between all the other particles in the suspension. Even if the average hydrodynamic
mobility and resistance are isotropic, (MEF) = ()T and (REV) = ({H1)1,
the mobility and drag are not necessarily inverses (u’) # 1/(Z""). In the spe-
cial case under consideration—where we neglect fluid velocity disturbances of the
particles—the probe’s hydrodynamic self-drag is just the Stokes drag {p and the
hydrodynamic self-drag and self-mobility are inverses. This allows us to easily
move from the mobility formulation of generalized Taylor dispersion theory to the

resistance formulation implicit in discussing the drag on the probe.

In addition to the hydrodynamic contribution to the mobility (and drag), there is
the interparticle piece represented by the integral in Eqn. 3.22. This includes the
entropic restoring force in the bath, and would also account for Brownian drift in the
presence of hydrodynamic interactions (there is no such contribution in the simple
scenario we consider here). The total drag on the probe—the Stokes drag plus the

additional drag due to interparticle interactions—is given by

<§>=§p[1+§€5/R '&-nn’dS], (3.24)

which we have expressed as an integral of the concentration fluctuation n’ over the
contact surface R.. Note that the interparticle piece depends only on interactions
at the no-flux boundary, whereas the hydrodynamic (and Brownian) piece will in
general depend on the entire configuration of the suspension. Conventionally, the
self-drag ({) of the probe is defined in terms of a suspension-averaged viscosity:
(¢) = 6m(n)R where (n) is known as the microviscosity of the suspension [37, 38].
In the absence of any hydrodynamic interactions or interparticle forces, the micro-
viscosity of a passive suspension is (1) = n,(1 + ¢°*), where the excluded volume
fraction is ¢ = ¢(1 + R/a)?>/2. The effect of the bath particles is characterized
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Figure 3.3: Particle contribution to the probe drag (d = 3) scaled by its value in a pas-
sive suspension {p¢“*. The Stokes drag of the probe is {p, and the excluded volume
fraction of the suspension is ¢°* = 27a(R + a)’n*/3, where n™ is the number density,
a is the swimmer size, and R is the probe size. This scaled drag contribution is plot-
ted as a function of £/R. = Uytgr/(R + a), where Uy is the speed of the swimmers, and
TR is their reorientation time. Different colors indicate different strengths of swimming:
6DsWim | prel = USTR /D"¢", where D" is the relative thermal diffusivity. Squares are for
the closure Q’ = 0 and crosses are for the closure B’ = 0. The dashed lines serve as guides
for the eye.

by the intrinsic microviscosity 7" = ((¢) — {p)/Lpd°, where {p = 6mn,R is
the probe’s Stokes drag coeflicient. The intrinsic microviscosity is a scalar constant

independent of the volume fraction.
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Figure 3.4: Particle contribution to the probe drag (d = 2) scaled by its value in a pas-
sive suspension {p¢%*. The Stokes drag of the probe is {p, and the excluded area frac-
tion of the suspension is ¢%* = 2ra(R + a)n’y, where n% is the areal number density,
a is the swimmer size, and R is the probe size. This scaled drag contribution is plot-
ted as a function of £/R. = Uytgr/(R + a), where Uy is the speed of the swimmers, and
TR is their reorientation time. Different colors indicate different strengths of swimming:
2Dswim | prel — U§TR /D"¢", where D" is the relative thermal diffusivity. Squares are for
the closure Q’ = 0 and crosses are for the closure B’ = 0. The dashed lines serve as guides
for the eye.

Swim-thinning

Dimensional analysis of the governing equations for @ - d¥) reveals two dimen-
sionless groups that determine the strength of activity in the linear-response regime:
Pey = UyR. /D™ and y? = (d — 1)R?/ D" 1. The first is a Péclet number relating

the strength of swimming to the strength of Brownian motion, and the second com-
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pares the rate of thermal diffusion to the reorientation time of the swimmers. In terms
of the time scales discussed in the calculation of (D) in Chapter 2, Pe; = Tp/Taay
and y? = (d — 1)tp/7x, where 1p = RZ /D¢ and 744y = R,/ Up. Alternatively, we
can define these groups in terms of three length scales: the run length £ = Uptp,
the microscopic length § = 4/D"!1g, and the contact length R. (Pe; = (R, /8%
and y? = (d — 1)R?/6?). Figs. 3.3 and 3.4 show that the qualitative dependence
micro

of n on the ratio ¢/R. is the same for all activity levels—constant values of
/6 = \[Dswim|Drel ~ \[k T, [kgT.

£ KR, £ ~R, £>» R,

Figure 3.5: Sketch of swimmer trajectories upon collision with the probe particle for various
regimes of £/ R, = Uptgr/(R+a), where Uj is the speed of the swimmer, 7 is its reorientation
time, a is its size, and R is the size of the probe. The background arrows indicate the direction
of fluid flow.

The limit /R, < 1 is known as the continuum limit. The run-length of the swim-
mers is small compared to the size of the probe, thus from the probe’s perspective
the swimmers are simply “hot” Brownian particles diffusing through the fluid with
an active self-diffusivity Dy + D*"'". When they collide with the probe due to the
advective flux (see Fig. 3.5, left), they can immediately reorient and diffuse away
from the probe. Thus, even though the number density of particles at the surface
may be large ny ~ n°(1 + D*¥""/ Dr), the advective disturbance is balanced by the

diffusive restoring flux (D7 + D**"")Vn’. The microviscosity is

V3l
2 R

nmicro =1-

(3.25)

which is what we find in passive suspensions, minus a small correction that reflects

swim-thinning of the suspension.

In the opposite limit the run length of the swimmers is far larger than the contact
length € > R.. When a swimmer collides with the probe, it slides along the contact

surface until it is able to swim away again with the same orientation (see Fig. 3.5,
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right). This is a consequence of the no-flux boundary condition. The swimmer
does not reorient during its contact with the probe, and thus the particles do not
accumulate at the surface of the probe nyg ~ n™. In this case, the weak advective
perturbation is simply perturbing a suspension from a uniform microstructure, and

the microviscosity is

. 2
pmiere = 1 — §Pef, (3.26)

the passive suspension microviscosity with a small correction for swim-thinning
when ¢/R, is large but finite. Note that Pe; is actually small when ¢/ is fixed but

{/R. is allowed to become asymptotically large.

In the intermediate regime—¢/ R, ~ O(1), illustrated in the center panel of Fig. 3.5—
the behavior is different. When a swimmer collides with the probe, it slides along
the surface as it does when ¢/R. > 1, but it may still be near the probe when it
reorients. For example, a swimmer approaching the front of the probe may collide
and then slide around to the back of the probe. Once there, it can either reorient
and swim away from the probe, or it can collide with the probe again and push it
along—the latter scenario would result in a microviscosity /ess than one would find
in a passive suspension. The opposite would be true of a particle approaching the
rear of the swimmer—it could swim away in front or reorient and hit the probe,

thereby increasing the microviscosity. When /R, ~ O(1) we find
"o = 8/ Pes, (3.27)

which approaches zero as Pe; — oo. This simply means that the weak advective
disturbance causes more swimmers to collide with the front of the probe and then
slide to the back than vice-versa. Some of these swimmers reorient and push the

probe along, decreasing the microviscosity.

It should be noted that this particular limit of the microviscosity—¢/R, ~ O(1)—
is sensitive to the equation closure, as indicated by the difference between square
symbols and crosses in Figs. 3.3 and 3.4 (for a detailed discussion, see Chapter 4).

micro

If nematic order is included, n approaches as constant value slightly less than
1/2, as Pe; — oo, which is consistent with finite element calculations of P, /1 that do
not rely on the moments expansion in q. Additionally, the overshoot in the approach
to the large £/R. value seen in Figs. 3.4 and 3.3 at large D*"""/D"! is a result
of the closure B’ = 0. It is not seen with the closure Q’ = 0 or in finite-element

calculations (Chapter 4).
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Figure 3.6: Comparison between our theoretical predictions (red crosses) and the simulations
of [29] (black squares).

In the absence of any hydrodynamic interactions, activity decreases the excess drag
coming from the bath particles, but the microviscosity is never reduced below the
viscosity of the embedding solvent, () > n,. This agrees with previous simula-
tions which compute an decreased mobility in an active bath without hydrodynamic
interactions [29]. Curiously, Reichhardt & Reichhardt find that the mobility mono-
tonically decreases with ¢/R, at fixed Peg [29], the opposite of what we find here
(see Fig. 3.6). The reasons for this discrepancy are not clear, though it should be
noted that their simulations neglect Brownian motion (which is strong when the ex-
ternal force is weak) and are not dilute (¢** > 0.377) which can significantly impact
the motion of the ABPs. These findings of an effective drag coefficient greater than
the Stokes drag stand in contrast to many theoretical predictions and measurements
of reduced shear viscosity in bacterial suspensions [20, 21, 23, 39] and reduced
microviscosity in an active nematic [22], which would require a negative intrinsic
microviscosity. We discuss possible reasons for this discrepancy at the end of this

chapter.
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Connections to a GSESR

In colloidal suspensions of passive particles near equilibrium, the FDT is satisfied:
(£Y{D) = kpT. For example, in a dilute Brownian suspension of hard spheres in
the absence of HI, Squires and Brady found ({) = {p(1 + ¢°*), and Zia and Brady
later showed (D) = Dp(1 — ¢**) using generalized Taylor dispersion theory [31,
38]. The product is (¢){D) = kgT to O(¢**)*. It is well-known that active matter
breaks local detailed balance by virtue of its continuous conversion of chemical into

mechanical energy; thus, the FDT does not necessarily apply to these systems [24].

For a non-equilibrium suspension, we quantify the departures from the theorem
with the field variable d’, which characterizes the fluctuations of the probe par-
ticle due to non-equilibrium effects—in this case, the activity of the bath parti-
cles. The long-time dispersion of the tracer particle resulting from these fluctu-
ations can be thought of in terms of an excess suspension energy E““’, such that
(D) = (kgT + E“"Y{MUF). We want to determine if E“’ depends on particle

activity only, or if it also depends on the suspension geometry/microstructure.

The excess energy of the suspension has three limiting behaviors, corresponding to

the three different decorrelation time scales for the tracer diffusion problem [27].

(1) When the time 7 over which the probe velocity correlations become decorrelated
is the dictated by Brownian motion T = 7p = R2/D"!, probe fluctuations are
induced by the swimming bath particles, but the fluctuations are sufficiently weak
that they decay on the time scale of Brownian diffusion. Using the results of the
preceeding section and Chatper 2, we find

17
act 2 rex
E = —5 kBTpes(ﬁ o (328)

regardless of the swimmer-to-probe size ratio a/R (when a/R < 1 the bare volume
fraction ¢ takes the place of the excluded volume fraction ¢**). One could also
predict the scaling behavior of E’ using the same kinematic arguments to those

used to predict the active contribtuion to the probe’s LTSD [27].

(2) When swimming is strong compared to Brownian motion, the decorrelation time
scale for probe fluctuations is 7 = 7,4, = R./Up. The swimmers are bombarding
the probe so rapidly that the resulting fluctuations become decorrelated on the time

it takes for a swimmers to traverse the distance R.. The detailed calculations give:

peet = L poving (22 VZDITR] er (3.29)
V3 L+ 2o s
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where F*™ = /.U, is the swim force, and (; is the (Stokes) drag coeflicient of the
swimmer. In this limit the run length of a swimmer, ¢ = Uy, is large compared to
the pair size R., and a swimmer collides with the probe before it is able to traverse
its full run length. The swimmer pushes the probe with force F*"" = Uy, but is
only able to move it a distance of R on average. Just as in the diffusion-controlled
regime, the result is insensitive to the swimmer-probe size ratio a/R. It manifests

only in ¢**, which simply becomes ¢ for point tracers.

(3) When Brownian motion is weak compared to the swimmers’ reorientations, the
decorrelation time is set by the reorientation time: 7 = 7g. In this “continuum”
limit, the run length is small compared to the contact length /R, < 1, so the probe
sees the swimmers as effectively Brownian particles with an active self-diffusivity

D! = Dy + D*"™_ The excess energy is then
act R ex
E = ksTsR_¢ > (3.30)
C

just as in the simple result for a single ABP. In the limit a/R — 0, E*" = kT ¢**
and in the limit a/R — oo, E“" = k;T;¢. The probe experiences many small kicks
of O(kpT) from the solvent molecules, and kicks of O(k,Ty) from the swimmers.
The volume fraction dependence of E““/ necessarily reflects the fact that the active
fluctuations come from the particles only, whereas thermal fluctuations come from

the solvent.

In general, the fluctuation-dissipation relation in active systems reads
(D) - (MYFN! = kpTI + E*!(a/R, ¢,(/R., ...) (3.31)

which is a weaker statement than the FDT for equilibrium systems. Indeed though
E“¢! is isotropic in the case studied in this chapter, it may be anisotropic in other
scenarios. This active “temperature” does not depend only on the activity of the
suspension (i.e. on Uy, Tg only), but also on the particle sizes a and R and the
concentration ¢. Only in the continuum limit £{/R., — 0 do we find that the
product (D) - (MYF)~! depends solely activity of the bath particles k;T;—in this
limit the probe is large enough that the random active motion of the bath particles
is instantaneous and microscopic on the scale of its own motion, just like in an
equilibrium suspension. Finally, though this section specifically addresses 3-D

systems, the same physical arguments are expected to apply in 2-D.
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Figure 3.7: Contour plots of the 3-D (axisymmetric) perturbed microstructure for weak
external forcing; the direction of the external force is indicated with a solid black arrow.
The background green colors indicates a uniform microstructure fluctuation: n’,m’ ~ 0.
Red (warm) colors indicate an accumulation of particles, and blues (cold colors) indicate
a depletion. For the polar order m, concentration gradient Vyn’, and flux le, the color
indicates how strongly the field is aligned with (reds) or against (blues) the external force.

3.3 Microstructure

We now examine the microstructural underpinnings of the probe drag. When the
probe is stationary (F**’ = 0), the microstructure is isotropic, and in the absence
of activity the number density is uniform. When the probe is set into motion, the
microstructure is perturbed from its isotropic steady state. This perturbed struc-
ture determines the microviscosity. In a suspension of passive Brownian particles,
Brownian motion gives rise to a diffusive dipole that balances the advective distur-
bance of the probe, resulting in a particle accumulation in front (@ - n > 0) of the
probe, and a depletion of equal magnitude behind (@ - n < 0) the particle. (The
disturbance to the polar order is identically zero for a passive bath.) The flux of
(passive) particles relative to the probe j” = (- 31)/(UPrPn™) = —ny — Vn' is
quadrupolar: Brownian motion drives particles along & to compensate for the wake
left by advection (recall that ng is the number density around a stationary probe, and
note that we define V| = @ - V). At the poles @ - n = 0, and the flux goes against

the external motion —@ because the concentration gradient changes sign.

In active suspensions, Brownian motion must now balance perturbations due to
both advection and swimming. Because the rotational and translational motion are
coupled through the polar (and nematic) order, there are two distinct boundary-layers
that arise from activity: one thatis a distance = = §/ \/ 2(1/6(¢/6)* + 1) away from

the probe surface (in 3-D), and another that is a distance ¢ from the probe surface,
where § = \/D"¢'1g and ¢ = Uytg. The number density n’ is screened by A, and the
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polar order m/’ is screened by both A and 1/, [40] resulting in “nested” boundary-
layers. The second row of Fig. 3.7 provides a clear picture of this boundary-layer

within another boundary-layer phenomenon.

The most noteworthy aspect of the structure is that the concentration disturbance n’ is
now non-monotonic with distance from the probe surface. In the innermost region,
r — R. ~ O(1/2), Brownian motion balances the flux due to self propulsion Pe;m/,
but only the screened terms ~ e~ ~R)4 /r contribute. In the region r — R. ~ O(1/6),
we see something very different: Brownian motion must now balance terms ~
e~ "=Re)/5 /1 in the polar order, which are of the opposite sign. In the far-field
r > 6, 17!, we return to the long-ranged advective-diffusive dipole response (which
is weak). Interestingly, though the polar order (and thus the gradient in number
density) are non-monotonic in r, the flux of swimmers relative to the probe is
monotonic, and exhibits precisely the same qualitative behavior as in the absence of
activity—overall, Brownian motion is still trying to compensate for the wake left by
the advective motion, and the swimmers assist Brownian motion because of their

desire to be near the probe’s surface.

Effects of closure

Figures 3.3 and 3.4 reveal that the closure of the Smoluchowski equation seems to
make a larger quantitative difference than in previous studies [27, 33, 34, 40]; this
may be explained by simple geometric arguments. When the probe is stationary
the only vector with which the swimmers may align is the probe’s outward-pointing
unit normal 7, and the polar order (whether the swimmers are moving toward or
away from the probe) is the most important ordered field. The nematic order would
contain terms proportional to nn and I, which do not significantly affect the kinetic
boundary-layer structure, even if the probe were of some arbitrary shape [40]. With
the introduction of an external force (or orienting field) in a fixed direction i, the
swimmers may now be swimming toward or away from the probe m’ ~ @ - nn or
with or against the external field m’ ~ 4, as the solution in Appendix C reveals.
This implies that the nematic order may have terms proportional to un, (4 - n)I,
and (& - n) nn. These correlations between the external force director @ and the
unit normal of the surface m must make a more significant quantitative impact in

this problem.

We plot the non-zero components of the nematic order fluctuation in Fig. 3.8.

Indeed we find small but not negligible components of Q’ that indicate the presence
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Figure 3.8: Contour plots of the 3-D (axisymmetric) perturbed microstructure for weak ex-
ternal forcing. The background green colors indicates a uniform microstructure fluctuation:
n’,m’, Q" ~ 0. Red (warm) colors indicate an accumulation of particles, and blues (cold
colors) indicate a depletion. For the nematic order ', the color indicates how strongly

the swimmers’ alignments are correlated—small black arrows are included to help with

visualizing the three components of Q”: II =1 - Q' -1, where 4. = e, is the unit vector

in the direction of the external force (as indicated in the concentration disturbance plot),
Q| =e,-Q" e, where e, =cosye,+sinyey, and Q) = e, - Q' - . The azimuthal
coordinate is .

of apolar order in the suspension. The parallel apolar ordering Qh, which represents
apolar ordering along the direction of probe motion, is the most pronounced. The
swimmers are diverging in front of the probe—the particles closer to the surface
tend to move away and the particles further out in the same layer will tend to move
toward the surface—and are converging behind it. This qualitatively supports the
structural features seen in the polar order in Fig. 3.7. The activity brings particles
into the wake and pushes them out of the way in front, leading to a reduction in the
viscous drag. The nematic order will thus quantitatively change the microstructure,

but does not qualitatively change particle motion.

3.4 Conclusions

Using generalized Taylor dispersion theory, we showed that the fluctuation-dissipation
theorem (FDT) does not hold for generic active matter systems, though the long-time
self-diffusivity and self-mobility are formally identical. We constructed a general-
ized Stokes-Einstein-Sutherland relation that says the effective diffusivity of a tracer
particle is inversely proportional to the effective drag through the active medium,
and the energy that the probe must dissipate depends on the activity of the swimmers
as well as the suspension structure. In one special case—the continuum limit, where
the run length of the swimmer is much smaller than the center-to-center separation
of the probe and swimmer upon contact { <« R.—the energy dissipated depends
only on kpT and the bath particle activity k7. In finding the effective fluctuation-
dissipation relation, we necessarily calculated the linear viscous response of an

active suspension to a tracer particle being dragged by a fixed external force. We
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find that the suspension, in the absence of hydrodynamic interactions (HI), is uni-
formly swim-thinning. The microviscosity reaches a minimum value of ~ 1/2 that
seen in passive suspensions when the run length and contact length are commen-
surate { ~ R.. The precise value of the minimum predicted microviscosity will

depend on the closure of the Smoluchowski equation.

Notably, we did not find a negative microviscosity in this investigation—the swim-
mers always increase the effective suspension microviscosity no matter how active
they become, as demonstrated in simulations [29] but in contrast to measurements
of the microviscosity of an active nematic [22]. There are two explanations for this.
First, we have implicitly assumed a fixed-force mode of microrheology in using
generalized Taylor dispersion theory. Negative suspension viscosities are precluded
in this mode of measurement because a negative viscosity would result in the speed
of the probe increasing until the effective drag was once again positive [39]. In
the absence of hydrodynamic interactions (HI) however, the difference between the
fixed-force and fixed-velocity microviscosity is simply a factor of R./a. Second, in
neglecting HI we do not consider any effects related to the swimmers’ gait, as in pre-
vious theoretical investigations [21, 22]. We expect that hydrodynamic interactions
are essential to finding the observed viscosity reduction in active suspensions. Even
in the case where the swimmers exert no hydrodynamic stress on the fluid, Takatori
and Brady showed that the swim stress—the macroscopic mechanical stress asso-
ciated with the random run-and-tumble motion of the active particles—is affected
by an ambient viscometric flow, and indeed they predict a viscosity reduction in
active suspensions regardless of swimming gait or shape of the swimmers [39]. We

examine the effects of HI in Chapter 8.

In Chapter 5, we will examine the viscous response when the external force on the
probe particle is large compared to the thermal restoring force F¢*' > kgT/a. In
Chapter 9, we discuss the problem of “fixed probe” microrheology—the viscous
response measured by a fixed probe in a bath of particles whose motion is biased by

an applied external field.

Appendix

A: Generalized Taylor dispersion theory in non-equilibrium systems

Consider a suspension of N particles embedded in a Newtonian fluid. The suspen-
sion dynamics may be described by a Smoluchowski equation for Py({x,},?), the

probability of finding the N-particles in some phase-space configuration {x,} at



56

time 7 (x, is taken to represent the laboratory frame position and orientation of each

particle):
(’)P
=X Z V,  ja =0, (3.32)

with the general constitutive expression for the flux j,:

N
jo=UaPy =) Dap-VgPy. (3.33)

B=1
The thermal diffusivity of particle a relative to 3 is described by D, g = kgT M g; ,
where Mglf is the hydrodynamic mobility [30, 41]. We take U, to represent both
translational and angular velocities of the particles, and F}, to represent both forces
and torques. We have explicitly written the particle fluxes arising from Brownian
motion; the velocity U, contains all other contributions to the particle motion,

whether it be from activity, external forces or flows, or interparticle forces.

To probe the suspension properties, we select a test particle at x| = z, and re-write

the equation in terms of particle coordinates relative to the test particle r, = T, —x.

8PN

V. v, - - 3.34
el J1+Z . -J1) = (3.34)

a=1

where

N
j1=UiPy = Dy1-V.Py = ) (Dig — Dn) - Vi, Py, (3.35)

a=1
N
ja =UqPN — Dg1 - VZPN - Z(Daﬂ - Da'l) : VrﬂPNa (336)
B=1
according to the chain rule!.

Fluctuations in the test-particle coordinate z are unbounded?, so we may take a

Fourier transform with respect to z derive:

HPN

— ik .71+ZVra' Jou = 1) = 0. (337)

a=

"For simplicity it is assumed that the relative rotations can be written in this manner. Indeed,
this is a true statement in 2-D (see Chapter 4), though it is not as simple in 3-D [42].

2One can imagine allowing the orientation coordinate to be unbounded by defining it on a
Riemann surface without any branch points. Alternatively, one could take a Finite Fourier Transform
with respect to q;. The details are not important for the discussion here.
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where

N
J1=U1Py —ik - Dy Py - Z(Dla - D)V, Py, (3.38)

a=1

jo=UaPy—ik-Da1Py = Y (Dap = Da1)- Vi, Py.  (339)

B=1
We have assumed that the velocity of the test particle is independent of its absolute
position z. This may not be true if, for example, the particle experiences motion

due to an external potential fixed in the laboratory frame [38].

We may average the N-particle equation over the relative configurations of the N — 1

other particles to get an equation of motion for the test particle

oP
a_tl“"’ Gi)n-1=0 (3.40)

which makes use of the condition that there be no relative particle flux at contact or
at infinity: nqq - (3'a - 5’1) = 0, where n1, is the unit vector pointing from particle

1 to particle « along the line of center. The average flux of the test particle is

<J1>N 1 /U1PN 1)1dra — ik - /D11PN 1/1dTq
_/Z(Dla_Dll)'Vr(,pN—l/ld'ra, (3.41)
a=1

which has been simplified by the substitution Py = P (k, )Py_; /1(k,{ra},1). The
long-time self-diffusivity of the test particle will be determined by the long wave
length (small k) fluctuations in its position so we expand the relative microstructure

with respect to ik: Py_; = PO +ik.-d® + O(k?). From this we can define an

N-1/1
effective dispersion relation:

(J1)n-1 = [(UPTP) — ik - (D) + ...]P), (3.42)

where

N
<Upr0b€> — / U].P\](\(I)i]/]dra — / Z(Dla - Dll) . Vr(YP](V 1/1 dra, (343)

a=1

N
(D) = / Dy P, dra - / U1d®drg + / Z(Dla—D11)~Vraci(k) dre,.
a=1

(3.44)
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This is a generalization of the 2-particle result for equilibrium suspensions derived in
[31]; recall that U; can have non-equilibrium contributions, which contribute to the
diffusivity through d®). Note that the last integral in Eqn. 3.44 is convergent for a
quadrupolar fluctuation field, and conditionally convergent for a dipolar fluctuation.

We return to this point later.

Consider separately the motion of the test particle due to an applied external force:
U, = U{O) + MﬁF - Fe*' where Uio) can still contain contributions from shear

flow, activity, etc. The average velocity of the test particle is now

N
0 50 50
<Upr0be> — ‘/(U{ )+ MlliF 'Fext)Pj(\]zl/l d'r'a—/ Z(Dla - Dll) . VmP](Vzm d’l"a.
a=1

(3.45)
If the external force is weak, we can also do a regular perturbation expansion of the
microstructure in moments of the force: P = pOO _ pext JF) O(F¢*)?.

N-1/1 N-1/1
The fluctuation field arising from the external force has units of length per energy;

one could also define the wave vector F'* /kgT instead so that the units of d®) are

also length. The average test particle velocity is

N
(uprobey — (/U{O)ﬁz(\?’_ol)/ld"“a - /Z(Dla = Du1) - V’“161(\?’—01)/1 dra
a=1

oo [ g0 - [ U, a0
N A

+/Z(D1a — D)+ Vrad(F)dTa)
a=1

If we define (UP"°b¢) = (Urifty 4+ (MUF) . Fe*t then we have an expression for
(UIrifty that is formally identical to Eqn. 3.43, and an expression for (MUF) that is
formally identical to Eqn. 3.44. From this generalized Taylor dispersion perspective,
dispersion driven by Brownian motion of the bath particles is equivalent to dispersion

driven by an applied external force F¢*' = —ikkgT

B: Governing equations for the fluctuation fields

The fluctuation-dissipation theorem for colloidal suspensions requires that the long-
time self-diffusivity is proportional to the hydrodynamic mobility (D) = kzT (MUF)
—a result derived by Einstein, Sutherland, and von Smoluchowski independently
[41, 43, 44]. Qualitatively, this states that the random fluctuating motion of a

test particle is related to the effective drag that the test particle would feel if it
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were pulled through the fluid by an external force. Though the expressions for
the mobility and diffusivity are formally identical (modulo a factor of kgT), the
fluctuation-dissipation theorem is satisfied only if d® = kgTdF). We can derive
equations for the fluctuation fields from Eqn. 3.37 from substitution of Eqn. 3.40
and Py = P, (k, t)ISN_l/l (k,{ro},1):

opP ~1/1 al N - ‘ N o N
S YV, Ga - G0 =ik (Gova /PP 50 (G4T)
a=1

with boundary conditions of no relative flux at contact and infinite separation:
Mo - (Ja = J1) = 0. (3.48)

Thermal fluctuations

The governing equations for P( ) Ty are
apm)
N- 1/1 va ) ( U, U1]P(0)1/1 _ Drel VrﬁP](\(l))l/l) =0, (3.49)
0 0
Z Mg - ([Ua ~UBY - DLV, PO /1) =0, (3.50)
a=2

where D(’l ‘;31 = Zgzz(Daﬂ — Dg1 — D14 + D11) and the fluctuation field is governed
by

ad® & ik Iu k)| pO b
o n Z V. |[Ua - Ul]d( ) _ D(rl% 'Vr,gd( ) = PN—1/1(<UPM &y _Uy)

N
23 (Dig = Du) -V, B0 + P Z V. - (Dia —Dn) (351
a=1

a=1

with the no-flux condition

N
> nia- ([Ua—Uﬂd““)—D:,;f -vrﬁd““)) an (Dig—Du)PY . (3.52)
a=2 a=2

If we integrate Eqn. 3.51 with respect to r,, apply the no-flux boundary condition
3.52, and make use of f Py_y /1drq = 1, then we find the same equation for
(UProbey as given in Eqn. 3.43 [45].

For the simplest case of pair-wise interactions between hard spheres at equilibrium,

d® = —(1/4)r/r3. The fluctuation field is dipolar, and thus the integral determining



60

the effective diffusivity is conditionally convergent. Using the divergence theorem,

one can convert the integral to a surface integral at particle contact and infinity:

- / D1V, d® dr = / Dy nd®ds + / Dy nd®ds. (3.53)
Sc Soo

Recognizing the singular nature of the small k expansion at large interparticle
distance r, we assume that the integral over S is zero, when in fact it should
precisely cancel the contribution from the surface. This is because the dipolar
solution is technically not the correct far-field form for d'*). Our small k expansion
of the microstructure is regular within a distance r, ~ k! from the test particle,
but there is a convective-diffusive boundary-layer at large distances3. The correct
far-field solution is really a screened dipole (making the surface integral over S.,
unconditionally convergent). If one wanted to consider these boundary-layer effects,
one could solve the boundary-layer problem for all k£ using matched asymptotic
expansions, evaluate the average flux (3.38), and then take the limit for small k (see
[46D).

External fluctuations

p(0,0)

The equation for the unforced microstructure P, I

is the same as Eqn. 3.49 for

the forced microstructure:

aP 1(\(/)’—01) /1 N 0) 0) 5(0,0) rel 5(0,0)
— Z;Vrn : ([Ua -U; ]PN_1/1 ~Dyg Vi Py, | =0
- (3.54)
N
Sy {00018, - g5, <o
o= (3.55)
but the fluctuation field is
R R Rl
y a=2
= >V, - (PF - MEF)BYO) (3.56)
a=2

3This is similar to Whitehead’s paradox for small (but finite) Reynolds number (Re) corrections
tot Stokes drag law—the inertial terms in the Navier-Stokes equations are only small within a distance
of 1/Re of the particle surface.
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with the no-flux condition

N
Z e - |[Ua ~UPNd? - D14 - v,,dP)

a=2

N
= > ne - (MY - MEDPYY (3.57)
a=2

The governing equations for the two different fluctuation fields are clearly different.

Notably, the governing equation for d®) is not forced by the the average velocity.

Indeed, we find the following condition for the fluctuation-dissipation theorem to be
satisfied ((D) = kgT(MUT)): the local probe velocity

N
yrrobe — U, — Z(Dla - D)V, In ]31(\(1)11/1, (3.58)

a=1

must be everywhere equal to the average probe velocity as givenn in Eqn. 3.43. This

can only be true if both UP"°?¢ and ﬁ](\(,)zl ) are spatially uniform, or if UP"*%¢ = (.

For the equilibrium, hard-sphere suspension studied in [31], the probability distri-

bution PV s uniform, and UP"°%¢ = (; the theorem is satisfied. This would also

N-1/1
be satisfied for the Boltzmann distribution ﬁl(\(,)zl n= Pye”V(ra)lksT
N
<Upr0be> — U1 + Z(MII{IF _ MﬁF) . VMV_ (359)

a=1
The second term will precisely cancel the velocity of particle one due to interparticle
forces. If there are no other forces acting on the test particle (e.g. no shear), then

the fluctuation dissipation relation is again satisfied.

Quantifying departures from the FD Theorem
We define a difference field between force-induced and thermally-induced fluctua-
tions: d® = kzTd®) + d’, and assert that F¢*' = —ikkgT. We can then subtract
the equations for the thermal and external fluctuations to find
od < O pyrel ,
—- Z’iv,ﬂ : ([Ua -U"d' - DY - V,.d )

N
= B (UPrete —Uy)+ ) (Dio - D) -V, PY°), 1 (3.60)

a=1

with the boundary condition

> nita- ([Ua ~Uu"ld' - DY - Vrﬁd') 0. (3.61)
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For suspensions that satisfy fluctuation-dissipation, the right-hand side of Eqn. 3.60

is zero, and the boundary condition allows the null solution d’ = 0.

C: Microstructure, Q' =0

The governing equations for the microrheology problem in d dimensions are
V, - [Um/ - D™'Vn'] = MYF . Fe*' . Vn, (3.62)
V, - [UpIn'|d — D"'Vm/] + (d — )Dpm’ = MUF . Fe*! . Vim,(3.63)

with the boundary conditions

n-[Um' - D™V’ =n - MUF . F*'ny, r = R,, (3.64)
n-[UpIn'/d - D"Vm']=n - MYF . F®*'"mqg, r =R.,  (3.65)
n,m' ~0,r — oo. (3.66)

The natural dimensionless groups that arise in scaling the equations are the swim
Péclet number Pe; = UgR./D"™, the rotational parameter y> = (d — 1)DgR?/D"®,
and the Péclet number Pe = UP™"R, /D’el . In this chapter, Pe < 1 but Pe, and

¥? may take any non-negative value.

The unit vector @ points in the direction of the applied external force (or the probe’s

prescribed external velocity), and the solutions for ng are known, [33]

ngD Pe2/3 AU
n® y2+2(1+2) r
2
2D 2(%) Ko(A(r = 1))
—— =1+ ’
s

Ko(A(r = )2 - (g)z] + KAl = 1)[2+ (%)2]
(3.68)

where K, is the nth modified Bessel function of the second kind, A4 = \/W
and the polar order is proportional to the gradient in the number density mg =
PeQIVnO. Note that A is dimensionless here, but has units of inverse length in
the main text. The governing equations are linear and may be solved via the
same screened harmonic decomposition methods used to determine the equilibrium
solution [27]. The only difference here is that both governing equations are now
forced by the divergence of the equilibrium advective flux, and so one must find a
particular solution in addition to the homogeneous solutions found via the multipole

expansion.
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In 3-D the concentration disturbance n’ in terms of two undetermined coefficients is

1p, 44
Yo n(BIL P (A ) g P (2 L)

r2 2+ 1)+y? roor? A2 roor?
1p,2/92
sPes[A* 1 Pe2 31 31 1
37 "s S -A(r-1)
= - +1) (——+——+ ) 3.69
2(/l+1)+y2(3 A2 ¢ 42272 4Ar 2 (3.69)

where the coefficients A; and B are coupled to the polar order disturbance:

e (L ) o )+ )

r 2l T3 2
_ L g (3™ - i) (37 - i) ey
Peg2(A+ 1)+ y2 r3 r2 -

1 2
_ ﬂe-m Va| (37 - £) Fa(3mm 1) - 220
20+ 1) +y2 33 2 g2 ’
2 _
1 21 (1 Pe? . l)e_’l(r_l) . [(3_ _ i)
2(/1 +1)+y%2 A%2Pe, \3 A2 r3

I 1P I
PPN & WPELLL PP §
rz 2 r 3 y2 P
1 “A-1) 5 I nn I nn
G R G R

1

zPe 1 Pe? 3 1

(3P (1P g 2, (s
20+ 1) +y2\3 22 422 r

-2+
(3.70)

The coeffcients A;, By, and C are determined by the no-flux boundary condition at

particle contact. This results in a linear system of three equations that may be solved
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to find algebraic expressions for n':

2

P 1+ 1+/l
231( i ) 2C1Pes( y) _ 12,4t 3.71)
3y? y?
Pe; 3 3 3 3y G/3 .3
Bly —C1(2+?+;+y)+A1(1+/1 12)_ﬁ[(ﬁ+5+1) (3.72)
2% —y2)? P 1 1
><(1+ 3 _3@4 7))—(1+ e“)(—+i+i+£:3( +/l))]
Pe? A0Pe? 312/\2 422 22 2 42
249 9 9 9 9 1 + A)Pe?
—BlPes(y—)+C1(4+—+—+y)—Al(/l+4+—+—)+A1ﬂ
3y2 y2 oy 122 322
Co(1+) Con 279 54 22 9(1+2)
-G A e 3o 5 )
T L Vi ey Rl s sy

2 232
1 3 (24 y)) (3.73)

—C 9+9/l+4/12+/l3(——— +

i =% e s
_ Peg[CoPe}(1+2) . Co(22? —yz)(l . 3(1 +/l)]
-3 310 A4 2 422 )

where we define Cy = (Pe2/3)/(y? + 2(1 + )) for brevity.

The analysis in d = 2 follows precisely the same formula, but the solution will be in

terms of gradients of the modified Bessel function Ko(Ar) [33].

The intrinsic microviscosity is determined by n’:

A Lpet/a*
nmzcro — 2[31_

—— (A +1
21 +1) +y2 )
1Pe? /22 (1Pe§ 1)( 33 1)]

—_ — _+_ —
2+ 1) +92\3 22 40240 2

(3.74)

where we have left the expression in terms of the coefficients A; and B; for both
brevity and generality—this construction for the microstructure is valid even when
the contact boundary condition is not one of no translational flux. When Pe; = 0,
n’ = Bii-n/r? and B = 1/2, so p™ro = 1.
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Chapter 4

CLOSURE OF THE FIELD EQUATIONS

While the aim of the previous chapter was principally to address the effects of
activity on the microviscosity, it raises an issue central to our theoretical approach to
active materials—the validity of the field equations. The N-particle Smoluchowski
equation is always exact; it is simply a statement that the probability distribution of
particles is a conserved quantity. For an isolated, isotropic active Brownian particle

(ABP) in an unbounded fluid, this equation reduces to

oP . .
EJ,VX.JTJrVq.JR:o, 4.1)

where the translational flux j7 = UgP-DrV P, and the rotary flux j& = —7;'v,P.
The self-propulsive velocity of the ABP (swimmer) is Ug = Upg, its reorientation
time is g, and its Stokes-Einstein-Sutherland diffusivity is Dr; the particle’s position
and orientation in the laboratory frame are x and g, respectively. Substantial
progress has been made using a simple expansion of the probability distribution P

in moments of the swimmer orientation q:
P =n(x,t) +q-m(x,t) +(qq — I/d) : Q(x,1) + ... 4.2)

where d is the spatial dimension [1]. This expansion of the probability distribution
in solid surface harmonics allows us to take a mean field approach with respect to
the orientation of the swimmer and solve coupled field equations in position space
only. As noted by Saintillan and Shelley [2], the advective flux of the swimmers
Uoq (as well as other terms associated with j% when hydrodynamic interactions
are included) requires that any equation for the ith moment of P also depends on
the i + 1th moment (and sometimes i + 2). Thus we need a closure for higher order

moments to make any progress in this fashion.

For problems near equilibrium—meaning the microstructure is nearly isotropic—the

most common assumption is to say that all higher order moments are isotropic:

1

(qq) = ZI n (4.3)

(qqq) = T ™ (4.4)
1

(qqqq) = Q.. 4.5)

dd+2" T 2a+ ™
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where « is the fourth-order isotropic tensor and « is the sixth-order isotropic tensor
in d dimensions. Closures 4.3 and 4.4 are used in previous chapters to truncate
the tensor harmonic expansion of P, and in previous calculations of the force on a
boundary [3], as well as other works [4, 5]. Other closures include Doi’s ad hoc
quadratic closure (qqqq) = (gq)*/n [6], commonly used for liquid crystals. More
rigorous approaches developed by Hinch and Leal link the fourth-moment to the
second moment through the rate-of-strain tensor for the background fluid flow E
[7]. This has been used to model active filaments with nematic order but no polar

order (similar to passive Brownian ellipsoids) [8].

Isotropic closures—which amount to a truncation of the expansion of P in tensor
harmonics of g—are derived such that there can be no steady state tensorial order
in the absence of spatial fluctuations: an unbounded suspension at steady state
should be isotropic. For calculations of the force on a boundary, assuming isotropic
nematic order ) = 0 correctly predicts the number density profile near the wall.
This remains true in the presence of hydrodynamic interactions, as they do not
substantially influence the geometry of the problem (Chapter 6). From a purely
mathematical perspective, we only need an accurate prediction of the zeroth moment
n to compute the pressure at the wall. Assuming @ = 0O correctly predicts the number
density, but not the polar order m (see Fig 4.4). However, the important dynamic
feature—that the polar order indicates that the swimmers move toward the wall on
average—is captured with this closure. If we needed to compute a vector quantity—
which would directly or indirectly depend on the polar order—we need to include
Q so that the prediction of m is correct. Indeed one could deduce that numerically

accurate predictions for @ would require calculation of B = (qqq) —a-m/(d +?2).

These closures are also limited in their ability to predict the precise shape of the
distribution. Indeed if one is interested in the spatial distribution or time evolution
of n,m or @), even more moments beyond B may be required to correctly predict
the profiles. One alternative approach that circumvents this is to explicitly include
the effects of long-ranged spatial fluctuations in the equation closures. For example,
if one is interested in the diffusion of ABPs, one could “slave” the polar order to

gradients in n and Q:

Uotr Uotr
= — V V °
mETaad-n"Ta-n

Q. (4.6)

which gives the physically correct diffusion coefficient in the equation for the num-
ber density (UgTR /d(d — 1) + D7)V?n = 0 (neglecting the nematic order Q = 0).
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Similarly, if one is interested in the spatiotemporal evolution of @ (perhaps to look
at transient behavior of the swim stress), an appropriate closure might be to also

“slave” B to gradients in n and Q:
B ~Uytp(V-an+V -k : Q). 4.7)

These closures are similar in spirit to Hinch and Leal’s linking of the fourth-
moment to the rate-of-strain tensor, as the microstructure is clearly not isotropic in

the presence of an ambient, steady flow-field.

In this chapter, we consider a test problem—the linear microrheology of an active
suspension confined to an interface—and systematically investigate the effects of
various closures on the computed probability distribution and its physically relevant
moduli. We examine two isotropic closures, ) = 0 and B = 0, and a simple closure
linking the nematic order to gradients in the polar order:

Q= —%[vm +(Vm) = I(V-m)], (4.8)

and compare this to predictions of the microviscosity from solving the full Smolu-

chowski equation in position and orientation space.

4.1 Full smoluchowski equation: no closure
Consider the motion of a probe particle through a suspension of ABPs; the dynamics
are described by

0P,

5 Ve b+ Ve s+ Ve Jp Ve 55 =0, (4.9)

where P>(xp, Ty, qp, qs, t) is the probability of finding the probe at position xp
pointing in the direction gp, and the swimmer at position & pointing in the direction
qs attime r. We wish to re-write the equation in terms of a conditional probability of
finding the swimmer at some point (r, q) in phase space, given that the probe is at the
point (2, p). Transforming the position-space equations into a relative coordinate
frame is simple vector addition—z’ = xp, ' = x; — T p—but moving into a frame
where the swimmer rotates relative to the probe requires a matrix operator R(qp)
that rotates these position vectors into the appropriate frame: z=2,r = R -
r’,p = qp,= q = R - q;. In microrheology problem, the direction of the probe
velocity (or external force) @ determines the orientation of the probe, so we require
R(qp)-qp = u [9]. For d = 2, this rotation is parametrized only by the polar angle.

In 3-D, the rotation matrix would be defined in the same manner, but we would
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> Uprobe — Uprobeex

Figure 4.1: Sketch of the probe-swimmer coordinate system. The probe has a position
xp and orientation e, in the fixed coordinate frame. The swimmer has a position x; and
orientation g, (parametrized by the angle ) in the fixed frame. The relative separation
between the particles is r, and the polar angle of the swimmer’s position with respect to
the probe is 6. The orientation of the swimmer relative to the probe is parametrized by the

angle 8 =y — 6.

require both a polar and azimuthal coordinate to parametrize the rotation. The 3-D

rotation is not unique.

For simplicity, we will assume that we are working in two-dimensions, and that the
probe is moving in the x-direction @ = e, (see Fig. 4.1). The unit normal of the
probe—the unit vector pointing along r'—is thus given by n = cos fe, + sin fe,.
We can assume that 2’ is at the origin. The orientation of the swimmer is q; =

cosye, +sinye,. The fluxes of each particle are now as follows:

JE = Urte,P - DpV.P + DpV.P (4.10)

il = Uyq,P - DrV.P @.11)

jB = —DgVyP 4.12)

i® = -Ly,.p 4.13)
TR

where Dp is the thermal translational diffusivity of the probe, and Dy, is the probes
rotational diffusivity. In this chapter we have chosen to represent changes in reori-
entation by gradients with respect to gp and q,; Brenner showed that V% = V;, SO
either representation is equivalent in the final equation [10]. For the microvicosity,
we are not concerned with fluctuations in the absolute position (and orientation)
of the probe)—more care is needed when computing the effects of activity on the
effective long-time self-diffusivity of the probe. All rotations are isometries and

members of the special orthogonal group SO(d); consequently R~! = R and the
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dot product is invariant under rotation. Thus, we circumvent the need to write

the flux expressions in rotating coordinates, and may write down the final, scalar

equation:
oP OP sin(y —0) 0P b 0P sin6dP
—+U( —9—+——)—U”roe( 0— — —)
gr + ol costv —0)5 00 e T T e
1 9%P o°P
_DNVP - —Z = _ Dr—— =0, 4.14
" TR OY? WPTE 14
which is effectively expressed as a function of r, 6, and the angle 8 = ¢ — 6:
OP sinfoP

09— — il
Sy T T 90

opP sinB oP probe JP sinfdoP
8t+UO(COS'8(9r r 6ﬁ+ r (96) u (

+sin96_P)_D,el(62P 1P 16°P 162P)

r o0p ﬁ+?5+r_20_52+r_zﬁ
d’P %P
—1 _
—(14 +DR)—(9 5 - DR—(?QZ =0. (4.15)

The derivatives with respect to g are lost if one does not carefully consider the

transformation to a frame rotating with the probe.

At equilibrium UP"°? = 0 and there can be no dependence on the angle 6, as
there is no symmetry breaking without directed motion. For small perturbations
away from equilibrium, we know that the probability distribution should take the
form P = Py(r, B) + Pecos 0 f(r, B), where Pe = UP"*R./D"*". So we now do a
moments expansion in 6 rather than in 8. Indeed this is most appropriate when we
allow the magnitude of activity to be arbitrary, but consider only small perturbations

due to external forces.

The equilibrium governing equations are:

0Py sinfdPy\ 0°Py 10Py (1  ,\ %P
P - - — - (= - =
eS(COSB aor r (9,8) or2 r or (r2 7 ) op? 0.
(4.16)
OP
Peg cos Py — a_ro =0,r=1, 4.17)
Py ~n® /2, r — oo, (4.18)

where Pe; = UgR. /D", y* = R/ D" (1g - Dl_el)~ The O(Pe) equations are

df sinBaf\ 9Py O*f 10f f 1 N\0*f
Pes(COS'B[)r r Gﬁ) or or2 ror (r2+y)5,82_0’
(4.19)
PegcosBf — Py — Z_f =0, r=1, (4.20)
r

P ~0,r > co. 4.21)
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Figure 4.2: Example of adapted finite-element mesh and solution for £/6 = 50 and
¢/R. = 10. The y-coordinate is the dimensionless interparticle separation distance » and
the x-axis is the angle of the swimmer relative to the probe S.

The governing equation for f is obtained by multiplying the full O(Pe) equation
by cos 8 and integrating with respect to 6. Thus, the microviscosity will simply be
nmiero = e f f(1, B)dpB, and the osmotic pressure IT = n”kBTfPo(l,ﬁ)dﬂ.

Three dimensions

If the probe and swimmer have azimuthal coordinates ¢ and { respectively, then one

can write the azimuthal variations respect to ¢ and a@ = { — ¢, for example:

q-V, = (cosycosb + siny sin 6 cos oz)ai + (sin 6 cos ¥ — siny cos 6 cos a)—%
r r
1 siny 0 0
- i — -, 4.22
r sin 6 Sma(@qﬁ 6a) (422)

where we can easily integrate over any ¢—dependence. The problem is not easily
expressed in terms of the relative polar angle S unless @ = 0; the problem is generally

not axisymmetric in the rotating coordinate system.

4.2 Finite-element results, d = 2

Finite-element solutions for Py(r, 8) and f(r, 8) are done in FreeFEM++ [11], which
uses a standard Galerkin P2-FEM method with adaptive mesh refinement. An
example mesh is plotted in Fig. 4.2, which is adapted to best fit the sharp gradients
in the solution for f(r,8). From Py and f, we can directly compute the various

moments of P as a Fourier series expansion:

(o)

P(r,6,8) = ) ai(r,0) cos(iB) + bi(r, 0) sin(ip), (4.23)

i=0
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where
ai(r,0) = %/Pcos(iﬁ)dﬁ (4.24)
bi(r,0) = %/Psin(iﬁ)dﬁ (4.25)

and i is some positive integer (in the special case of ag, the coefficient of the integral
is 1/2m). These coeflicients in the series expansions are the moments in the field

equations introduced previously: n = ap, m = a;e, + b;eg, etc.

Equilibrium probability distribution

At equilibrium, we can compute the effective osmotic pressure of the suspension

from the number density of particles at the surface of the probe: I = n*kpT / P(r = R., B)dp.
Yan and Brady concluded that truncating the series at i = 1 was sufficient to capture

the correct behavior of the osmotic pressure (as verified by Brownian dynamics sim-
ulations), and that including the term i = 2 made only a small quantitative difference

in the result (this is also the case when hydrodynamic interactions are included; see

Chapter 6) [3].

In Fig. 4.3, we compare the probability distribution at the probe surface Py(1, 8) to
approximations by various moments. While the finite difference approximations of
Py agree reasonably well with the computed approximations, the agreement is not
exact. One notices that the polar order is over-predicted if Q = 0, severely under-
predicted with @ ~ Vm, but almost exact if B = 0. Similarly, the nematic order is
under-predicted in the absence of the third moment B. It is worth noting that it is
not the shape of the probability distribution that matters for computing the pressure,
only the area under the curve, which is relatively insensitive to the closure. The fact
that the distribution is peaked at § = x tells us that the swimmers are, on average,
swimming toward the probe, as predicted by simulations [3]. We also note that
the severe truncation of the series expansion says that the probability distribution
is negative around S = 0 and B = 2n. While it is impossible to have a negative
probability of finding the swimmer at an orientation 8 = 0, we needn’t be concerned
unless this approximation results in a negative number density f Pydp < 0 at any

point in space (it does not).

Curiously, the closure Q ~ Vm matches the shape of the probability distribution,
but the peak is much less pronounced than in in either of the isotropic closures.
This is likely due to the enhanced diffusion of the polar order field associated

with this closure: instead of Dr, m now diffuses with an effective diffusivity
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Figure 4.3: Equilibrium distribution contact as a function of the angle of the swimmer
relative to the probe unit normal 3: / Py(1,6, B)d8/2xn*™ for £/6 = 10,£/R. = 3. Solid
lines are moments derived from the full solution for P, square symbols are mean-field
predictions for Q = 0, crosses are the mean-field predictions for B = 0, and circles are
for the closure @ ~ Vm. The red data truncate the series expansion at i = 2, green data
truncate at i = 3 and the blue line contains all moments.

Dr + UgTR /16. This reduces the screening length A by a factor of /1 + (£/6)%/16,
and thus exaggerates the effective truncation of the run length when ¢/R. > O(1)

and under-predicts the number density accumulation at the probe surface.

Linear response

In Fig. 4.4 we plot the microviscosity as a function of £/ R, for various closures. Even
the simplest closure @ = 0 correctly captures the limiting behavior for £/R. — 0and
{/R, — oo, and the qualitative shape of the distribution. Allowing for fluctuations
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Figure 4.4: Microviscosity (d = 2) as a function of /R, at £/ = 10 for various closures of
the moments expansion of P. The squares and crosses are from finite difference solutions of
the 2-D governing equations in MATLAB, and the circles are from finite element simulations
of the full Smoluchowski equation in FreeFEM++ [11].

in nematic order by slaving @ to Vm improves the quantitative accuracy, but B = 0
provides the best quantitative match to the exact solution. All closures capture the
trend with respect to £/R.. We can check the limiting behaviors in microviscosity
from a boundary-layer analysis similar to the one used to compute the microviscosity
at large Pe in Chapter 5. Equations 4.16 and 4.19 can be rewritten in terms of a
boundary-layer coordinate Y = Pey(r—1) when Peg > 1. If y/Pe; < 1 ({/R > 1),
then one finds that the microviscosity approaches 1 as Pe; — oo. Near the viscosity
minimum, we must retain terms ~ O(y/ Pey)? to capture the minimum properly;
unfortunately even the boundary-layer equations are no longer analytically tractable

in this case.

In Fig. 4.5 we plot / P1(1, 6, B)d0 as a function of the angle of swimming relative to
the probe particle 8. We see that, though the equilibrium distribution Py is matched



77

= All moments

O m FD, Q=0

X m, FD, B=0

X Q,FD, Q=0

O m, ODEs, Q ~ Vm

Oo2 T T T T T T
0.15} ]
8
S
S
~—
=
< O0.1¢f i
0]
Q
()
)
= 0.05
= —m, FEM
an —Q, FEM
—~

_005 1 1 1 1 1 1
0 1 2 3 4 5) 6

5 =cos™(q- n)

Figure 4.5: Linear disturbance to P as a function of 8 for various closures at £/ = 10,
{/R. = 3. The legend is the same as that in Fig. 4.3.

almost exactly by setting a;, b; = 0, i > 3, one must retain i = 3 to match the
distribution for the O(Pe) perturbation. At first glance this seems to indicate that B
is fundamental to the microrheology problem, but the relationship is more nuanced
than that. For the force on a boundary, all that is required to properly capture the
dynamics is that the maximum of Py with respect to 5 be at § = «, such that the
swimmers are pointing inward toward the probe surface. To determine correct value
of the force on the boundary, we only require that the area under the curve is correct,
not a precise match in shape. In the microrheology problem, we also only require
the correct area under the curve to determine the microviscosity. This is matched
with only three moments (see Fig. 4.5), but not with n and 1 only. As discussed in

the introduction, 1 is fundamental to the calculation of the average probe velocity,
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which determines ™"

. Thus, @ is necessary to compute the correct profile for
m, though Q@ itself is also well predicted by B = 0 closure. Again, the closure
linking @ and Vm results in a much more uniform probability distribution, though

it predicts the microviscosity quite well.

The higher order-moments (i > 3) of the distribution change the qualitative shape
of f with respect to 8. We see two peaks slightly offset from g = 1. As Pey; — oo,
these peaks separate and P more closely resembles a top-hat distribution distributed
across /2 < B < 3r/2, rather than the delta function §(8 — 7) one might find in
the same limit for the equilibrium distribution. A top-hat distribution simply says
that there is an equal chance of the swimmer colliding with the probe at any angle.
When ¢ > R, a swimmer coming from far away (in the isotropic bulk) may not
collide with the probe, let alone collide head-on (8 = m). Indeed, the distribution
indicates that the swimmer has the same probability of a head-on collision g = & as

a glancing blow with the probe.

4.3 Conclusions

In this chapter, we systematically investigated the effects of closure on both the
physical moduli and the probability distribution for the 2-D microrheology problem.
Finite-element calculations and boundary-layer analysis of the governing equations
for P(r,q) agree nearly perfectly with finite-difference calculations using the ori-
entational moments n, m, @ in their predictions of the microviscosity. Though we
notice a qualitative difference in the shape of P(r, 8) predicted by the two different
methods, this does not lead to substantial differences in the physical quantities of

interest.

We conclude that including nematic order @) is necessary for correct quantitative
predictions of the microviscosity in active suspensions, and that the closure B = 0
seems to provide the best agreement. Because the viscosity depends on the volume-
averaged diffusive flux of swimmers—thus yielding a direct connection to the polar
order—we require @ in order to correctly predict m and moreover we require short-
ranged fluctuations in @ for a quantitatively correct solution. For the remainder
of this thesis we will use the orientation-averaged field equations with the closure
B = 0 to describe the system dynamics. When hydrodynamic interactions are
included, there is no change to the geometric structure of the problem, and thus we
expect the closure (qqq = o - m/5 to remain sufficient. In the case of active and

non-linear microrheology,we also expect this closure to remain valid because q will
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be prinicipally aligned with the background flow in the direction @ (in this limit,

even Q = 0 would work equally well).

There are instances where appropriate closure for the field equations is not as simple.
Preliminary investigations of the short-time diffusive behavior of active Brownian
particles confined to line source indicate that higher order moments such as B may
be necessary to match the results given by Brownian dynamics simulations. In
addition, if one were interested in the transient dynamics of the suspension stress,
one fundamentally requires knowledge of ). Thus far, our analysis indicates that
this would require one to compute B in order to capture the correct behavior of Q. In
these scenarios, more sophisticated closures that capture the problem dynamics (e.g.
coupling between the microstructure and the background flow) may be necessary if

one is to use a mean-field approach to describe the suspension mechanics.

Appendix

A: Boundary-layer analysis for large Pe, £/ R,

When Pe; > 1, an O(Pe; ') thin boundary-layer forms near the surface of the probe.
Outside this boundary-layer, the probability distribution is approximately uniform
P ~ n®/2x. (There may be an intermediate region—an outer boundary-layer—if
v > 1, which would change the outer solution we match to. This is discussed in
Chapter 3 and [12]). In the inner region Y = Pey(r — 1) ~ O(1), and the radial
gradients are amplified. Atequilibrium, the accumulation of probability at the probe
surface is O(Pey), thus we write Py = Peygo + g1 + O(Pe;'). The leading order

governing equations for P are:

92 3 292
T80 _ o5 g280 ( 4 ) 80—, (4.26)
aY2 oy " \Pe,) 982
980 _ o5 oo =0, Y =0, 4.27)
oY
g0 ~0,Y — oo, (4.28)

which tells us gg = A(B)exp(Y cos B) in the limit where y/Pe; < 1. Note that this
is true when cos 8 < 0, i.e. the swimmers are moving toward the probe surface. To

determine the function A(), one must solve the O(1) governing equations:

82g1 0go 0g1 ) 0go

oy + 37 cosﬁ—aY + Smﬁ_@ﬁ =0, (4.29)
0
% —cosBg; =0,Y =0, (4.30)

g1~ 1/2m, Y — oo, 4.31)
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which are identical (up to a factor of 2) to those from the large Pe microrheology
problem in passive suspensions. The function A is thus governed by the ordinary

differential equation

1 dA
——cotBcos B = A(B)(cotB +tan B) + —, (4.32)
2r dp
which gives A = —cos §/2n. Thus the equilibrium distribution is
1 Ycosp
Py = 2—(1 — Pegcos Be ) + O(1). (4.33)
Vs

The O(Pe) solution follows a similar procedure, though we note that f should be

O(1), thus f = fy + Pe;! fi. The governing equation for fj is

2
% - cosﬁ% + D% =0, (4.34)

which yields fy = (B(8) — Y cos 8/2r)e’ B, As before, we must go to the next

order in the expansion of f, which gives a similar ODE as that for A:

dBp) - 2r))

0 = (B(B) — ()" ")(cot B + tan B) + i3 (4.35)
The only solution that remains bounded at 8 = &, 27 yields
1
f= E(l — Y cos B)e¥ 5B, (4.36)

which gives ”“"° = 1. This agrees with the predictions from the fluctuation-

dissipation arguments and field equations in Chapter 3.
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Chapter 5

ACTIVE AND NONLINEAR MICRORHEOLOGY IN ACTIVE
SUSPENSIONS

The focus of many theoretical and experimental investigations in soft-matter physics
has turned to the dynamic behavior of colloidal suspensions of self propelled parti-
cles, an example of active matter. These systems pose an interesting challenge, as
their constituents are able to generate their own internal stresses and drive a sus-
pension out of equilibrium without the influence of external forces [1, 2]. Typical
thermodynamic relations between quantities such as temperature, chemical poten-
tial, and free energy are not valid in these non-equilibrium systems—indeed it has
even been debated what the “temperature” of these systems might be [3—5]. Despite
these complications, active systems have well-defined pressure-volume phase dia-
grams that seem to obey simple physical models reminiscent of equilibrium systems.
These phase diagrams predict interesting physical phenomena such as segregation

into non-equilibrium mechanical phases of higher and lower concentration [3, 6-9].

In Chapter 3, we united the idea of an effective “thermodynamics” of active matter
with the well-studied problem of tracer-diffusion in active suspensions to study the
fluctuation-dissipation theorem (FDT) in non-equilibrium systems. For colloidal
suspensions at equilibrium, the FDT states that the long-time self-diffusivity of a
tracer particle is equal to the Boltzmann energy times the average self-mobility in
the suspension: (D) = kzgT(MVUF). The FDT is not satisfied even in the simplest
active systems, but by quantifying deviations from the theorem, we showed that
one can still write a generalized Stokes-Einstein-Sutherland relation (GSESR) for
active matter: (D) = (kgT + E“)(MVYF). In the continuum limit, where the run
length of the swimmers ¢ is small compared to the probe size R, E*“’ depends only
on the activity of the swimmers kTy. In general, however, E*“’ depends on the

microstructure of the suspension.

Examining the FDT in active matter required solving the linear microrheology
problem—determining the average viscous response of an active suspension when
weakly perturbed from its (non-equilibrium) steady state by the motion of a tracer
particle. This naturally leads one to question what the viscoelastic response of

active matter suspensions is when they are subjected to nonlinear microscopic
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deformations—when the external force is comparable to or much larger than kpT.
Microrheology is an ideal framework for analyzing the suspension mechanics of
active systems because it does not require large sample volumes, which may be pro-
hibitively expensive or experimentally unrealizable for active biological materials,
and it can probe micro-scale heterogeneities in the material structure [10]. For exam-
ple, the interior of a cell may be modeled as a concentrated colloidal dispersion, and
many of the constituents of this dispersion are self-propelled (i.e. motor proteins).
Understanding how the activity of biocolloids affects the micro-mechanics of such
systems promises to give greater understanding of fundamental cellular processes,
such as cellular reproduction where cytoskeletal filaments undergo directed motion
by motor proteins in preparation for mitosis—how would the active motion of other
cellular components affect the force required to move these filaments? Enhanced
understanding of these biological processes may enable more effective drug delivery

and gene therapy at the cellular level [11, 12].

Microrheology is different from macrorheology, where a large volume of material is
sheared between two surfaces and the viscous properties are then inferred from the
bulk material relaxation. Both methods are valid tools for probing the rheology of
complex materials, but they measure fundamentally different things: macrorheol-
ogy measures the material response at length scales on the order of the gap distance
between two surfaces (usually in the range of a few millimeters), whereas microrhe-
ology measures the material response on the order of the probe size (a few microns).
One may also use two-point microrheology in order to induce deformations on
length scales larger than the probe size and infer the mechanical properties on this
mesoscale by cross-correlating the fluctuating motion of two probes [13]. There are
also differences at the microstructural level between the two methods: macrorhe-
ology applies some ambient, homogeneous shear to the suspension (quadrupolar
forcing), whereas microrheological deformations are dipolar and inhomogeneous
because they arise from a point force on the probe. Though the two methods mea-
sure distinct viscoelastic properties that may not necessarily agree with one another
[14], agreement between the Einstein viscosity correction and microviscosity has
been found in the limit of a large probe particle moving in a suspension of point
bath particles, as would be expected [15]. But qualitatively, macrorheology and

microrheology show the same behavior more broadly.

Macroscopic measurements of the shear-viscosity of active suspensions have shown

the potential for highly active suspensions of tail-actuated swimmers under weak
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shear to reach a superfluid-like state, in which the total shear stress measured
by bulk rheometry is zero—or even negative [16]! Most theoretical models of
this behavior are constructed for suspensions of anisotropic particles, wherein the
hydrodynamic stress of a pusher or puller will either decrease or increase the apparent
viscosity, respectively [17]. These effects are hydrodynamic in origin, and reflect the
interaction of the swimmer with the fluid under shear, not the interaction between
swimmers in suspension. Additionally, they do not account for the swim stress
generated by the particle’s self-propulsion that is distinct from the hydrodynamic
stress generated by pushing or pulling [8]. Takatori and Brady [18] showed that this
negative shear viscosity may be explained from a deviatoric swim stress that arises

from diffusive stretching of the swimmer’s active random walk by the bulk flow.

Reductions in the zero-shear viscosity of active suspensions thus give rise to non-
Newtonian suspension rheology, even at the single-particle level. The shear viscosity
of the suspension depends on the ratio of the shear-rate y to the rotary diffusion
rate Tlgl of the swimmers Pe = ytg. When Pe <« 1 swimming is dominant and
the active particles may greatly reduce the zero-shear Newtonian plateau [16—18].
When Pe > 1, the fluid flow is able to overwhelm the active random motion of
the swimmers and align them with the rate of strain field—this gives Einstein’s (or
Hinch'’s, depending on the particle shape) familiar correction to the shear viscosity
for a single particle [19, 20]. Takatori and Brady’s model shows that this transition
is non-monotonic in Pe—thus the suspension goes from being Newtonian in the
absence of activity (at the single-particle level) to non-monotonically shear thick-
ening [18]. In passive colloidal suspensions, shear-thickening can only arise at the
pair-level, and is usually attributed to lubrication interactions or frictional contact
forces between particles [21, 22]. As we observed a reduction in the microviscosity
(compared to an equivalent suspension of passive particles) in Chapter 3, we expect
that it may be possible to find (non-monotonic) force-thickening of the suspension

on the micro-scale as well—without any hydrodynamic effects!

The fundamental physical problem in microrheology is to compute (1) the average
velocity of a particle as it is dragged through a suspension by an external force F¢*?,
or (2) the average force required to make a particle translate through the suspension
with velocity UP"°?¢_ The former mode is referred to as fixed-force microrheology
and the latter is the fixed-velocity mode; in an experimental system the true mode of
probing may lie somewhere in between (say, if the probe is being moved by an optical

trap of finite potential depth). The differences are discussed in depth in previous
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Figure 5.1: Schematic of the model system: a Brownian probe particle of size R immersed
in a suspension of active Brownian particles (ABPs) with size a at number density n*°—the
center-to-center separation distance upon a collision is denoted by R. = R + a. The ABPs
swim in a direction g at speed Up; g changes randomly on a time scale characterized by
7. The probe translates under the action of some external force F¢** = (7)UP"°b¢ which
may be constant or specified such that the resulting probe velocity UP"?¢ is constant. The
force and velocity are related by the effective drag coeflicient (/).

works on microrheology in passive systems, but in the absence of hydrodynamic
interactions, the two modes differ only by a geometric factor [23, 24].

Consider a Brownian probe particle of size R moving through a dilute suspension
comprised of a Newtonian solvent with viscosity 7, and bath particles of size a at
some number density n*°, as depicted in Fig. 5.1. The average velocity of the probe

as it moves through the suspension is
1
(rrobey = yStokes _ g—kgT / nPyds, (5.1)
P

in the absence of any hydrodynamic interactions or interparticle forces [14, 23, 25].
The probe’s Stokes drag coeflicient is {p = 674 R, its velocity in a Newtonian sol-
vent is US*°k¢s and its outward-pointing unit normal is 7. Py is the joint N-particle
probability distribution for the bath particles surrounding the probe. In the linear-
response regime the velocity reduction due to collisions with the bath particles is
linear in the applied external force: (UPT°be) — UStokes « _Fext(,) where (u)
is the probe mobiliy. For the fixed-velocity mode (F¢*!)y — FStokes  (p\pprobe,
where FStokes = ppyStokes. we define an effective drag coefficient (¢) = 67(n)R,

where (n) is the microviscosity of the suspension [23]. In the absence of hydro-
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dynamic interactions, (u) = 1/({), but this is not true in general. The effects
of interparticle interactions (and thus, activity) are characterized by the intrinsic
microviscosity 7" = (({) — £p)/{pd®*, where ¢¢* = 2a(R + a)*n™ /3 is the ex-
cluded volume fraction. (The excluded area fraction is ¢%" = 2ra(R + a)n§ and n%y
is the areal number density of swimmers.) Even though this linear force-velocity
relation is only guaranteed near equilibrium, we use the same definition for the non-
linear response [23]. Thus the effective drag () (and mobility (u)) and intrinsic

microviscosity 77“"° may now be functions of the external force or probe velocity:

<Uprobe> _ UStokes ~ — frext <lu(Fext)>.

In the next section we write down a Smoluchowski equation that describes the
dynamics of a passive Brownian probe particle moving through a suspension of
active Brownian particles (ABPs). We then discuss the microstructure and non-
linear microrheological behavior of these model suspensions: they may be (non-
monotonically) force-thinning or (non-monotonically) force-thickening depending
on the ratio of the probe speed to the swim speed, even in the absence of hydrody-
namic effects. We conclude with a discussion of future work in the microrheology

of active suspensions.

5.1 Theoretical framework

We consider a dispersion of N — 1 swimmers and one passive probe particle of size
R with thermal Stokes-Einstein-Sutherland (SES) diffusivity Dp in a Newtonian
solvent with viscosity 77;. The swimmers are modeled as active Brownian particles
(ABPs) with size a, (constant) swim speed Uy, thermal SES diffusivity D7, and
a characteristic reorientation time 7z. The probe moves at speed U % due to
an applied external force F¢"'; either the force or probe speed may be fixed. We
will neglect hydrodynamic interactions (HI) in this chapter. The dynamics of this
suspension are described by a Smoluchowski equation in position and orientation

space:

N N

aﬁ+2v G5+ Ve Gf =0 (5.2)

ot xz; " J; R )i =Y .
i=1 i=1

which is simply a conservation statement for Py({x;}, {q;};?), the time-dependent
N-particle probability distribution of the suspension that depends on the positions
(z;) and orientations (g;) of each particle. The rotational operator Vg, is given by
g; X Vg, for an axisymmetric particle.

When the suspension is sufficiently dilute (¢ = 47n~a®/3 < 1 in three dimensions
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[ee]

or ¢4 = 4ra"ny < 1 in two-dimensions, where n* is the constant volumetric
number density of swimmers and nfy is a constant areal number density of swimmers
for d = 2) only the pair-wise interactions between the probe and a single swimmer
matter. Thus, one can write a Smoluchowski equation for the pair-level probability
distribution, P>(xp, xy, qp, qs;t), where the position and orientation of both the
probe (xp, gp) and swimmer (x, qy) are in the laboratory frame. It can be shown
that long-wavelength fluctuations in the probe’s position do not affect its average
speed to leading order, [26, 27] thus we can average over the phase space of the
probe and write the Smoluchoski equation in a relative coordinate frame

Py 1(r, q;1)

o

where Py(xp, T, qp, qs:t) = Py/1(r, q;1)P1(z, gp; t) and we have defined z = xp,

v, GT — D)+ Vv, iR =0, (5.3)

r=xs — xp,and q = q,. jf is the translational flux of the probe, and jg and
j B are the translational and rotational fluxes of the swimmer, respectively. The
probability distribution for the probe particle P; is not explicitly needed to compute
the average probe velocity or diffusivity (see Chapter 3). The translational and

rotational flux of the swimmer relative to the probe are:

3T = 3T — 4T = (Uoq - UP™%)P,), - D'V, Py ), (5.4)

Js = —%Vqu/l’ (5-3)
where D"¢! = Dp + Dy for a fixed external force and D¢ = Dy when the velocity of
the probe is fixed. The probe and swimmer interact via excluded volume interactions
and thus the particles may not pass through one another upon a collision: n-57 = 0,

at |r| = R, = R + a, where n is the outward pointing unit normal of the probe.

We solve the Smoluchowski equation using the familiar method popularized by
Saintillan and Shelley [28] and expand the pair-distribution function in terms of

orthogonal tensor harmonics in q:

Piji(r,q;t) =n(rit) + q-m(r;t) + (qq — I/d) : Q(r;1)
+(gqqq-a-q/(d+2) 0 B+..., (5.6)

where d is the spatial dimension (d = 2, 3 in this chapter) and « is the fourth-order
isotropic tensor. The zeroth moment, #n is the concentration field, m is the polar
order, @ is the nematic order, and so on [28, 29]. In light of the results in Chapter
4 pertaining to the appropriate closure of these equations for the linear-response

microrheology problem, we make the closure B = 0, or (qqq) = o - {q)/(d + 2).
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Applying the moments-averaging procedure to the governing equation and bound-
ary conditions for Py;; yields a system of coupled PDEs governing the steady

microstructure:

V, - [Uym — D"'Vn — UP™b¢n] = 0 (5.7)

V, - [Uo(In/d + Q) — D"*'Vm — UP"***m] + (d — 1)Dgm = 0, (5.8)

V, - [Uo(a - m/(d +2) — Im/d) — D"'VQ — UP"°**Q] + 2dDxQ = 0.
(5.9)

At the probe surface there can be no translational flux, and far from the probe the

suspension can exhibit no order:

n-(GNg=n-(qi")g=n (qqg—I/d)jT)q=0,r=R. (5.10)
n~n",m~0,Q~0,r— . (5.11)

The solution to these equations must be obtained numerically, which we do using
a second-order finite difference scheme [14]. When non-dimensionalized on the
contact length R., the governing equations reveal three dimensionless groups: (1)
an external Péclet number Pe = UP"°*R,. /D"l = F¢*' [(kgT /a), (2) a swim Péclet
number Pe; = UpR./D"!, and (3) a rotational parameter y> = (d — 1)R?/D 1y
that compares reorientation to translational diffusion. These groups reflect the four
different length scales in the problem: the contact length R., the run length of the
swimmers ¢ = Uytg, the microscopic length 6 = 4/ D"/ 7 (the distance the particles
diffuse in a time 1) and the advective length Ledv = yprobery.

5.2 Nonlinear microrheology
In the absence of activity, colloidal suspensions are known to force-thin from the

micro

low Pe Newtonian plateau of n = 1 to a high Pe plateau of 1/2 (in the absence
of HI). Force-thinning is the microrheological analog of shear-thinning. The probe
is moving quickly through the suspension and accumulates ~ O(Pe) particles in
an O(Pe~!) thin boundary-layer on its front side, but a long-ranged wake is left
behind the probe where the number density is zero. The net effect is to have a finite
microviscosity that is half the value found when Pe — 0 [23]; this is independent of
the dimensionality of the problem (d = 2, 3). The microviscosity is a monotonically
decreasing function of Pe and the onset of force-thinning goes as Pe? [23]. In the
viscosity-force plots in this chapter, this passive result is given by a dotted gray line

for comparison.
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In Chapter 3, we concluded that activity lowers the intrinsic microviscosity, and in-

micro

deed ny asymptotes to a value slightly less than 1/2 as £/§ — oo for {/R, ~ O(1)
in the linear response regime. This low-shear plateau is always lower than that found
in a passive suspension, and indeed might even be lower than the large Pe plateau
found in passive suspensions. When Pe — oo, we expect that we must recover
the passive suspension result because the swimming is obscured by advection, indi-
cating there must be a region where a highly active suspension is force-thickening
even in the absence of any interparticle hydrodynamic interactions (HI), contact
frictional forces, or fluid disturbances arising from self-propulsion. This purely
active, mechanical effect arising from steric interactions between the swimmers and
probe can be seen in the middle panel of Fig. 5.2 for £/6 = 50 and /R, = 2. The
suspension is “Newtownian” for a wide range of Pe and then thickens to meet the
passive viscous response, thinning again as Pe — oo. In the same panel, we also
see non-monotonic force-thinning of the suspension for slightly lower activity levels
€/6 = 10; the trend is the same as the green curve (£/6 = 50), but the low-Pe plateau
is higher than the Pe — oo plateau. Indeed another possibility one could imag-
ine is that the microviscosity could be completely independent of Pe at particular
activity levels (e.g. €/6 ~ 20, /R, = 2). Previous experiments that measure the
shear viscosity of a bacterial suspension using a rotating colloidal probe have found
the same result [30]. This rich rheological behavior could be exploited in material
design—for example adding particles with a certain activity level to slightly increase

the viscosity of a fluid while keeping it Newtonian.

These are special cases of the more general trend depicted in Fig. 5.2 that the activity
of the suspensions widens the weak-force Newtonian plateau. In Fig. 5.3, we plot
the microviscosity as a function of Pe at fixed Pe;—increasing Pe is equivalent to
increasing UP"°*¢ while Uy remains fixed. We see that the width of the weak-force
plateau is an increasing function of ¢/R. at fixed Pey; there is also this plateau
widening as £/¢ increases at fixed ¢/R. in Fig. 5.2. The weak-force plateau is
notoriously difficult to measure by either experiment or simulation; the widening of
the plateau would allow one to make a linear response measurement at much higher
probe speeds, where the average velocity (or force) is more readily distinguishable

from Brownian fluctuations.

The widening of the low-force plateau leads to an interesting behavior in the con-
tinuum limit £/R., < 1: the suspension force-thins, but the viscosity is higher in

the active suspension than the passive suspension in the force-thinning regime (see
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Figure 5.3: Nonlinear apparent microviscosity (d = 3) n™¢", scaled by its passive value
plotted as a function of Pe = UP"°P¢R../D"! for Pe; = UyR./D"¢' = 100. The swimmers’
speed is Uy, D"¢ is the relative thermal diffusivity of the probe-swimmer pair, and the
center-to-center separation of a probe-swimmer pair at contact is R.. Different colors
indicate different values of £/R...

Fig. 5.2, left). Indeed one would expect this due to the widening of the plateau at
large Pe;. An additional feature to this trend is evidenced in the right-hand panel
of Fig. 5.2: the width of the plateau increases with y?/Pe? = (§/L%“")? in addition
to Pes/Pe = £/L%". When either of these ratios is large or O(1), it means that the
distance the particle pair diffuses or a bath particle swims in a time 7 is comparable
to the distance the probe is moved in the same time—thus activity and/or diffusion
are able to fill in the wake left by the probe and maintain the low force plateau, as

indicated by the microstructures discussed in the next section.



92

5.3 Suspension microstructure

In Fig. 5.4 we show the microstructural underpinnings of these phenomena at a
fixed activity level D*"" /D"l ~ k,Ts/kgT ~ 100; this corresponds to the £/6 = 10
(blue) lines in Fig. 5.2. When the advective disturbance is weak (Pe < 1), we see
a nearly uniform concentration of swimmers around the probe, reflecting a balance
between activity and thermal diffusion. As Peg increases, we see that the number
density at the probe surface increases and the active-diffusive boundary layer gets
thinner. This uniform concentration increase is not responsible for the change in the
microviscosity: there is a dipolar concentration disturbance of O(Pe) that determines
the drag on the probe. Activity reduces the probe drag over that one would find in a
passive suspension (as evidenced by the viscosity surface). When the run length of
the swimmers is comparable to the probe size, a swimmer colliding with the probe
will slide along the surface and then have the opportunity to reorient and push the
probe along or further hinder its motion. The weak advective disturbance results
in more swimmers pushing the probe and thus the microviscosity is less than that

found in a passive suspension.

When Pe is increased to 5 the O(Pe) disturbance to the microstructure becomes
more visible—particularly at lower values of Pes;. Note that there is still a net
accumulation of swimmers in front of and behind the probe, but advection starts to
distort this structure more. When Pe; = 1000, this distortion is almost imperceptible
because the bath particles can still swim fast enough to keep up with the probe—thus

force-thinning is barely observable at large Pey, as discussed in the previous section.

At Pe = 100 there is a well developed wake behind the probe n = 0 and an O(Pe)
accumulation of bath particles on the front face of the probe. The viscosity plots
belie a simpler structure than those observed—the viscosity at Pe; = 50 is nearly
indistinguishable from the high-shear viscosity plateau, but we clearly observe a
triangular wake behind the probe, as opposed to the more parabolic wake observed
at larger Pe, and in passive suspensions [23, 26]. The formation of this triangular
wake appears to occur at Pe; ~ Pe (see panel (e)), where advection and swimming
are similar in magnitude, and the shape indicates that the swimmers are trying to
fill in the advective void left behind the probe. Adjacent to this wake we also
see symmetric “shocks” of concentration where the advective-diffusive boundary-
layer separates from the probe and the swimmers are actually moving away from the
wake. We see similar structures at Pe; = 1000 and Pe ~ O(100), though the contrast

between these shocks and the wake is not quite as abrupt. Interestingly, one can
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see that the viscous response where these structures are found is indistinguishable
from the response of a passive suspension. This is because the number density at
the surface has not changed from what one would find in the absence of swimming,

only the wake structure.

Fig. 5.5 focuses on the structures and viscosity when advection is strong (Pe = 100)
and swimming is within an order of magnitude of the advective response. When
{/R. = 0.1, the structure is nearly indistinguishable from a passive suspension. This
is not because swimming is weak (Uy ~ UProbe), rather it is because the swimmers
reorient so quickly that they are not able to fill the O(R,) size wake left by the
advection of the probe—they can only move a distance { < R, before changing
their direction. This is reflected in the viscous behavior—the right-hand side of
Fig. 5.5 is invariant with Uy/UP % and small ¢/R..

This figure also reinforces the observation that Uy/UP % is important to the rhe-
ological behavior of active suspensions, but that it is not a complete description of
activity. Increasing ¢/R. in Fig. 5.5 shows a range of rich behaviors underpinning
viscous response. When UP"°% = U, one can actually see the swim-diffusive
boundary layer detach from the rear of the probe as ¢/R, increases in (h). These are
plots of the stationary probability distribution, so this detached layer persists and
“hovers” behind the probe. This reflects a splitting of the advective-diffusive wake
due to the swimmers’ desire to be at the probe’s surface, but advection starting to
overwhelm them. This structure pinpoints the spot on the corresponding curve in

Fig. 5.3 where force-thinning begins.

Fig. 5.5 also reveals that the triangular wake and “shocks” of concentration arise
only when the probe velocity slightly exceeds the bare swim speed—the swimmers
are not quite able to keep up with the probe, but they still distort the shape of its wake
by trying to swim into the depleted areas. In the last column of Fig. 5.4 and 5.5 the
swimmers can no longer keep up with the probe, and we see the characteristic O(Pe)
long wake behind the probe, with the accumulation boundary-layer separating from
the probe at the poles @ - n = 0. This shape is constant across the activity levels
we depict in Figs. 5.4 and 5.5; however the accumulation boundary-layer “tails”
are shorter when Pe; is larger (or equivalently, £/R, is smaller)—c.f. (f) and (g)
in Fig. 5.4. This is simply another physical manifestation of the activity trying to
compensate for the advective disturbance—the swimmers want to swim with the
probe so the advective wake is simply not as long. As before, the change in the

long-ranged wake structure does not affect the number density at the surface, thus
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the microviscosity is the same as one would find in passive suspensions here.

5.4 Conclusions

Using familiar frameworks from the study of passive colloidal suspensions, we
investigated the nonlinear microrheology of a suspension of ABPs. We find that the
suspension, in the absence of hydrodynamic interactions, swim-thins regardless of
the hydrodynamic propulsion mechanism of the swimmer when Pe <« 1. We found
that this low-Pe Newtonian plateau persists for a wide range of Péclet numbers,
and that the width of the Newtonian plateau is set by the swimmers’ activity. The
persistence of this plateau reflects the fact that the swimmers are able to fill in the void
created by the probe’s advective motion when Uy > UP™°% and ¢ > R.. If the run
length is short compared to the size of the probe’s wake, the swimmers will reorient
before they are able to reach the probe even when Uy 2 UP"°P¢; in this limit the wake
(and viscous response) resembles that of a passive suspension. When Uy < UP™°%,
the effects of activity vanish and we recover the familiar high Pe plateau from
previous work on passive suspensions [23]. Most of these effects are predictive;
there are no experimental studies to-date that measure the microviscosity of an
active suspension, though there is a computational study examining various phase
behaviors in the microrheology problem [31]. Reichhardt & Reichhardt compute
the mobility of a probe in an active bath (neglecting hydrodynamic interactions and
Brownian motion), and find reduced probe mobility, even at low volume fractions.
This is consistent with our findings that the intrinsic microviscosity is positive in
the absence of HI.

Hydrodynamic interactions in passive suspensions have been shown to cause quan-
titative changes in the non-equilibrium mechanical properties of a suspension, and
more importantly produce qualitatively different behaviors. The most notable ex-
ample of this is that near-field hydrodynamic interactions lead to force-thickening
of the suspension at high shear rates [14, 21]. In active suspensions, hydrodynamic
interactions have been shown to alter the particle-phase pressure [32] and shear
viscosity [16, 18, 30, 33], but these effects do not alter the problem’s boundary-layer
structure [32]. The same balances between advection, diffusion, and activity seen
here are expected to hold, but the parameters D¢ 1, and F¢*' or UP°P¢ will
now depend on the strength of hydrodynamic interactions through familiar mobility
formalisms in low Reynolds number fluid-mechanics [34]. Incorporation of the
hydrodynamics does not require us to say anything about the propulsive mechanism

of the bath particles, though the framework presented in previous works is readily
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modified to include specifications of the swimmers’ gait. We will discuss the role

of HI in more detail in the remainder of this thesis.

Appendix

A: Boundary-layer analysis, Pe > 1

When advection is strong Pe > 1, there will be a thin boundary-layer O(Pe™!)
at the surface of the probe when diffusion balances advection. For simplicity,
we assume that, outside the advective-diffusive boundary-layer, the microstructure
is uniform n = 1 and m = 0; the effects of activity are contained within the
advective-diffusive layer. We choose a boundary-layer coordinate Y, such that
Y = Pe(r — 1), thus amplifying all of the gradients in the governing equations
by Pe. We then expand the concentration and polar order in powers of Pe™!:
n = Peny + ny + O(Pe™'), m = Pemg + my + O(Pe™!). Due to the advective
build-up of bath particles near the surface, the leading order terms must scale with

the Péclet number.

In the boundary-layer, the governing equations reduce to

onyp Pe;
- = 12
aY + lunO Pe mr,O’ (5 )
821’11,0 am,() ’y2 1 Pes an()
— + — — 0= = — 5.13
av2 Moy T P2 T 37Pe By -13)
amro 1 Pes
: 0= = Y =0 5.14
oy Mmoo = 3500 (5.14)
myp ~0,Y — oo, (5.15)
62mﬂ0 am'u() 'y2
— + — — =0 5.16
o2 Hgy T pe’™o (5.16)
0mﬂ,0
A +um,=0Y=0 (5.17)
Moo ~ 0¥ = o0, (5.18)

where ¢ = 4 - n and m, and m,, are the radial and angular components of the
polar order. Because m, is de-coupled from ny and m, o, we may assume that

it is unimportant at O(Pe) and derive a third-order equation for ng by substituting
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Eqn. 5.12 into Eqn. 5.13:

&no N 0%ng N » Ong A2 0ny 2 0
— —_— n =
ay? Moy TH ey T peay T pet™
0%ng ony ’ 1 /Pes\2
49 + =_( ) Y=0 (5.19)
ay2 " Moy THMZ3\p ) M0
0
ng ~ 0, £+yn0~O,Y—>oo,

which has exponential solutions f(u, A, y, Pe)e8"4¥-FO¥  The function g is given

by solutions to the characteristic equation

,y2 + g/12
Pe?

This equation will have three roots, one of which leads to an unphysical exponential

glg+p)? = (5.20)

growth. The other two roots are exponentially screened, oscillating functions of
A/Pe,y/Pe, and u.

We neglect terms of O(y/Pe) to reduce the order of the characteristic equation (using
the no-flux boundary condition). In doing this we assume that L¢4" = UP"b¢r, > §:
the distance moved by the probe in 7z is much greater than distance the pair moves
by Brownian motion in the same time. This could also be realized with smooth
swimmers that do not reorient Tg — oo. This assumption is reasonable for a fast-
moving probe that is similar in size to or much larger than the swimmers. Indeed
the numerical analysis seems to indicate that y does not substantially affect the

force-dependent behavior of the suspension.

We can solve the reduced characteristic equation for ng:
ny = A(u)e—Y(#M/Pe)) + B(Iu)e—Y(#—/l/Pe))’ (5.21)

where 1/Pe = Peg/\3Pe as y/Pe — 0. This gives the correct result in the limit

A/Pe — 0 and decays as e~'"~1) when activity dominates advection.

To find the functions A(u) and B(u), one must go to the next order in Pe~!. When
one does this, we find:

1
no ~ 1+ 5(Pept + e~ r~DPeptd) (5.22)

when A/Pe > |u|. When 1/Pe < |u|, the concentration of bath particles behind
the probe (u < 0) is zero, and in front of the probe (¢ > 0), we find that the

accumulation of particles is:

1 1
np=1+ Z(Peu + e U D@Penrd) Z(Pe,u — e = DPer=2), (5.23)
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This microviscosity is thus:

e — 1[1 + (1)3] 1< Pe (5.24)
. 2 Pel I '
7" = 11 > Pe. (5.25)

The first result indicates that the suspension must force-thin when Pe > 1, but
the thinning goes as (1/Pe)>. Activity increases the concentration of bath particles
inside the advective-diffusive boundary-layer, increasing the the total drag on the
probe. The second indicates that, when external forcing is strong, but swimming
stronger, the microviscosity is equal to 1—the linear-response value for Peg/y > 1.
Even though the suspension is being strongly driven from equilibrium by an external
force, the swimmers are fast enough to fill in the wake left by the probe, so the
suspension remains Newtonian. When the external force increases, the swimmers

can no longer keep up, and we approach the result for a passive suspension [23]

B: 2-D Results
For completeness, we include the results for the microviscosity in 2-D in Fig. 5.6.
There are no qualitative structural differences compared to the 3-D problem, only

quantitative differences.
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Chapter 6

HYDRODYNAMIC INTERACTIONS IN ACTIVE SUSPENSIONS

This chapter includes content from the appendix of our previously published article:

'E. W. Burkholder, and J. F. Brady, “Do hydrodynamic interactions affect the swim
pressure?”, Soft Matter 14, 3581-3589 (2018),

6.1 Suspension mechanics and the swim force

Consider a colloidal dispersion of N particles in a Newtonian solvent of viscosity
n and density p. The particles are sufficiently small that (1) they may be subject
to fluctuating thermal forces and torques from the solvent, and (2) their motion is
at low Reynolds number, thus allowing us to neglect particle and fluid inertia in
the equations of motion. The suspension dynamics are described by a Smoluchoski
equation for Py, the time-dependent probability distribution of particle positions

T, and orientations qq:

opP N > .T u ‘R

7+2Vma-]a+ZVRa-]a:0, (6.1)
a=1 a=1

where x, is the position of particle @ in the laboratory frame, and Vg, is the

appropriate rotational operator for particle @. The translational flux of particle

a is jg = U,Py and its rotational flux is jg' = Q,Py, where U, and Q, are,

respectively, the velocity and angular velocity of particle a.

Because we are at low Reynolds number, all particles are force- and torque-free. In
active suspensions, this means that the swim force [1] (plus any other forces acting
on the particle) is (are) balanced by the hydrodynamic drag. Consider the simple

example of two particles subject only to active and hydrodynamic drag forces:

0=-RIV .U - R} - U, + F*™, (6.2)
0=-RyV .Uy - RYY - Uy + F5¥im. (6.3)

The tensor Rf; ,113] is the resistance tensor that gives the hydrodynamic force on particle

a due to the velocity of particle S. Analaogus expressions may be written for the
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torque balance. Suppose particle 2 is an active Brownian particle (ABP) that moves
with the undisturbed velocity Ug regardless of the presence of particle 1. From the
force balance we have F{¥™ = RV . UJ and F§¥™ = RV - U, and thus

0=-RI'.-U - R} (U, —UY), (6.4)
0=-R}V-Ui - Ry} -(Uy — U, (6.5)

whose solution is simply Uy = 0and U, = U (2) as desired. It may seem surprising
that particle 1 experiences a swim force due to the motion of the active particle
2, especially so because we are saying that particle 2 moves with the undisturbed
motion U g and particle 1 does not move at all! But in the resistance formulation of
the problem, where forces and torques can be superimposed, things are different than
the perhaps more familiar mobility perspective where the velocities are expressed
in terms of the forces, and one must proceed carefully. Stokes flow is unique and so

either prospective—resistance or mobility—is fine.

In this simple 2-particle example, if there were other forces acting on the particles

the force balances would become

0=-R{ Ui -R{y - Uz — Ug) + F{™, (6.6)
0=-RiV Uy - RV - (Uy — UD) + Fg"er, (6.7)

and the velocities of the two particles would now be

FU pFU her
U, _ R| R, . F‘l” € 6.8)
0 FU pFU her |’ :
Us - Uz R21 Rzz ng ¢

The ‘other’ forces can be of any type because we can superimpose forces at low

Reynolds numbers.

In going forward for compactness we employ the notation U, = (Ugy, Q4 ), and
Fa = (Fa, La), where L, is the torque acting on particle @. We generalize this

idea to write the velocity of any particle « relative to some background flow UY°:

N
Uo = U +UT + ) Ro% - Fp, (6.9)

B=1
where ¥ g is the sum of all other forces and torques acting on particle g and R is
the grand resistance tensor [2]. Particles may be subject to forces and torques from

Brownian motion, interparticle potentials, shear, external sources (e.g. gravity),
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and even additional swim forces: F = FB + FF 4 Fexl 4 gshear o (gswimy The
swim force necessary to produce the undisturbed swim velocity U g has already

been accounted for in (6.9).

For a fixed-velocity swimmer hydrodynamics do not influence the swim speed U g,
but they can influence the motion, U, caused by hydrodynamic interactions (HI)
with other particles or boundaries. We emphasize that HI will influence particle
motion due to swim forces above and beyond the fundamental swim force. For
example, stresslet swimmers have an additional swim force, (F*¥*™Y’, that affects

the motion of another particle.

Furthermore, a swimmer may change its orientation g, through a random stochastic
process that need not be due to Brownian motion or HI: the swimmer can “decide”
to change its direction (perhaps in response to an external stimulus, or by moving
its flagella). This reorientation process produces no flow, and is not coupled to the
motion of other particles. The simplest system thus has no swim angular velocity
Qg = 0, but there can be reorientation arising from rotary Brownian motion and
this stochastic reorientation, the latter of which we model as TI_{I - Vg In Py, where

Tg is the reorientation time.

We now specify the form of the other forces/torques acting on the particles. The
Brownian forces/torques have the familiar form FB = —kgTV In Py, and we will
assume that the interparticle force is conservative FP = —kgTVV, where V is
the dimensionless interparticle potential and the gradients are with respect to both
position and orientation of the particles. The full expression for the flux of a particle

is thus
Jo = (UYL + UDIP + UL'P + U P + (UL™Y P

N
—kpT Z R~1.(VV +VInP)P — 75! - VP. (6.10)
B=1

The “other” particle velocities are UE! = R~ . F* (e.g. particles sedimenting
due to gravity), US4 = RV Rpp : E%, and (USY ™Y = R™L.(F*"™Y . For the
additional swim force one must model the hydrodynamics of the desired swimming
mechanism. Forexample, a stresslet swimmer exerts a force dipole on the embedding
fluid, which can cause a second particle to translate and rotate, but does not impact
its own motion (which is already accounted for by U g. Thus, the motion of particle
a@ due to a stresslet swimmer 8 would be (US™™) = o3 K (xq — xg)-(gpqp — %I),
where K is the Stokes flow stresslet singularity function (the double layer potential),
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and o is the magnitude of the stresslet. Finally we note that the form of the resistance

functions are independent of the particle orientations for spheres.

6.2 Single-particle, equilibrium problems
For the problem of a single particle in the presence of a no-flux boundary, the

Smoluchowski equation reduces to

oP
E+Vm-jT+VR~jR=O, (6.11)

where Vr = ¢ X V4 and P(z, g, t) is the probability of finding a particle at position
x with orientation g at a time 7. The translational and rotational fluxes of the

swimmer are

jT = UygP - DT . VP - DTR . viP, (6.12)
jB = -DRT . v, P — (DRR 4 t;'T) - ViP. (6.13)

The above expressions make use of the fact that the hard-core potential vanishes
everywhere in space and manifests only as a condition of no translational flux,
n - j1 = 0, at the boundary. This boundary condition applies at some distance Aa
(a is the swimer size) away from the no-slip boundary for the fluid. This is the
commonly used excluded annulus model [3], and allows one to smoothly tune from
complete HI (A — 0) and no HI (A — o).

There are several relevant problems in which the geometry is axisymmetric: a
spherical swimmer near an infinite flat wall, a spherical swimmer between two flat
plates, and a spherical swimmer outside and inside of a spherical cavity. We employ

the notation of Kim and Karrila [2] for the mobility functions in an axysmmetric

geometry:
D'T = 6?73;1 (x“nn + y*(I - nn)) (6.14)
DRR _ 8]:;3 (xfnn +y°(I - nn)) (6.15)
DR — (DTR)T = kB—Tybe ., (6.16)
4rna?

where € is the unit-alternating tensor and n is a unit vector defining the axis of
symmetry. The diffusivities follow the Einstein relation D = kgT'R™!, where
D'T = kpTMUF, DRT = (DTR)! = kpTM®F, and DRR = kT ML, and
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MUF MSF and ML are the familiar mobility tensors [2]. For the simplest
problem of neutral swimmers (or ‘movers’), the only effect of HI is to introduce

anisotropy in the thermal diffusivities.

We use a moments expansion of P to derive general equations governing the sus-

pension structure:

P =n(x,t)+ m(x,t)-q+ Qx,t) : (qq — %I) + s (6.17)

where 7 is the concentration field m is the polar order and @ is the nematic order

[4]. At steady-state, the concentration field is described by

9 rr On
Uom; — D:; =0, 6.18
the polar order is described by
1 om,,
UO (Qpl + 351;11’1) DlT]Ta_xJ + DiTijjkpmk] (619)
om
RT k RR RR
+Dij El'kpa + D;;"my, — Dl-p m; + amp =0,
and the nematic order is described by
9 |Uo S TTaQPY
a. | = si =0 s5 l) D 6.20
8)6,‘ 5 (a/qp 3 ps=d 8Xj ( )

0
+ DlJ Ox (ﬁkask

+D1J (fjkavk + Eij‘ka)

RR
+6istpk) - Dij (eiksfjmp + Eikpejms)ka
+DRR(26,;0,5 — 6;50ip — 6,0 )+ — Q 0
ij ij<ps js¥<ip ]p is ps — Y

where we have made the closure that (qqq) = o - m/5 and « is the fourth-order
isotropic tensor [5, 6]. We can reduce the system of equations to coupled ODEs
using linearity arguments: n = f(r), m = g(r)n, Q = h(r)ynn + k(r)(I — nn) (or
f(2), g(z)ez, and h(z)e e, + k(z)(I — e e) in 1D geometries).

Infinite flat plate
We consider a single swimmer near an infinite plane wall. Though the swimmers

are still free to move and rotate in 3-D, all variations will occur in the direction
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normal to the wall e,. The governing equations reduce to

d a TTdf dg

— D' — | -Up—= = 21
~x@p ) - u g =0 621)
d| , r7dg Uo df dh

y x“(z)D e 3 4z Uy e (6.22)

—275'g(2) — 2y“(2)D*Rg(2) =

d| , TTdh 4

@™ - o(——g(z>) (6:23)
—673"h(z) = 4y () D" (h(2) - k(2)) =

d o orrdk) 2 (dg

Z (z2)D iz EUO(d_ —g(z)) (6.24)

—673"k(2) + 2y () D" (h(2) - k(2)) =

and the no-flux boundary conditions are

x“(z)DTTfZ—]; - Upg(z) =0, (6.25)

x“(z)DTTZ—‘i _ % f(2) = Uph(z) = 0, (6.26)
dh 4

x(z )DTTd—Z - 15U0g() =0 (6.27)
dk 2

x4 (z)D'T— 7 EUog(z) = (6.28)

In the above we have factored out the mobility functions x“(z), etc., and therefore the
constant diffusivities from (6.14-6.16) are D'T = kgT/6mna, DR = kgT/87na’
and DRT = DR = kpT /4nna®.

For a single flat wall, we apply the no-flux conditions at the hard-repulsion boundary

z = a(1+A), and say that the suspension has no long-range order: f — 1,¢ —» 0,2 — 0,k — 0,
as z — oo. The functions x%(z) and y(z) are have been tabulated by Swan and

Brady using the Stokesian dynamics method [7] and by others using the method

of reflections and fast-multipole methods [8—10]. We use the far-field forms of the

functions given in [7], and the near-field forms from Goldman et al. and Bossis et

al. [11, 12].

Outside a sphere
The second problem is a swimmer outside a spherical cavity of radius R. The

structure is similar to the flat-plate problem, but the governing equations retain



some additional terms due to the curvature:

d a T df a T 2 df
; X(I’)D E +.X(7')D ;E
dg 2
~Uo d_f + ;g(r)) =
d d 2d
DT E ) x DI T2~ 2y T g(r)
2D gty - 22 Uyt 20 (r) ~ k()
r
=2z + ¥ (D )g(r) = 0,

d dh 2dh 4
[T =2 X ryd " = = y*(r)D™" h(r)
S OIDTTRG) = SR () ~ ()

r
4 d
“15 (d_f B @) 67 h(r)
=4y (DR (h(r) = k() = 0,
d dk 2 dk
S s xa 22 2y D)
=2 OIDTTG) = Sy DN () - k)
d _
15U (d_f B #) 6y k(r)
+2y (DR (h(r) = k(r) =
The no-flux boundary conditions are
x“(r)D"Z—f — Uog(r) =
(DT~ 20 1(7) = Ughtr) = 0.
L dh 4
(r )DTTE - EUOg(”)
dk 2
x(rDT 2+ ZUg(r) = 0
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(6.29)

(6.30)

(6.31)

(6.32)

(6.33)
(6.34)
(6.35)

(6.36)

which are applied at r = (R + a)(1 + A). There is no long-range order far from the

sphere.

For the motion of a swimmer outside a sphere, the mobility functions needed are a

bit different than the standard two-sphere mobility functions in [2]. The spherical
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cavity of radius R is held fixed (U; = 0, Q; = 0) and the external force F**" and

torque L¢*" necessary can be found from Eqns. 5.6 and 5.7. Thus, even though
we are only interested in the motion of the swimmer relative to the cavity, this is

fundamentally a two-particle problem, and
Tixt — Rgu . (RZ;’LI)—I . ?gther _ 7_-1{ther’ (6.37)

which is then substituted into Eqn. 6.9. This does not change the structure of the
equations, it only impacts the precise definitions of x¢, y%, y?, and y© in the system
of ODEs that must be solved.

The only ‘other’ forces to be considered in the above equation are from thermal
fluctuations; thus all the effects appear in the diffusive terms of the Smoluchowski

equation. From the force balances, one can show that

D™ = DIf + DI] - (R - Ra2)yp + Ry - (Raz)gr)

+D3F - (RYY - Ry + Ry - (Ra2)or) (6.38)
D' = DI + Dif - (RYy - Ra)y;, + Riz" - (Ra2)g;)

+DI - (RYY - Raa)yy + RiY - (Raa)g)) (6.39)
D** = DI + D3 - (Ryy - (Ra2)y, + Ry - (Ra2)gy)

+D3y - (Rfy - (Raa)yy + Riz* - (Ra)gy), (6.40)

and DRI = — DTR by symmetry. The proper components of the tensor (R33)~" are

(Ra)ph = (REV — RE® . (RE®)™! . REU)! (6.41)
(Raz)gk = ~(RE2)™ . REV . (REV - RER . (RL®)™' . REV) ™! (6.42)
(Ra2)gp = (R3y' - Ryy - (R )™ - Ry (6.43)

and, as before (7?22)&E = —(Rzz)&lL by symmetry [2].

The effective mobility functions may be expressed in the resistance formulation
above, or via an equivalent formulation in terms of the component mobility functions

only. The explicit forms for the latter formulation follow from rearranging the
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Smoluchowski equation outlined in section 6.1.

4 x4 x4
x4 = x84 — a +ﬁﬁ)z 22 (6.44)
X1
2 12 b b2
0 488 0% g | @y — @Yo (6.45)
y' = - - _ , .
Toa+pton ¥ =300
c 2 ac _ _12 b \,b
Wb - 3237 yé’lyu_i T+p) Y2111 ~ Tpr Y1201
2 (1+ﬁ)5 y?l yi‘l y?])’f] _3()}{?1)2
Sﬁz c b 4ﬁ2 b . c
XN 73V — 7521011 )
A+ B 1220~ (4 g2
(6.46)

. 64pd x|
X = x5, - P~ it (6.47)
(1+p8)° x{,

8 b 16 b2
. . 648° V3V, §,8_3[((1+ﬂ)2y21yf1 = Tepr Y2 )

=V~
(1+B)6 yil 8))?1 yi’lyfl _3()7{?1)2

= ](6.48)
where 8 = a/R is the size ratio of the swimmer to the cavity. The needed mobility
functions are now expressed in terms of the standard two-sphere functions, which
can be found in [2, 13, 14]. Note that in the limit 5 — O only the functions xgz,
etc. remain, but care is needed to reduce these expressions to the flat-wall limit as

the swimmer would always be “close” to the wall. The far field forms for x5,, etc.

22°
in [2] assume that the interparticle separation distance r — (a + R) > R, but the flat
wall problem assumes that R — oo first, making it impossible to have the have the

particle a distance z = r — (a + R) > R from the wall.

The notion of lubrication interactions—A < 1—for squirmers becomes tricky if the
organism’s surface is deforming on a length scale comparable to the gap between
the particles. Rather than use a no-slip condition on a deformed surface, Ishikawa
and coworkers did a lubrication analysis assuming an effective slip velocity at the
squirmer’s surface. We neglect these in our analysis, as this would be associated
with the mobility functions for (F'* wimy' not the fundamental run-and-tumble active
motion. Additionally, lubrication interactions associated with this force contribute
terms ~ O(—In A) to the force on the passive sphere, which is negligible compared

to the O(1/A) contribution from Brownian fluctuations.

As a final note, the lubrication forms for x¢ are not given in the work of Jeffrey
and Onishi, as the “scope for applications is limited,” and indeed is not necessary

for computing the force/pressure on a stationary spherical cavity [14]. From Jef-
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frey’s original work on rotations of solid bodies [15], the complementary resistance
function X€ is nearly unity even at small interparticle separations (A ~ 0.2). As
this function is needed in later calculations, we simply assume that the far-field
form of this is always valid, as the functions x“, y, and y“ are the most important.

Squirming corrections to x¢ are O(A) for small A [16].

Force on a sphere
Finally we are interested in the force necessary to hold the spherical cavity fixed.
Although there is no net force, via the force we can define the pressure. The force

on the cavity, when averaged over the orientation of the swimmer, is given by
AyC _ yByB
Yio Y —Yiohy

CyA BY2
Y22Y22 - (Yzz)

A
ext _ X12
<F >(] = —kBT{(X—A+1)nn+ +1

22

(I- nn)} -V, Inn, (6.49)

because contributions from thermal torques do not contribute to the orientation-
averaged force. The Brownian forces and torques on the cavity in Eqn. 6.37 do
not enter in the Smoluchowski equation, but they must still be considered when
computing the average external force on the cavity. We follow Squires and Brady

[17] and may write the suspension-averaged force:

Xt
(Fe*ty = — n|l+—=|n(A)dS

. XA

S 2

A A AyC ByB
N d[Xn|  2(Xn  |Yoh, - Yo, (V. (6.50)
n dr XA r XA YCYA _ (YB)Z mr ’ )
|4 22 22 2122 22

noting that the appropriate weighting is the deviation from the uniform number
density. The first term is a surface integral of this number density deviation over
the cavity’s surface, and the second term results from the divergence of the relative
mobility. By symmetry this force is zero for an isotropic distrubtion of the particles.
The force can no longer be given by the simple relation F' = f nkpTn(x)dS, as in
the special case of a flat wall. Indeed, this is true for inactive Brownian suspensions
as well [17, 18].

6.3 External perturbations
For the microrheology problem, we can readily use the formalism given in section 6.1

to incorporate an external force F'¢*! driving the motion of a test particle (labeled



particle 1) in the presence of a swimmer (labeled particle 2):

0
o’bc,-

Yo 0x;

on
Uym; + M}]fF F{*'n - pIT— ] =0,

on
ni|Uomi + M{TF{¥'n - D] —

Yo0x;

]:O,r:RC,

n~n>,r— oo

2
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(6.51)

(6.52)

(6.53)

(6.54)

0 1 om
ax; UO(QPf * 551%'”) + M F my + D —— 9x; =+ DT'Rfjkpmk]
— MOF pext + D —‘9 k4 DRRy _pRR, 2 g
ij Lj o CikpMk €ikp dx; i Mp = Hip M+ Mp =5
1 UF pext,, amp TR
n; U()(Qp,' + gép,’n) + Mij Fj mp + D” O + Dij €jkpMi |, = 0, =R,
J
my ~ 0,r — oo,
9 |Uo 5 UF 7 99Qps
| 5 (s = 3000y + M F Qg = DI 8

TR QF
+Dij (Ejkask + Ejstpk)] - Mij Fjexr(fikask + fistpk)

0 6
DSTa (Ezkask + fzstpk) ans

_Dij (Eiksejmp + Eikpejms)ka + DiI;R(Z(Sijst - 5stip - 6ijis) =0,

Uo 5

[l

5p56qi)mq + MUFFeQ,, - DIT—2

+D5R(€jkask + Ejstpk)} =0,r =R,

QpSN()’r_)OO’

(6.58)

(6.59)

where the diffusivities and mobilities will differ for fixed-force or fixed velocity

probe motion. In this dissertation it is assumed that we can apply an external torque

to prevent the probe from rotating, as this allows us to circumvent the formalism

associated with writing the Smoluchowski equation in a coordinate frame that rotates

with the Brownian fluctuations of the probe. This is a relatively simple problem

in 2-D (there is only relative angle to consider), but becomes more complicated in



3-D. For a more detailed discussion, see Chapter 4. The external torque required to

prevent the probe from rotating is

L = (M5 M - Pt + (DR - DR .V, In P - DEF - Vi In P,

which will affect the diffusivity and mobility tensors used in the field equations.

Fixed-force

We again make use of the linearity of Stokes flow to pose a microrheology problem

where the probe does not rotate, but its translational velocity may fluctuate due to

collisions with the bath particles. The effective mobility and diffusivity tensors for

the Smoluchowski equation are thus

MUF — [leiF _ MﬁF _(leiL _ MﬁL) . (MﬁL -1 MlgiFL (661)

MEOF — [MﬁF _ MZS}L ) (MSL -1 _MI%F]’
D™ (DIF - D) - (P - M) - (M) - D
D¥T (DT - DET) - Mgt (- (DT - DY)
D'~ (D + DI - DT - D!

HMSE - MED) - (M (DT - D)
DRR — Dng _ MﬁL . (Ml!iL)—l . D{?ZR;

note that DRT = (DTR)7. The mobility functions—as defined previously— are

a a a
Xy By 4B,

1+8  (1+p8)7
(1+8)?* b

b _
a_ Y + By _ 4By1, 48 (y21 !

1+ (1+p? (1+p) ¥

b (4B o\, 8 Vb
=t )
c c 64ﬂ3 (xgl)z

x=x

b

2»~
(1+B)° x{,
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c _ ,Cc _ 64ﬁ3 (ygl)z
TRy,

) (6.71)

((1+ e X Xfl), (6.72)
“ 38 Y, (A+p?,
((1 +ﬁ)2 21 11) - (1 +ﬁ)3y_i-l(y21 - 4 yll), (673)
2y5, v
b _ b _ 21711

where we have defined yé’l, )Egl, and ygl as the composite mobility functions for the

ext. UF _ Sa _ QF _ b .,
terms linear in F**': M*" = 55, nn + §5,(I - nn), M**" = yJ €-n.

The average speed of the probe particle under the action of F¢*!, L¢*! is
rrebey = / [MF - M{" (vt MRE] - F ndv (6.75)
- [ V- IDIT - DIT + MEE - (MEY - (DI - DR ndv
+ [0 1DI - DIT + ML (MEY - (DT - DI ln s,

where each line reflects the hydrodynamic, Brownian, and interparticle contributions
to the velocity, respectively. The term in the second integral—the divergence of the
effective probe diffusivity—gives a scalar function similar to Batchelor’s W(r) for
passive colloidal suspensions [13]. For spherical particles, the interparticle velocity
is determined only by D{lT .

Fixed-velocity
When the probe moves with a fixed speed, one can derive the required force F¢*!

(and torque L***) such that UP"*?¢ remains constant in the flux expressions:

Fext [MﬁF MﬁL (MSL -1 MﬁF] {Uprobe
~[(DI] - DITy + MEE - (MBEY  (DRT - DRI -V, InP
~[DI} - MJE - (M35 DRE) - VeI P} (6.76)
The problem of the fixed spherical cavity in the previous section is simply a special

case of the fixed-velocity microrheology problem where UP"°%¢ = 0. Indeed the

diffusivity tensors in this problem will be identical to those derived in the previous
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section. The mobility functions for the terms linear in F**! are

2 x5
W= ———1), 6.77
el ((1+,8)xf1 ©.77)
[yc ((12 34, -y ) 3 %((14 )yb _yb )]
_ 11\ T+5) 721 11 +0)721 11
W= , (6.78)

TR
b e 2 e b
= oYt @ Ya
2 =
YhYh 3(3’{71)2

(6.79)

We previously defined the average force on the probe—the quantity of interest in
the fixed-velocity microrheology problem—in the absence of probe motion. When
the probe moves with a prescribed speed UP"°%¢ the average force is precisely the

same, with the additional hydrodynamic contribution
(Fehf = / [MF - MiE - (vt MR UPTPn av.(6.80)

6.4 Anisotropic particles

While some biological swimmers are spherical (e.g. Volvox), the majority of them
are anisotropic. E. Coli and B. subtilis are both prolate spheroids, and many
species of hydrozoan jellyfish have an oblate spheroidal medusa.! We consider the
interactions between a spherical probe and an axisymmetric (spheroidal) swimmer.

The isolated Stokes-Einstein-Sutherland diffusivities of the swimmers are now

D' = D" [kjqq + k1(I - qq)} (6.81)

DR = DFR[kfqq + k§(T - qq)), (6.82)

and DRT = (DTR)T = 0, where DT = kT /37nd and DRR = kgT/and® are
the Stokes-Einstein-Sutherland diffusivities based on the diameter d = 2a of the
swimmer. The mobility functions k, k. are functions of the swimmers length-to-

diameter ratio—the aspect ratio—¢ = L/d only [20]:

'Though most jellyfish are too large to be analyzed in the Stokes-flow regime, hydrozoan species
can be much smaller, reaching only a few hundred microns in size [19].
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32vE -y - €&
Kl = Z( oy ) (6.83)
2_
a-3pes
3/&E-v
KK = E(fz—_l) (6.85)
2
a3
-1
, = cosh §’ £ 1,
a1
-1
s & son, (6.87)

where all functions are unity when & = 1.

These are the single-particle contributions to the mobility functions, and clearly
do not represent the g dependent interactions between the swimmer and probe.
In general, the grand mobility tensor would still be comprised of (anti)symmetric
second-order tensors based on both g and n—for example, f(r)(gn + nq). Indeed
one would expect the mobility associated with the active hydrodynamic stress to
also have some dependence on q. These terms are not known analytically in Stokes
flow, though in principal one could find them using the method of reflections with
the singularity system for a sphere and an ellipsoid [2]. In this thesis we assume

that the mobility functions are independent of the particle orientations q,.

For simplicity, we consider the problem where the swimmers are small compared
to the probe a/R <« 1. One can show that the relative diffusivities simply become
those for an isolated spheroidal swimmer in an infinite Newtonian fluid, and that the
advective velocity of the swimmer relative to the probe is simply given by Stokes
flow outside a translating sphere—the swimmer is a tracer particle [21]. DePuit and
Squires have used this approach to compute the microviscosity in suspensions of
slender, Brownian ellipsoids [22], but thus far, no investigations have systematically

investigated the role of shape or hydrodynamic interactions in this problem.

Given the traceless definition of the nematic order @, it will prove more useful to

write the diffusivity in terms of isotropic and traceless components

D™" = DI + AD(qq - I/3), (6.88)
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where D = DTT(kﬁ +2kT)/3 and AD = DTT(kﬁ — kT). The same decomposition
may be applied to the rotary diffusivity, but only the perpendicular portion of this
diffusivity affects the angular velocity of the swimmer by symmetry [20, 23]. This
is not necessarily true when the swimmers have finite size and/or the axisymmetry
of the problem is broken. When the size of the swimmers affects the hydrodynamic
interactions, one can imagine a scenario where |q - n| = f(¢), where ¢ is the
azimuthal spatial coordinate. In this case, the fluid velocity disturbance arising
from a rotation of the swimmer about its axis may not be axisymmetric with respect

to the probe normal n.

When one appropriately modifies the expressions for the translational and rotational

fluxes, the governing equations are

0 Ky _ On an
Uom; — ud'%¢Sp - D— — AD—2| =0, 6.89
8x, 0t = o ox; 0x; ] ( )
0 1 2 om, AD (Om; om;
_U( P+ 61) Stokes (D——AD) P ( 1 I_J)
o, | L0\Qni + 30pin 1577 )% 5 \ax, P
3
+mi Q1R — ggmiEijjo’m + 2Dk Rm, = 0, (6.90)
0 | Uy 5 Stok _ 4AD\ 00
ox; ?(“qpsi - g‘spséqi) g =1 " Qps (D B ) 0x; (©51)
AD on AD 0
T = (36854 + 36165 - 25,15;,,)% ST (36,,,Q” +361,0,,
+35ijis + 3§stip - 45psQij) + 6DRka st - (Qpigfgmkes - QsiQflfOkes)
2
+B( 5El;9stokes (QPJEStokes Eg;()kestS) + 5psEsmkesQij) —
where
Stokes _ pprobe 306ij  xixj\ 16y XiX;
e = o -3 (5 ) 5 (57 (©22
Stokes Stok Stok Stokes
QStokes _ l(a”pt _Ou; " es) Stokes _ _(6”1' ones N ou,
P 2\ dx dxp P 2\ dx, ox;

characterize the velocity field for a translating sphere in Stokes flow. The Bretherton
constant B = (€2 — 1)/(£% + 1) determines how the particle is aligned by the strain
component of the velocity field [24, 25].
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For the reader more familiar with nematic liquid crystals, many of the terms propor-
tional to AD are reminiscent of terms associated with the excess free energy density
of a liquid crystal. The “splay” of the active suspension appears in the polar order
equation:
AD (Gm, N Om; )
ip ’
5 \dx, 0x;
and terms related to the “bending” of the nematic order appears in the concentration
field as ADV - Q and in the nematic order field as

(6.93)

AD on AD 0
45 (351p5]s +30is0jp — 25ij5sz7)a_xj + ﬁa_xj(?’@'ijs +36i5Qjp
+35ijis + 3(sstip - 45psQij)- (6.94)

Because the particles are spheroidal and the problem is axisymmetric, the twist

(g -V X q) is zero.

Many active matter experiments are conducted at an interface (e.g. an air-water or
oil-water interface, or the bottom of a container), and thus the particle dynamics
are confined to two dimensions. Though there is not solution to Stokes equations
in 2-D, one could imagine that there are still fully three-dimensional fluid flows
associated with the swimmers’ motion, even if they only move in a plane. In this
spirit, we can also write down these governing equations for the case of swimmers

moving in a plane, but the probe still creating the full 3-D fluid disturbance:

0 _ On 0Q;;
U ; Stokes D —AD=Y ] — 0, 6.95
ax | " o dx; (095)
0 1 1 om AD (Om; om;
- U( ; 6[ ) Stokes (D——AD) p ( 1 ; _])
o, | L\ @i+ 50nin 2% ) ax T Ta \ax, TPy,
es B es
+m; Q1R — Em,-E;;’Ok + DRREBm, = 0, (6.96)
9 | Yo Stok _ AD\00Q
(9_xi T(a’qpsi - Zépséqi)mq —Y; 0 ests - (D - T) (')xj (6.97)
AD on AD 0

3 (6117613" + 51s61p 0; 6sp) axj - ?a_x](épojs + 51'st]7

+6ijis + 5stip - 25psQij) + 4DRka st - (Qpigfsmkes - QsiQ%Okes)

1
+B( 2E};S’;olw:s (QPJEStokes + EStokesQJs) + 5 EStokesQij) =0
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One could achieve this experimentally by, for example, creating a fluid-fluid interface
between fluids of the same viscosity, but drastically different densities. Particles
density-matched to the denser fluid would settle to the interface. It is crucial that

one still require du; /0x; = 0 and El.f’ok” = 0 when implementing this scheme.

No-flux conditions
The no-flux boundary condition is complicated by the asphericity of the swimmers.
Nitsche and Brenner [26] give the abstract no-flux condition for particles of arbitrary
shape:

(V,8) 37 +(v,8)- 5% =0, (6.98)

where S is the hypersurface that defines particle contacts in position and orientation
space. This has been applied to problems of active fibers confined in an infinitely
long channel [27], where the contact surface S(r, q) is simply parametrized by the

distance from the wall z and the orientation angle of the (2-D) swimmer 6.

In three dimensions, the unit normal of this surface is more complex:
V.S =n-(I-(d/2)[¢qq+ T - qq))) (6.99)

V,S = ((L —d)+ %(dz - Lz))[q(n - @) —n(q-n)l, (6.100)

and the point of contact is

R.=R(1+A)+(L/2n-q+ (d/2)\ynn : (I - qq). (6.101)

For simplicity, it is often assumed that the contact surface is itself spheroidal, so that
the problem may be written in prolate or oblate spheroidal coordinates [28, 29]. In
the limit of point swimmers one can approximate this by the conventional no-flux
condition n - jT = 0 with corrections ~ O(L/R(1 + A)) or O(d/R(1 + A))—the
swimmers rotate freely at contact. The anisotropy of the translational diffusion still

has an impact on the translational flux at the boundary through the coupling of n, m,
and Q.
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Chapter 7

FORCE ON A BOUNDARY: THE OSMOTIC PRESSURE

'E. W. Burkholder, and J. F. Brady, “Do hydrodynamic interactions affect the swim
pressure?”, Soft Matter 14, 3581-3589 (2018),

Active matter systems—from chemically driven nanoparticles to crawling amoebas
to humans crossing the street—share the ability to move autonomously. This au-
tonomous motion can arise spontaneously or it may be in response to environmental
influences, e.g. going towards food, light, or other organisms, and is inherently
non-equilibrium. Such self-propulsion can result in fascinating dynamical and me-
chanical behavior such as spontaneous phase-separation [ 1-5] and apparent negative

shear viscosities [6-9].

Despite the complexities of active systems, the minimal active Brownian particle
(ABP) model has been successful in describing behaviors observed in real systems
[1,4,5,9-11]. ABPs move with a swim velocity Uy, randomly reorient on a time
scale g, and are generally taken to be non-interacting. Historically, the ABP model
has neglected hydrodynamic interactions (HI); this is often referred to as “dry”
active matter [12]. Studies of HI among swimmers are minimal, and to-date, have
primarily focused on their effect on shear rheology and diffusivity in suspensions
of squirmers [7, 13—15], a notable exception is the work of Fielding [16] on the
phase behavior in 2-D. No investigations have been made as to the effect of HI on

the pressure in active systems.

Active motion is mechanically described by the swim force F**"—a stochastic,
internal body force that a swimmer exerts on its embedding medium (or substrate)
to propel itself [4, 17]. The mechanical stress associated with this active motion

. T . . . .
Wi — —p sym(x F*""™ ), where n is the number density of swimmers, x is

is o
the particle position, the angle brackets represent a suspension average and sym
refers to the symmetric part of the tensor. Here, Fswim' — prswim _ (F“Wim); the
average swim force (which is proportional to the polar order) must be removed from
the definition of the swim stress; only fluctuations in the force contribute to the
stress. This swim stress is distinct from the hydrodynamic active particle stress

arising from the dipolar (stresslet) velocity disturbance a swimmer creates due to its
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force-free motion through the medium [7, 18-21]: o = 0y(3qq - I), where oy
is proportional to the swimmer’s force dipole, q is the direction of swimming and
I is the isotopic tensor. This hydrodynamic active particle stress is traceless and
does not contribute to the pressure. Takatori et al. [22] measured a substantially
increased particle pressure in suspensions of Janus particles, which resulted from

the swim pressure: IV = —tr(a*'™)/3.

The nature—and even the existence—of the swim stress and pressure has been a
subject of substantial discussion in recent years. Of particular interest is the validity
of the swim pressure as a state function and whether the trace of the swim stress
is equivalent to the force per unit area exerted on a confining boundary [23, 24].
For a suspension of spherical, noninteracting ABPs, it has been shown that these
two definitions of pressure are equivalent, but for more complex active particles the
force per unit area the particles exert on the boundary may differ from the swim
pressure in the bulk [23, 25]. It must be remembered, however, that the active
particles are immersed in a medium, and the force on the confining boundaries
has contributions from both the active particles and the pressure distribution in the
embedding medium. That the ‘partial’ pressure exerted by one component in a two-
component mixture can depend on the detailed interactions of that (or the other)
component with a boundary should come as no surprise. It does have implications

for measuring the particle pressure, however, as we discuss at the end.

7.1 Momentum balance

To see this, consider a suspension of particles between two solid walls in a Newtonian
fluid. The motion is at low Reynolds number and therefore at each point in the fluid
the divergence of the fluid stress tensor is zero: V - oy = 0. Integrating over the
entire fluid volume gives: fL n-opdS+ /R n-opdS+ 3 /a n-ordS =0, where
the first integral is over the left (L) wall, the second over the right (R) wall, and
the others over the surfaces of the active particles labeled @. The active particles
undergo force-free motion and therefore /a n-o ¢dS = 0 for all particles between the
two walls except those particles close enough to the right or left walls to experience
an ‘external’ force from the wall. We can write this force as derivable from a
potential, —V,Vy r, depending on the right or left wall. To make matters as simple
as possible, which serves to reveal the essential physics, we take this wall-particle

force to be a hard-particle, excluded volume, force with an amplitude of kgT for the
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Figure 7.1: Schematic of the active-diffusive boundary-layer (BL) in a 1D geometry. The
black line is the concentration profile of swimmers, 171 is the BL thickness, and aA is where
the no-flux condition applies. The dimensionless translational and rotational diffusivities
D™T and DRR are given by the blue (lower) and purple (upper) lines, respectively.

potential, where kpT is the thermal energy !. The hard-particle force projects out
the number density in ‘contact’ with each wall and, allowing for the directions of

the two normals, the over all force or momentum balance is
Py +ntkgT = pff + n"kgT, (7.1)

where p; is the pressure exerted on the left wall by the fluid ( fL n - odS) and nt

is the particle number density at the left wall, and similarly for the right wall.

The utility of this result is that we do not need to specify where the particles are,
how they move, their shape, whether or not they experience a torque from the
boundary, etc. In fact, the motion does not have to be a low Reynolds numbers,
or even in a fluid; it could be particles crawling through an elastic medium. The

macroscopic momentum balance must be satisfied. If, for whatever reason, there

! Any amplitude would be fine; choice of kT is just helpful in connecting to passive Brownian
particles.



127

are more particles near the wall on the right, then there will be a higher pressure in
the fluid at the left wall then at the right wall. For ‘passive’ particles at steady state
the only way for there to be a difference between the concentrations at the two walls
is if the walls exert different forces on the particles. For active particles, however,
the particles might simply ‘like’ one wall more than the other and therefore bias
their force-free motion towards or away from one wall and consequently generate a
compensating pressure distribution in the embedding medium as was shown by Yan
& Brady [17].

Rather than speculate on what might make an active particle ‘like’ or ‘dislike’
a boundary, a simple model that demonstrates this effect is ABPs that interact
hydrodynamically with a solid wall. The hydrodynamic interactions with a wall
are the same as for passive Brownian particles [26, 27], and the familiar framework
used to analyze suspensions of passive colloidal particles [28, 29] is easily extended
to suspensions of active particles with any self-propulsion mechanism; the details

are in Chapter 6.

7.2 Model system

Following the work of [25], consider a dispersion of ABPs of size a with fixed
swim speed Uy at number density n* far from the wall in a Newtonian solvent of
viscosity n and density p. The Reynolds number is small, Re = pUpa/n < 1, so
the hydrodynamic force and torque on each particles is zero and the fluid obeys
Stokes’ equations. The ABPs are neutral swimmers (or “movers”), and thus exert no
dipolar active hydrodynamic stress on the suspension in isolation 2, but are able to
self-propel [18]. However, even neutral swimmers are still subject to the influence
of hydrodynamic interactions with solid boundaries and other particles, and may
thus have an active hydrodynamic stresslet associated with this interaction. We
neglect such active hydrodynamic stresses in this chapter, as they do not contribute
directly to the force on a boundary. These effects would manifest only as an effective
mobility for the swim force, and a change in the reorientation rate (via the vorticity

of the swimmer’s fluid disturbance reflected off of the probe) in Eqns. 7.3-7.4 below.

We assume a dilute suspension so that the swimmers do not interact with one

another; thus, the Smoluchowski equation for a single ABP applies:

OP
E+Vw-jT+VR.jR:0, (7.2)

2Michelin and Lauga [30] have shown that Janus particles can be made neutral swimmers by
tuning their geometry
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where Vg = g x V4 and P(x, g, t) is the probability of finding a particle at position
ax with orientation q at a time ¢ relative to the wall. The translational and rotational

fluxes are

jT = UygP — D™ . VP - DTR . VP, (7.3)
jB=-DR .V, P — (D®*R 4+ 7;'I) - VxP, (7.4)

in the absence of external forces/torques and background flow.

The time scale 7g is associated with active reorientations of the particle, which
do not necessarily induce a rotational fluid flow—a spherical swimmer can simply
“decide” to change its direction. The translational (ID'7), rotational (D®®) and
coupled (DR = (DTRY) diffusivities are independent of q for spherical particles
but are functions of the distance z from the solid wall through the Einstein relation
between diffusivity and hydrodynamic mobility D = kT M . For simple geometries
such as a sphere near a plane wall or two adjacent spheres, M is known analytically

as a function of separation [26, 28].

The swimmer interacts with the system boundary via an excluded-annulus potential
which manifests as a no-flux condition at the boundary, n - jT = 0, where n is
the outward-pointing normal from the boundary (see Fig. 7.1). This potential is
characterized by the nondimensional parameter A: for A — oo, the particle remains
sufficiently far from the boundary that the hydrodynamic interactions are unim-
portant and the problem is identical to that of [25]. For A — 0 the swimmer is
allowed to come very close to the boundary and hydrodynamic lubrication interac-
tions dominate. We solve (7.2) using the moments expansion method (i) without
nematic order: (qq) = I/3, and (ii) with nematic order with third moment given
by (qqq) = (o - q)/5, where « is the fourth-order isotropic tensor [25, 31]. De-
tails may be found in Chapter 6. The equations were solved using the MATLAB

boundary-value solver bvp4c to a relative error tolerance of 107>,

7.3 Flat plate

Consider first the problem of an ABP near an infinite flat plate as illustrated in
Fig. 7.1. As shown by Yan & Brady [25] in the absence of HI (A — o0), there is
an accumulation boundary-layer at the no-flux surface where advective swimming,
UoqP, balances Brownian diffusion, —D’7 VP. The resulting concentration profile
isn(z) = [ P(z, q)dq = n™(1+ §(£)?e~al+8) where 7 is measured from the no-

slip surface. Here, n* is the uniform concentration far from the boundary, ¢ = Uytg
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Figure 7.2: Pressure at the wall scaled by the bulk pressure I1® = n®kgT(1 + D™ /Dr) .
The number density of swimmers is #n*° , Dr is the thermal diffusivity far from the wall, and
DSWim is the swim diffusivity. This quantity is plotted against A, which characterizes the
strength of HI; HI are strong for A < 1, and weak for A > 1. The square symbols indicate
the pressure calculations neglecting the nematic order ({(gqq) = I/3), and crosses include
nematic order ({(qqq) = {a - q)/5, where « is the fourth-order isotropic tensor. INSET:
Active contribution to the wall pressure scaled by the prediction from the boundary-layer
analyis: ¢ is their translational drag, Uy is the swimming speed, and ¢ is the run length of
their active random walk.

is the run length, § = /D77y is the diffusive size of the particle, the reorientation
time is 7z = 1/D®R, and the boundary-layer thickness A~' = 6/+/2[1 + (€/6)2/6].

The pressure the active particles exert on the wall is IT"* = nW(a(1 + A))kpT =
n®kpT(1 + (£/6)%/6) = n®(kpT + k,T), where we have defined the activity kT = £ D",
where D" = U3ty /6 is the swim diffusivity. Here, £ = 67na is the (Stokes) drag
coefficient for an isolated spherical particle (kgT = ¢D'T). The pressure from the

particles is the sum of the normal osmotic pressure of passive Brownian particles,



130

[199m0 = p®kpT, plus the swim pressure, 1" = n*k,Ty, arising from activity.
If the second wall (R) is far removed from the first (L) wall, we may superimpose
the concentration distributions from the two walls [25], and the overall momentum
balance (7.1) shows that the fluid pressure is uniform and its magnitude is arbitrary;

only pressure differences are relevant for incompressible media.

The particle pressure on a flat wall IT"%/! scaled by the bulk pressure IT™ is plotted as a
function of A in Fig. 7.2 from the solution of (7.2). When HI are unimportant (A > 1)
the pressure at the wall is equal to the bulk swim pressure for all activity levels:
6D*V™ | Dy = (£/5)?, where Dy = DTT(A — o). When HI are strong, we predict a
substantial increase in the swim pressure for high activity. Note that for low activity
where thermal Brownian motion dominates, the pressure is independent of HI, as
is well-known. Hydrodynamic interactions reduce the translational and rotational
mobility of the swimmer near the wall, resulting in an increased accumulation of
particles at the boundary and an increased particle pressure—the active particles
remain longer at the wall (1/DXR) and they push harder (¢ ~ 1/D'T).

We can predict the effects of HI using the a simple boundary-layer (BL) analysis,
depicted in Fig. 7.1. When thermal diffusion is unimportant, (7.2) requires Upn to
be a spatial constant (in 1D). This does not satisfy the no-flux condition, however,
and there is a BL of thickness A~! at the wall in which diffusion balances activity.
In this layer the accumulation of particles still scales as n°“(£/8)?/6, where n®“
is the number density at the edge of the BL, but now ¢ and ¢ are functions of A
because DT and DRR decrease near the wall. For a thin BL, ¢ /6 > 1, only the
behavior at A matters: D'7(z) = kgT/{(A), DR®(z) = 73'(A), and the BL scaling
gives n(A) = n®(1 + U§/6DTTDRR) = n(1 + £(A)Upt(A)/6kpT)—the run length
and the drag are now functions of the strength of HI. When the boundary-layer is
thicker (£/6 ~ O(1)), spatial variations in D®® and D' are important (see inset of
Fig 7.2).

This result is easily generalized to include an athermal reorientation mechanism. If
this active reorientation mechanism does not cause the fluid to rotate—the swimmer
may simply move in a different direction—, one may add a term 7, L. VgP to (7.4),

where 7z (# 1/DXR) is independent of the strength of HI. For spherical movers:

[Tvall _ g, T = n®L(ANUSTg _ n°°§(A)Uo€(A)’

6[1 + TrDRR(A)] 6 (7.5)

which is always larger than the bulk swim pressure [T, Note that any reorientation

mechanism for non-spherical particles will cause a fluid velocity disturbance; in this
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case the rotary motion is captured by the same tensor D®R, but the magnitude of

the disturbance will be DRR + 7'1;'.

Owing to HI, the particle pressure at the wall exceeds that in the bulk, and be-
cause the suspension is incompressible, this difference must be balanced by a dif-
ference in the fluid pressure in accordance with the overall momentum balance
(7.1). The fluid pressure at the wall is less than that in the bulk, p}”’” < p;‘.’, but
this pressure difference does not cause the solvent to flow towards the wall as the
swimmers are still executing their ‘swim stokes.” The total pressure on the wall:
pall = p}”’” + el = p;’f + II* is constant everywhere in space, even though the
particle-phase pressure may depend on the interactions with the container bound-
ary. This applies generally to both “wet” and “dry” active matter systems when
both the particles and the embedding medium/substrate are considered in the overall

momentum balance [17].

7.4 Pressure on a fixed spherical body

To show that this phenomenon and boundary-layer balance are not restricted to the
flat-wall geometry, we compute the pressure on the exterior of a fixed spherical
cavity of radius R. In the absence of HI, TT*?"¢"¢ — n®kpT ~ n®k,T,/[1 + ¢/\3R.],
where R, = (R+ a): the pressure decreases as a function of £/R.. When ¢ > R, the
swimmer will collide with the sphere before it is able to execute a full run length,
thus reducing I177¢7¢ [25]. As with the flat plate, we find the same scaling:

[1Phere _ n®kpT = n*{(A)Uol(A)/6 (7.6)

1+ €A)/\3R,

where ¢, £, and R, are appropriately modified to include the effects of HI: R, = (R + a)(1 + A),
Z(A) = kgT /DT (A), and € = Uyt(A). Note that the translation-rotation coupling is
relevant in the spherical geometry, so 7(A) = /(1 + TRk DRR(A) + T DRT(A)/R,).

We plot IT7¢r¢ — >k pT, scaled by our prediction for the flat plate (7.5), in Fig. 7.3;
we take 7(A) = 1/(DRR(A)+ DRT(A)/R.). As in the previous example, the inclusion
of nematic order makes only a small quantitative difference (see Fig. 7.4). Eqn. (7.6)
predicts the correct decay behavior when £(A) > R, but we see that HI and the
size ratio have a profound effect when £(A) < R.. As with the difference between
(7.5) and the inset of Fig. 7.2, this is a result of the boundary-layer becoming thick;
£/6 < O(1) in this region and thus the agreement is only good for large A. In Fig.
7.4, one can see that the closure makes only a small quantitative difference, even in

the spherical geometry.
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Figure 7.3: Active contribution to the pressure on a fixed spherical cavity of size R scaled by
n®(A)Uyt(A)/6. The swimmer number density is n®°, kgT is the thermal energy, ¢ is the
translational drag, Uy is the swim speed, ¢ is the run length, and A characterizes the strength
of hydrodynamic interactions (HI). We plot this against £/R. = Uptr(A)/(R + a)(1 + A),
where a is the size of the swimmer and 7g(A) is its (thermal) reorientation time. The
colors represent different strengths of HI; square symbols are for a/R = 1/8, crosses are for
a/R =1, and circles are for a/R = 8. The dashed line is the analytical prediction from [25].

Without HI, one expects (and observes) that the spherical cavity agrees well with
the flat wall as a/R — 0, but taking this limit requires care. The far-field forms of
DTT(A) etc. for two spheres are tabulated in [28], and assume that the separation
r —(a + R) > R. For a flat-wall, R — oo independently, and these functions do
not exactly approach the flat-wall limit because the swimmer’s distance from the
wall z = r — (a + R) is always small. The spherical cavity problem is related to the
microrheology of a passive particle in an active suspension, which is addressed in
Chapter 6.
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Figure 7.4: Same legend as Fig. 7.3 with Q # 0.

7.5 Conclusions

We conclude that hydrodynamic interactions do indeed affect (increase) the swim
pressure in active suspensions: the reduced mobility of the swimmers near solid
boundaries results in an increased accumulation of particles over that when HI are
unimportant. Despite this increase in the particle-phase pressure, the total mechan-
ical pressure is unchanged by the presence of HI. If one connected a transducer to
a solid plate to measure the average force on the wall, the measured force would
reflect the contributions of both the solvent and the particles, which must always
balance to give P = p;" + 1. If the boundary were instead a membrane (permeable
to the solvent but not the particles) separating the suspension from a reservoir of
pure solvent (in a u-tube manometer for example), the net force on the membrane
would be given by the particle pressure at the wall, T/, which is affected by HI.
Because the fluid pressure is no longer spatially constant, measurement at a different
spatial point where the suspension is homogeneous is necessary to determine the

bulk swim pressure I1%.
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The results in this chapter pertain to swimmers whose swim velocity Uy is fixed.
For the flat-plate example, one could also determine the pressure for a suspension
of fixed-force swimmers: F*"" = RFU . Uj. In this situation not only are the
translational and rotational mobilities of the swimmer reduced near the wall, but
Uy is reduced as well. This would lead to a decreased particle pressure, but it is
still captured by a simple scaling result: T — n®kpT = n®F""{(A)/6, where
L(A) = FVmr(A)/Z(A) just as in the fixed-kinematics problem addressed in this
work. For other varieties of swimmers (e.g. pushers and pullers), one would need
to include other terms representing the dipolar, quadrupolar, etc. disturbances to the

fluid flow from swimming.

Finally, although we considered a hard-sphere force with the boundary, the general

conclusions apply for any type of boundary-particle force.
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Chapter 8

PROBE MOTION IN ACTIVE SUSPENSIONS:
FLUID-MEDIATED INTERACTIONS

Active suspensions—colloidal dispersions of particles that are able to self-propel
through the conversion of chemical into mechanical energy—have many intrigu-
ing mechanical properties. Because these systems can generate their own internal
stresses, they are far from equilibrium and exhibit fascinating dynamic behaviors
such as spontaneous collective motion at sufficiently high concentrations [1-3]. Re-
cent experiments [4] and kinetic models [5] have shown that active suspensions also
have unusual rheological behavior. The shear viscosity of a suspension of B. subtilis
was measured to be lower than the viscosity of the embedding solvent [4]. Theo-
retical descriptions that followed ascribed this viscosity reduction to the extensile
hydrodynamic stress that the organisms exert on their environment to self-propel
[5], and further predicted that the shear viscosity of the suspension would increase
if the organisms exerted a contracticle hydrodynamic stress (e.g. C. reihnhardtii).
Contractile swimmers are commonly called “pullers” and extensile swimmers are
called “pushers!.” Indeed models of swimmers’ (specifically pushers’) spontaneous
collective motion describe that dynamic behavior as an instability that arises when
the effective shear viscosity of the suspension is reduced to zero as a result of these

hydrodynamic stresses [2].

However, recent experiments [7] and theory [8—10] have found that this transition
to “superfluid-like” rhelogical behavior (i.e. zero shear viscosity) can happen at
concentrations far below the predicted threshold concentration for the transition to
collective behavior, and that the shear viscosity can even be negative!2. The simple
theory of [9] shows that this behavior is not dependent on the specific geometry
or gait (pusher, puller, etc.) of the swimmers, rather the dominant contributor is

swim

the diffusive stretching of the swim stress o —the mechanical stress that arises

I'There is also a class of swimmers called “movers” or neutral swimmers which are able to self
propel, but exert no hydrodynamic stress on the fluid as a result of this motion. These classes of
swimmers are based on Blake’s squirming model for locomotion of ciliated bodies [6].

2One may have a negative shear viscosity in a fixed strain-rate experiment. In a cylindrical
couette theometer this means that the applied torque will be opposite the direction of the fluid flow.
In a fixed shear-stress experiment, a negative viscosity would cause the rheometer to speed up (and
thus increase the shear rate) until the shear viscosity was no longer negative [9].
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from the particles’ active run-and-tumble motion—-by the ambient shear flow. The
change in shear viscosity due to this swim stress is much larger than changes to the
viscosity arising from the hydrodynamic stress a swimmer exerts on the fluid, which

has been studied more extensively [5, 11-15].

As with the similarities between the shear viscosity and the microviscosity (the
average drag on a colloidal tracer, interpreted as an effective viscosity) in a suspen-
sion of passive colloids [16—18], one might expect that this negative shear viscosity
should have a microscopic analog. Indeed a negative microviscosity was found in
suspensions of contractile active nematic fluids [19]. However, in Chapter 3, we
found that the effective microviscosity of the suspension is never lower than that of
the suspending solvent 75 in the linear response regime, in contrast to the exper-
imental measurements and theoretical predictions of the effective shear-viscosity.
While there is still one qualitative similarity—the random self-propulsive motion
of the swimmers lower the microviscosity compared to that of a suspension of
passive particles—we expect that hydrodynamic interactions must be important in

determining the microrheological behavior in active fluids.

In suspensions of passive colloidal particles, hydrodynamic interactions are essential
to finding quantitative agreement between macrorheology and microrheology. In the
“continuum limit,” where the colloidal probe being dragged through the suspension
is much larger than the bath particles, the effective microviscosity is equal to the
effective shear viscosity [18]. The physical picture in this limit is illustrated in
Fig. 8.1: the bath particles are point tracers in the fluid flow created by the translating
probe—the Stokes velocity outside a translating sphere. From a fluid-mechanical
perspective, the force on the probe particle generates a Stokeslet velocity disturbance
in the fluid that decays as 1/r, where r is the distance from the center of the probe,
scaled by its size R. This Stokeslet induces a Stresslet in the bath particles of
magnitude 3°/r?, where 8 = a/R is the size ratio of the solute to the probe. This
propagates a stresslet velocity disturbance back to the probe particle 8 /7% x 1/r? ~
B3 /r*, which hinders its motion. This propagated stresslet is responsible for the
Einstein viscosity correction [18, 20] to the force required for the sphere to translate;
there are no steric interactions between the probe and the “solute” in the bath. The
effective viscosity measured in this continuum limit is known as the high-frequency
shear viscosity .., which is equal to the steady shear viscosity for spherical bath

particles.

The high-frequency shear viscosity is independent of the shape of the solute—



Figure 8.1: Sketch of a sphere of size R moving with velocity UP"°?¢ through fluid
containing a dilute dispersion of point ABPs with swim velocity Ugp. The probe-bath
hydrodynamic interactions are modeled by an excluded annulus potential, which manifests
as a no-flux condition at R.. The fluid velocity stream-lines incdicated by the blue arrows
are plotted in a probe-fixed reference frame.

a force-free solute particle may simply be represented by a point stresslet [21].
Indeed, under high-frequency oscillatory shear, one would expect the suspension to
remain isotropic, and thus the orientation-averaged force (and 7)) remains the same
regardless of shape. This is not the case for the steady shear viscosity of anisotropic
particles. Under steady shear, the particles will become aligned with the ambient
flow, leading to an anisotropic average stresslet that depends on the precise geometry
of the particle. For passive axisymmetric particles described by a single orientation
vector g, this anisotropic stresslet always increases the effective shear viscosity,
whether the particles are prolate or oblate spheroids [22, 23]. Investigations of
particle geometry in the microrheology of colloidal suspensions have been limited
to suspensions of needle-like Brownian ellipsoids [24, 25] or ellipsoidal probes in
suspensions of spherical bath particles [26]. The effect of particle geometry on the

microrheology of active suspensions warrants attention. Though there are many
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examples of spherical swimmers—Volvox and synthetic Janus particles being the
most common ones—many biological swimmers are anisotropic, including E. Coli

and B. Subtilis which are commonly used in experiments on bacterial suspensions.

In this chapter we explore the effects of hydrodynamic interactions on the microrhe-
ology of active fluids. We first model a large probe translating through a bath of
point swimmers with arbitrary aspect ratio. This allows us to investigate the physical
mechanisms underpinning the microrheological material response, while keeping
the fluid mechanics in the problem simple. We then investigate the effects of parti-
cle size, the mode of probe forcing, and the nonlinear response in a suspension of

spherical swimmers using the formalisms derived in Chapter 6.

8.1 Model system

Consider a large spherical particle of size R and density pp translating through a
fluid of viscosity 77, and density p with some velocity UP"°%¢; the external force
acting on the probe is F¢*'. The Reynolds number Re = pUP "R /5, and Stokes
number St = Re(pp/p) are small, so the velocity of the fluid relative to the particle
is the familiar Stokes velocity uStokes (gee Fig. 8.1) [21]. If the fluid also contains
a dispersion of force-free point particles, then the velocity field in the fluid uS?°kes
remains unchanged, but one must now consider interactions between the probe
particle and the solute via the joint probability density of finding a tracer particle
at position r relative to the probe P(r,t) [18, 20]. Using a minimal model of
hydrodynamic interactions that accounts only for the self-propulsive motion of a
swimmer and neglects the velocity disturbance due to swimming, the same can be

said in a suspension of active particles (Chapter 6).

Consider a suspension of active Brownian particles (ABPs) of diameter d and length
L with a fixed swim speed Uy, rotary diffusivity D®R and thermal diffusivity DTT—
we neglect any fluid velocity disturbances associated with a particular swimming
gait. For bodies of revolution, the isolated translational and rotational diffusivities
can be expressed in terms of the diffusivity parallel and perpendicular to the particle
orientation g, DT = Dﬁqq + DI(I — qq), DRR = quq + DX(I — qq). We
will assume that the direction of swimming coincides with g, as is often observed?
[23]. In the limit of d/R,L/R — 0, the probability of finding the swimmer at

some configuration relative to the probe P(r, q,t) is determined by the following

3This need not be the case, one could also specify that swimming is in a different direction q’.
Determining this direction for ciliated swimmers or phoretic particles is a non-trivial problem, but
all theory so far predicts swimming parallel or anti-parallel to g [27-31].
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Smoluchowski equation:

AP

(n@ﬂ+v
ot

T = uStokes p o yygP - DT . v,.P, (8.2)

jR — (QStokes -q+ B(I _ qq)q . EStOkeS)P _ DRR X VqP, (83)

rJ L+ Vg =0, 8.1)

where V, is the gradient with respect to the distance from the center of the probe,
and the rotational operator V4 is the gradient with respect to the swimmer orien-
tation. The Bretherton constant is given by B = (¢2 — 1)/(¢£? + 1) [32, 33], where
¢ = L/d is the swimmer’s length-to-diameter (aspect) ratio. For prolate swimmers
&> 1,B € (0, 1], and for oblate swimmers & < 1, B € [—1,0). The swimmer under-
goes its active and thermal random walk, but its motion is biased by advection with
the velocity field created by the motion of the probe particle uS?°%€S; the swimmer’s
orientation is affected by the vorticity Q5/°%¢s = [, uStokes _ (7 yStokes)i] /2
and straining field ES?okes = [V uSt0kes 4 (W, u59ke$)T]/2 in the fluid through
Jeffrey’s equation [33]. For simplicity, we do not specify the swimmer’s gait in
this problem, though it is simple to incorporate swimming gaits based on Blake’s

squirming model into the problem (see Chapter 6). Note that rotary diffusivity

R
l
the swimmer, though this may not be true if one considers finite-size effects of the

about the swimmer’s axis of symmetry D, does not affect the angular velocity of

swimmers [23].

We solve these equations using the familiar expansion of P in solid harmonics of
q [34]. This results in coupled mean-field equations for the number density n(r, t),
polar order m(r, t), and nematic order Q(r, t) of the suspension. We make the clo-
sure (qqq) = a - {q)/5, where « is the fourth-order isotropic tensor. This simple
closure is sufficient to describe the microstructure in the absence of probe motion
(Chapter 7) or in the absence of HI (Chapters 3-5), but is based on the assumption of
an isotropic steady-state microstructure—it neglects any coupling between the dis-
turbed microstructure and the fluid velocity field. When hydrodynamic interactions
are considered, it is possible to have long-ranged, steady ordering of the suspension,
similar to particles in a simple shear flow [22]. Unlike particles in a shear flow,
however, there is no order at infinity, so in this chapter we will assume that this
isotropic closure is sufficient, though future investigations might consider linking
(gqq) to the velocity disturbance of the probe to see if the added detail changes any

findings presented here.

From the solution for n, m, and ), we can compute the force required to keep the



142

velocity of the probe fixed:

<6§:2 = [pprobe +/ [(é - l)nn + (yia - 1)(I — nn)] - UPTOYp(r)dr

kgT
611 R

+ /L(Rc)n n(R.)dS. (8.4)
The external force is given by Stokes drag law, plus a hydrodynamic and an interpar-
ticle contribution. For bath particles with finite size, there will also be a Brownian
contribution to the force arising from the divergence of the relative hydrodynamic
mobility V - MYF (see Chapter 6). The Brownian contribution is O(f), where
B = a/R is the swimmer-to-probe size ratio, and thus is neglected in the present
discussion. The hydrodynamic contribution contained in the first integral depends
on the mobility of the probe relative to its mobility in an unbounded fluid, which is
contained in the mobility functions parallel (x“) and transverse (y“) to its outward
pointing unit normal n [21]. Both x“ and y“ are functions of the distance from
the center of the probe r (the origin in this coordinate frame), and the excluded
annulus parameter A that characterizes the strength of hydrodynamic interactions
[18, 35]. The second contribution is the drag force associated with probe-bath in-
teractions, which depends only on the number density # at the no-flux probe surface
R. = R(1 + A), and the normal component of the fluid velocity field at the surface
L(R) =1-3/2(1 +A))+ 1/(2(1 + A)?) [18].

8.2 Linear response

One can define the microviscosity from the effective drag force on the probe:

) = 1s _ [(F) - FSiokes) s
ns - 67{]7AS,RUpr0be ’ ( . )

where FStokes — 6 RUPTP¢ is the Stokes drag force on the probe. We define
the intrinsic microviscosity 1; = (() —1)/15¢* Where ¢* = (n®d>L/6)(1+A)> =
#(1 + A)>. Those familiar with micellar solutions may know ¢* as the wet volume
fraction. The intrinsic microviscosity 7; is analogous to the Huggins coefficient for
the steady shear viscosity, and has both a hydrodynamic contribution 77,~H and an
interparticle contribution nf (again, there would be a Brownian contribution nlB for
swimmers with finite size). Note that i; # ™" as defined in Chapters 3-5, though
they only differ by a factor of (1+3)?/232. In the limit of point swimmers, the fixed-

force and fixed-velocity microrheology problems are mathematically identical. All
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that changes is the interpretation of the result—whether the swimmers increase (or
decrease) the force required to keep the probe moving at a speed UP"°?¢_ or how

fast the probe moves under the action of F¢*’,

When the probe moves slowly compared to the rate of Brownian motion of the
swimmers—characterized by a Péclet number Pe = UP"*R./D < 1—we are
in the linear-response regime and 7; is independent of UP"°*°. We have chosen
D= (Dﬁ +2D")/3, the isotropic portion of DT, as the scale for Brownian motion.
For Pe < 1, the hydrodynamic microviscosity an depends only on the number

density of swimmers around a stationary probe ng [18]:

8 1 2

H 2

nt = ( +— - 3) no(r) r* dr, (8.0)
BE S\

and is equal to the high-frequency shear viscosity. The subscript O denotes that this

quantity may be defined even in the absence of probe motion. The contribution due

to interparticle collisions is

p_ 120487 LA

i 2 T T
B=é k”+2kL

n'(r=1), 8.7)

where ' = (n — ng)/Pe is the linear perturbation to the number density. The
interparticle contribution to the effective microviscosity 77,-P ¢* is proportional to the
excluded volume fraction ¢¢* = ¢*(1 + 8)* /282, which is much larger than ¢* when
JERS

Hydrodynamic effects 777

In Fig. 8.2, we plot the high frequency shear viscosity 771{76 as a function of the bath
activity /R = U/ DfR. We assume that swimmer reorientations are due only to
rotary Brownian motion, as this contribution is O(1/3%) larger than any active reori-
entation process. This viscosity contribution is an increasing function of activity;
the increase is non-monotonic for prolate-spheroidal and spherical swimmers & > 1,
and monotonic for oblate-spheroidal swimmers & < 1. Increasing the activity of
the swimmers results in an increased concentration accumulation at the surface that
scales as /R when £ > R [36]. When A < 1, fluid friction makes it more difficult
for the probe to move through this “cage” of bath particles (see Fig. 8.3), hence the
increase in viscosity. There is a plateau at large £/R as the O(¢/R) accumulation of
particles at the probe surface is confined to a swim-diffusive boundary layer that is
O(R/¢) thin. We note that ng) is a monotonically decreasing function of A for all

aspect ratios and activity levels, and increasing A does not substantially change the
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Figure 8.2: The hydrodynamic contribution to to the intrinsic microviscosity (in the absence
of probe motion), scaled by the result for passive colloidal suspensions, is plotted as a
function of the swimmers’ activity £/R = Uy/ DR R, where Uy is the swim speed, D is the
inverse reorientation time, and R is the size of the probe. Different colors represent different
swimmer aspect ratios ¢ = L/d. Hydrodynamic interactions are strong: A = 0.2. Square
symbols include anisotropy in the thermal diffusivity and crosses neglect it.

trend with respect to activity (see Appendix A), though at larger A, nﬁ) appears to

be a monotonic function of activity for all &.

In the absence of activity, nﬁ) is independent of the particle geometry—the shape
only enters into the volume fraction4. With the introduction of activity, particle

“When the swimmers have finite size, the self-mobility of the probe will be a function of the
swimmer orientation g, which will make ’7iHo a function of the particle geometry. We leave this to a
future study, as it requires a lengthy calculation using the method of reflections and is not well-suited

for analytical techniques [37, 38].
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Figure 8.3: Sketch of the distribution and orientation of swimmers around the probe leading
to the increase in the high-frequency shear viscosity nﬁ). Hydrodynamic interactions are
strong for A < 1 and moderate for A ~ O(1).

shape makes an appreciable difference (Fig. 8.2). Prolate-spheroidal and spherical
swimmers show a maximum of 775) with respect to activity for A <« 1, and this
maximum shifts toward lower values of activity as the particles become more needle-
like (¢ increases). The plateau at large activity is also shape-dependent—it is higher
for oblate swimmers & < 1 and decreases as & increases for all A. In suspensions
of passive needle-like particles, DePuit and Squires [24] make use of the reciprocal
theorem to connect the suspension shear stress to the force on a translating body in
a Newtonian fluid of the same viscosity, but this circumvents the need to explicitly
compute 771‘1,10 and thus the effect of shape on the high-frequency shear viscosity is

not discussed.

Fig. 8.2 also reveals that the anisotropy in the swimmers’ thermal diffusivity
AD = D — D, has only a small quantitative effect on nﬂ). The crosses in Fig. 8.2
indicate solutions of the Smoluchowski equation where we let AD = 0, but B vary
with particle aspect ratio. Anisotropy in the diffusivity seems to have the largest
effect at large £/R., where gradients in the concentration field, polar order and
nematic order are large. Setting AD = 0 neglects some anisotropic diffusive terms
(e.g. anumber density flux due to the divergence of the nematic order, which is pro-
portional to AD) that may become important in the boundary-layer balance between

activity and diffusion at large £/R..
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Figure 8.4: The interparticle contribution to the intrinsic microviscosity, scaled by the result
for passive colloidal suspensions, plotted as a function of the (spherical) swimmers’ activity
{/R = Uy/ leR, where Uy is the swim speed, Df is the inverse reorientation time, and
R is the size of the probe. Different colors represent different strengths of hydrodynamic
interactions. Square symbols include fluid vorticity, and crosses neglect vorticity.

Interparticle effects

We next examine the contribution that arises from direct probe-swimmer interactions
nf , which is plotted as a function of activity in Fig. 8.4 for spheres. Most noteworthy
is the fact that we find negative contributions at moderate £/ R when HI are strong—
the interparticle interactions reduce the microviscosity! Furthermore, we find this
effect even if we neglect the reorientation of the swimmers due to fluid vorticity
(because the swimmers are isotropic AD = 0, B = 0 there is no strain-alignment

either)—it is attributable only to advection and activity. This finding is curious. In
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the absence of HI, the swimmers still advect with the (uniform) fluid flow —UP"°be
yet 77,~P is always positive (albeit less than what one would measure in a suspension of
passive particles). The only difference when HI are included is the spatial variation
in the fluid velocity field uStokes.
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Figure 8.5: Sketch of a swimmer’s trajectory around the probe when ¢/R. ~ O(1). The
figure on the left illustrates flow in the absence of HI, and the figure on the right illustrates
the additional fluid velocity disturbance of the probe when HI are included.

When a swimmer collides with the probe, it slides along the surface until it reorients
(see Figs. 3.5 and 8.5). When ¢/R is small, these collisions look like Brownian
kicks of O(k;Ty), where kT = USTR /6 is the activity of the swimmers ({ is the
swimmer’s Stokes drag coefficient). When ¢/R > 1, the swimmer will slide along
the surface at the same orientation until it is able to continue swimming away from
the probe. When the run length of the swimmers is commensurate with the size
of the probe {/R ~ O(1), the swimmer remains close enough to the probe that it
may collide with the particle again after reorienting—if the swimmer is behind the
probe it will push it along (decreasing the effective drag) and it will push agains the
probe (increasing the effective drag) if it is in front of the probe. The symmetry-
breaking provided by the constant fluid velocity field —UP"°?¢ biases the swimmers
to push the probe along (even in the absence of HI). This mechanism is consistent
with negative values of nf , but finding nf < 0 requires that there be a deficit of
swimmers in front of the probe, and an accumulation behind—this is not found in
the absence of HI. This can be achieved with the assistance of the probe’s fluid
velocity disturbance u’ = uS/kes 4 UProbe (see Fig. 8.5, right): the swimmers
are carried into the wake of the probe by this advective disturbance (and entrained),
and are simultaneously pushed out of the way in front of the probe. There is now
a concentration gradient of bath particles that gives rise to a net force in the same

direction as probe motion .
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Figure 8.6: The interparticle contribution to the intrinsic microviscosity, scaled by the
result for passive colloidal suspensions, plotted as a function of the swimmers’ activity
{/R = Uy/ leR, where U is the swim speed, Df is the inverse reorientation time, and R is
the size of the probe. Different colors represent different swimmer aspect ratios & = L/d.
Hydrodynamic interactions are strong: A = 0.2. Square symbols include anisotropy in the
thermal diffusivity and crosses neglect it.

This decrease in the interparticle intrinsic microviscosity is in competition with
the increase in the high-frequency shear viscosity '71',HO' The hydrodynamic intrinsic
microviscosity is O(1), but 77,~P ~ [L(A)]?/B* which scales as (A*/8%) when HI are
strong. One factor of L(A) comes from the hydrodynamic mobility in the definition
of the force on the probe, and another comes from the no-flux boundary condition—
the microstructural disturbance is forced by the advective flux L(A)ang at the probe
surface. If a negative microviscosity is to be found then nf must be large (O(1/¢%)),

which may be difficult given that it scales as A* when HI are strong and that nf is
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Figure 8.7: Intrinsic interparticle microviscosity, scaled by its value in passive-suspensions,
as a function of £/R for various aspect ratios in the absence of hydrodynamic interactions
A — oo.

a monotonically increasing function of A (see Appendix A). There may be a point
where A is small enough that one finds 77,~P < 0, but A is still large enough that
nf ~ O(1). Additionally, recall that the swimmers are very small § < 1: nf may be
comparable in size to '71'1,%) if B < A, a condition we impose on orientable particles

to allow the particles to rotate freely at the no-flux boundary (see Chapter 6).

Though we find negative values of 771~P even for spherical swimmers, the interparticle
intrinsic microviscosity is strongly dependent on the the swimmer geometry, as
evidenced by Fig. 8.6. The anisotropy of the swimmers introduces (1) anisotropy
in the translational diffusivity and (2) alignment of the particles with the fluid rate-
of-strain ESt°kes  When HI are weak, the strain-alignment terms vanish, but we
still retain corrections to the diffusive flux for anisotropic particles (see Fig. 8.7).

We recover nf = 1 when ¢/R. — 0 as found in Chapter 3, but the plateau for
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{/R. — oo appears to vary slightly with the particle aspect ratio. The interparticle
intrinsic microviscosity retains a minimum with respect to activity, though the
precise minimum value of nlf’ as well as the activity level £/R depends on the shape

of the particle (see Fig 8.7).

When HI are important, the strain-alignment effects dominate over the anisotropy
in the thermal diffusivity—setting AD = 0 while letting B vary with aspect ratio
makes only a small, quantitative difference in the results (see Fig. 8.6). Analysis
of the governing equations shows that the polar ordering due to strain-alignment is
m’ ~ BES!°kes .myq, where my is the polar order in the absence of probe motion.
This results in an additional flux of prolate-spheroidal swimmers with the flow (see

the sketch, Fig. 8.8) and a flux of oblate-spheroidal swimmers against the flow. For

B>0 B<O0

Figure 8.8: Sketch of the flux of swimmers due to strain-alignment in the fluid for prolate
(left) and oblate (right) swimmers.

prolate swimmers, this enhances the depletion of swimmers in front of the probe
and accumulation behind resulting from pure advection with the flow. (For oblate
swimmers, there is an accumulation of particles in front of the probe and a deficit
behind, as in the absence of HI.)

The straining motion tends to keep the swimmers aligned with (or against) the flow
instead of randomly reorienting. For example, a swimmer behind the probe will
find a streamline and swim along it until it collides with the probe, at which point
it will push the probe along. It is now more difficult for random fluctuations in

the swimmer orientation to take the swimmer along a different trajectory, so once
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Figure 8.9: The effective viscosity of suspension of motile bacteria (B. subtilis), scaled by the
effective viscosity of a suspension of nonmotile bacteria at the same concentration, plotted
as a function of activity £/R. The run-length is the product of the bacteria’s swimming
speed Uy and reorientation time 7g ~ 1s. The probe size R is 50 um, the aspect ratio of
the bacteria is 7, and the number density of bacteria is n*° ~ 1 x 10'°/mL. We compare the
experimental data (in black) with predictions from our model for A = 0.1 (red) and A = 0.2

(green).

it starts pushing the probe it tends to stay there. Thus, the larger the run length of
the swimmer, the further it can push the probe. Unlike the advective bias of the
swimmers’ random walk responsible for the viscosity reduction at £/R, ~ O(1), the

reduction due to strain alignment thus becomes stronger at large £/R,.
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Comparison with experiments and simulations

As a point of comparison, we first look at the experiments of Sokolov and Aronson,
who determine the shear viscosity of a bacterial suspension using rotating-probe
microrheology (see Fig 8.9). The experiments were done on suspensions of B.
subtilis with & =7, 8 = 0.007, and at volume fraction ¢ = 0.0128. The reorientation
time of the bacteria is not reported, though we assume value of ~ O(1)s, as reported
in other experiments using wild-type E. Coli [39]. We further assume that A =
0.1-0.2. Drescher et al. report this value as the hydrodynamic horizon for E. Coli—
the distance beyond which hydrodynamic interactions are dominated by noise [40].
The comparison is imprecise at best, but the experiments measure (and our model
predicts) a suspension viscosity much lower than that of the embedding solvent for
highly active suspensions. In fact, our model predicts a negative microviscosity for
highly active suspensions at A = 0.2. A negative microviscosity means that the
force required for the probe to translate at a fixed speed points opposite the direction
of its own motion! This is a unique feature for fixed velocity (c.f. fixed strain rate)
experiment. In a fixed-force (c.f. fixed shear-stress) experiment, the probe would
speed up as the viscosity approached zero and the viscosity would then increase
again. An interesting area of future study would be to determine if the probe could
experience sustained phoretic motion due to the activity of the bath particles, and

how that phoretic velocity depends on activity.

The data collected from Aronson’s study are not expected to quantitatively match the
predictions in this thesis. For one, the bacterial concentrations in [4] are in the range
where suspension instabilities (the onset of collective motion) are predicted [2]. The
proximity to the critical concentration for the onset of collective motion may explain
the sharp dependence of the viscosity on the swim speed. Furthermore, Aronson’s
experiments measure the effective rotational drag on a probe that rotates due to a
fixed external torque. This measures the shear viscosity of the suspension, not the
microviscosity—there is no net force on the probe. Lastly the experimental study
uses a fixed torque on the probe particle, which automatically precludes prediction
of a steady negative viscosity, as the rotation rate of the probe would increase
correspondingly until the effective viscosity became positive. There is of course the
obvious reason that we have to estimate some physical properties of the bacteria, but

this would not explain the drastic difference between our model and this experiment.

In the simulations of Foffano et al. [19], the authors compute the microviscosity of

an active nematic suspension. Their continuum-level description neglects motility
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of the active bath particles, and assumes that activity is completely described by the
active stress exerted on the fluid (similar to calculations of the extensional viscosity
[5]). Curiously, they find a negative microviscosity for a contractile active nematic,
whereas all theories surrounding the bulk rheology predict reduced or negative
shear viscosities only in suspensions of extensile swimmers. In [19], the negative
microviscosity is the result of a fluid flow opposite the direction of probe motion
that is generated by the active stress—a purely hydrodynamic effect. In our model,
however, a negative microviscosity can only arise from interparticle effects (which
are entirely absent in [19]) because we neglect the fluid velocity disturbances of the
active particles. In future extensions of the model we consider here, it would be
prudent to include the fluid velocity disturbance due to a stresslet swimmer. This
would result in an additional hydrodynamic force on the probe (beyond the one
considered here), which may also result in a negative microviscosity even in the

absence of probe motion.

8.3 Finite size effects & fixed-force vs. fixed-velocity

For simplicity we have assumed that the swimmers are orientable point particles in
the preceding analysis. For spherical swimmers we can relax the restriction on size,
as the two-body mobility functions for spheres in Stokes flow are known [21, 41] for
all 8. The problem is formulated precisely in Chapter 6. We plot the linear-response
microviscosity as a function of activity for various values of S in Fig. 8.10. We
see that negative interparticle microviscosities are found only when 8 < 1, as our
model neglects any hydrodynamic disturbance due to the self-propulsive motion
of the swimmers. Were we to include these effects—e.g. those from the active
hydrodynamic stresslet—we anticipate that the effects would be different because
0o ~ {sUpa. Pushers are predicted to lower the suspension viscosity, while pullers

are predicted to increase it.

For point swimmers, the difference between the fixed-force and fixed-velocity modes
of microrheology is a matter of physical interpretation—the mathematics are iden-
tical for the two problems, but one cannot find a negative microviscosity for a probe
moving under the action of a fixed force. In the absence of hydrodynamic interac-
tions, the difference between the two modes manifests only as a function of (1 + 3)
in the expression for the microviscosity [16]. However, when one includes HI the
dependence may be more complex. Swan and Zia showed that (for monodisperse
suspensions S = 1), the ratio of the fixed velocity microviscosity to the fixed force

microviscosity is a non-monotonic function of A, and a monotonically decreasing
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Figure 8.10: Intrinsic interparticle microviscosity (fixed-velocity mode) as a function of
the swimmer activity €/R. for various swimmer-to-probe size ratios 8. Hydrodynamic
interactions are strong A = 0.2, and the swimmers are spherical.

function of Pe, though the fixed-velocity microviscosity is always larger than its
fixed-force counterpart. Almog and Brenner [42] examine the differences in an for
fixed-force and fixed-velocity modes of motion in non-Brownian suspensions. To
verify that the size ratio does not introduce any unexpected qualitative effects when
Brownian motion is important (Pe < 1), we plot the viscosity ratio as a function of
B for Pe — 0,¢{/R — 0in Fig. 8.11. The viscosity ratio goes like 1 + 3 as predicted
in the absence of HI [16], though there are deviations from this for 8 ~ O(1) when

HI are strong.

In Fig. 8.12 we plot the ratio of the fixed-velocity microviscosity increment Any = (n)" — 1/,

(scaled by its value in the absence of activity) to the same quantity for the fixed-force
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Figure 8.11: Ratio of the particle contribtuion to the fixed-velocity microviscosity ()" —n;
to the fixed-force particle contribution to the microviscosity (n7)¥ — 1y as a function of bath
particle to probe size ratio 8 = a/R. Different colors indicate different strength of HI.

mode as a function of size ratio; the ratio of these two increments is called the viscos-
ity ratio. When S is large, the two modes are in agreement and Any /Ang ~ (1 + 8)
regardless of the strength of HI (different symbols) or activity level (different colors).
Indeed when A > 1, the activity has no impact on the fixed-force vs. fixed-velocity
scaling. When A = 1, we note that the fixed velocity increment may actually be less
than the fixed force increment. This effect is exacerbated for A < 1 and § < 1,
where both activity and hydrodynamic interactions play important roles. The large
fluctuations and non-monotonicity of the viscosity ratio reflect the viscosity incre-
ments becoming very small or negative. Whether or not these fluctuations are real
or perhaps due to the choice of closure, neglect of the swimmers’ fluid velocity

disturbance, etc. remains an open question.

8.4 Nonlinear response

Sokolov and Aronson report that the viscosity is independent of external forcing
for UP"°b¢ < Uy, similar to our predictions in the absence of HI (Chapter 5). This
makes the linear-response regime easily accessible in very active suspensions. This
is curiously not observed in the experiments of Lopez et al. [7] or the theory of
Takatori and Brady [9] for the shear viscosity in active suspensions. In Fig. 8.13,

we verify that the microviscosity is Newtonian over a wide range of Péclet number
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The widening of the small Pe

>

~

for the test case B < 1, A = 0.2 and {/R =1
Newtonian plateau is consistent across a range of particle aspect ratios. As before,
the suspension is Newtonian until UP > Uy, at which point the suspension
transitions to the behavior one would expect in a suspension of passive particles>.
Fig. 8.13 shows that this transition is smooth for oblate spheroidal swimmers, but
there is a sharp jump for spherical swimmers and a singularity with respect to
Pe for prolate swimmers. Brownian motion is weak, but finite at large Pe, so a
true suspension instability seems unlikely. At the time of writing, it is not clear
what is responsible for this discontinuity, though it does not appear to be a result
of the closure of the Smoluchowski equation. It could be that an infinite number

>In the presence of hydrodynamic interactions, the large Pe plateau is a function of 8 and A.
Indeed as A — 0, n; does not reach a plateau as Pe — oo, but instead grows as a very weak function

of Pe: n; ~ Pe%?! [17, 18].
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are at the activity level £/R = 1. Different colors represent different particle aspect ratios
¢E=L/d.

of moments are needed to capture this transition properly, thus a finite-element or

simulation based approach would be needed to verify the results.

For the sake of numerical precision, Fig. 8.13 was constructed using a pseudo-2-D
approximation of the problem. As mentioned in Chapter 6, the essence of this
approximation is that the particles only move and reorient in the plane, but the
hydrodynamic disturbances are fully three-dimensional. Physically, this represents
a situation where the particles sit at an interface between a dense and less dense
fluid. The fluids density separate but have the same viscosity—e.g. salt-water and
water—thus the particles stay at the interface when matched to the denser fluid,
but a particle translating at this interface still induces the familiar Stokes velocity

field uS?°*¢s This approximation improves computational accuracy by i) reducing
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the number of nematic order components that we need to calculate and ii) removes

singularities (associated with the 3-D divergence operator) at the poles of the probe.

8.5 Conclusions

Using the framework developed in Chapter 6, we investigated the effects of inter-
particle hydrodynamic interactions on the effective microviscosity in active sus-
pensions. Indeed, even in the simplest scenario where the size and hydrodynamic
disturbances of the swimmers are neglected, we find that the microviscosity of the
suspension may be negative depending on the level of activity, strength of HI, and
swimmer shape. This decrease is entirely due to the interparticle contribution to the
intrinsic microviscosity—the Brownian contribution is negligible, and the intrinsic
hydrodynamic viscosity (or high-frequency shear viscosity) increases due to the
accumulation of swimmers near the no-contact surface of the probe. While the
negative interparticle microviscosity is principally due to the strain alignment of the
swimmer with the direction of probe motion, it can also be explained simply by the
advection of the swimmers with the fluid velocity field u5°¥¢5. The fluid vorticity
appears to play a negligible role in this process, as it induces no net flux parallel to

the probe’s motion.

We also began to address some extensions of the simplest model: finite swimmer
size (for spherical particles only), difference between fixed-force and fixed-velocity
modes of microrheology, and the nonlinear response. When the swimmers are
comparable to or larger than the probe, we no longer find a negative nf . If we were to
refine the model and include the stresslet disturbance due to swimmers’ locomotion,
we anticipate that this might change our findings. The difference between fixed-force
and fixed-velocity microrheology in active suspensions is largely a matter of physical
interpretation—a negative effective microviscosity is physically realizable only in
the constant velocity mode. Indeed the viscosity ratio is unaffected by activity as 8
becomes large, but in the limit 8 < 1, the ratio fluctuates due to the interparticle
contribution becoming negative. The physical results of the nonlinear analysis
appear unchanged by hydrodynamic interactions: the suspension is Newtonian (with
amuch lower viscosity) until the probe speed exceeds the swim speed, at which point

the suspension is indistinguishable from a suspension of passive colloids.

In future work on this topic, it would be interesting to investigate how the hydrody-
namic effects seen here compare with those traditionally measured—the viscosity

correction due to the swimmers’ active stresslet. Takatori and Brady argue that
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the swim-stress contribution to the suspension viscosity is much larger than the
stresslet contribution when ¢/R. > 1, thus the swimming gait is unimportant. The
framework in Chapter 6 allows for one to easily incorporate the active stresslet
into the microrheology problem. Additionally, it would be interesting to compute
the effective diffusivity of the probe in the presence of hydrodynamic interactions
(framework given in Chapter 3). One could then quantitatively investigate depar-
tures from the Stokes-Einstein-Sutherland relation, and compare to the departures

found in the absence of HI.

Appendix
A: Additional figures of the intrinsic microviscosity in the linear-response

regime Pe < 1
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Figure 8.14: The hydrodynamic contribution to to the intrinsic microviscosity (in the
absence of probe motion) scaled by the result for passive colloidal suspensions, is plotted as
a function of the strength of hydrodynamic interactions A. Square symbols are for swimmer
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inverse reorientation time, and R is the size of the probe. Different colors represent different
swimmer aspect ratios & = L/d.
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Figure 8.18: The interparticle contribution to the intrinsic microviscosity, scaled by the
result for passive colloidal suspensions, plotted as a function of the swimmers’ activity
¢/R = Uy/DRR, where Uj is the swim speed, D¥ is the inverse reorientation time, and R is
the size of the probe. Different colors represent different swimmer aspect ratios & = L/d.
Hydrodynamic interactions are moderate: A = 1.
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Figure 8.19: The interparticle contribution to the intrinsic microviscosity, scaled by the
result for passive colloidal suspensions, plotted as a function of the swimmers’ activity
¢/R = Uy/DRR, where Uj is the swim speed, D¥ is the inverse reorientation time, and R is
the size of the probe. Different colors represent different swimmer aspect ratios & = L/d.
Hydrodynamic interactions are weak: A = 5.
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Chapter 9

FIXED-PROBE MICRORHEOLOGY: AN ORIENTING
EXTERNAL FIELD

In suspensions of passive particles, one can measure the microviscosity of the sus-
pension by (1) dragging the probe through the suspension using mangetic tweezers
(for example) or (2) holding the probe fixed in an optical or acoustic trap and moving
the bath past the probe at some velocity U?%". We will refer to the latter mode
as “fixed-probe” microrheology. The microviscosity in the fixed-probe problem is
inferred from the force required to keep the probe fixed in the bulk flow, and—in
passive suspensions—is identical to the microviscosity as measured by the force

required to translate the probe at U?%"* through the same suspension.

With a suspension of swimmers, however, one can take a different approach to fixed
probe microrheology: holding the probe fixed in an optical trap and then applying an
external field that exerts a torque on the swimmers, thus biasing their average motion.
For example, one could place a probe in a suspension of magnetotactic baceteria.
Takatori and Brady showed that an orienting external field leads to anisotropy in the
swim stress—the mechanical stress arising from the random run-and-tumble motion
of the active particles— providing a novel way to control active soft materials [1].
For example, Takatori has successfully enclosed Magnetospirillium inside a giant
unilamellar vesicle, and shown that one can apply a magnetic field to cause the

vesiscle to translate and deform anisotropically.

For active materials in an external field, fixed-probe and fixed-velocity microrheol-
ogy are no longer identical. The external torque L¢*! induces a small drift veclocity
MVUL . [¢¥ in the swimmers, but the primary source of their biased motion comes
from the the coupling between their change in orientation ¢ = g x ML . L¢*! and
their self-propulsion Upq; ML and MUL are the hydrodynamic mobilities cou-
pling angular velocity to torque, and translational velocity to torque, respectively;
q is the swimmer orientation. The mapping between moving bath particles and a

moving probe is not exact in this scenario.

In this brief chapter, we formulate the general framework for determining the force
on a probe in a bath of swimmers whose motion is affected by an external field. We

then compare the results in the absence of hydrodynamic interactions (HI) under
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Figure 9.1: Schematic of the fixed-probe microrheology of an active suspension under the
influence of an external field H. The probe of size R is fixed, while swimmers of size
a swim with speed Uy and reorient their direction of motion g due to random Brownian
fluctuations and a torque L induced by the external field. The swimmer’s displacement
from the probe is 7; n is the outward-pointing unit normal of the probe (i.e. the unit vector
pointing along 7).

the influence of a weak external field to the results found in the translating-probe

microrheology problem in Chapter 3.

9.1 Model system

We consider the problem of a spherical probe of size R in a bath of ABPs being
oriented by an applied field H (see Fig 9.1). The ABPs have a size a, swim velocity
of constant magnitude Ug = Upq (q is a unit vector that points in the direction of
swimming), and a reorientation time 7g. When the suspension is sufficiently dilute,
the dynamics of this system are described by a single-particle Smoluchowski for
P(r, q,t)—the probability of finding a swimmer at a position  from the probe with
orientation g at some instance in time z. The probe does not enter into the equations
of motion, it serves only as a boundary (see Chapter 7). The general formalism for
the particle fluxes from Chapter 6 applies:

3T = [Upg + MYL . L* - DT .V, InP - D™ .V PIP, (9.1)
JR =ML . L* - DRT .V, InP - DRR .V 1n PP, (9.2)
where L¢** = q x H [l, 2], the translational flux of the swimmer is 57 and the

rotational flux is 5. The translational diffusivity of a swimmer is D7, its rotary
diffusivity is D®R and its coupled rotation-translation diffusivity is DR = (DTR)T,
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We assume that there is an external force and torque acting on the probe particle

to keep it from translating or rotating upon collisions with the bath particles. This

changes the mobility functions MUL and M**" from their usual definitions to

include interactions with a fixed probe, but allows us to unambiguously neglect

degrees of freedom for the motion of the probe; the effective mobility functions are

given in Appendix A.

Following the usual moments-averaging procedure [3], we derive the following

governing equations for the suspension:

0

ax;

on
UL T
_Xi Uom; + Mij €jkpMiHpn — Dij H_x,] =0, 9.3)
ni|Upm; + MY € mH—DTTﬁ =0,r =R 9.4)
i| YOy ij Sjkp™Mkip ij axj =UTr =R .
n~n>r— oo, 9.5

1 1 om
UO(Qpi + §5pin) + Ml'[ijejkr (Qkp + gékpn)H, +DIT 2

i 3xj
DR MOL H 1 5 DRT dmy
+Dij" €jkpmic | + My €pi€jir Hr ( 301n + Qk) + Dj; eikpa_xj
2
+D§Rmp - DI-I;le- +—m, =0, 9.6)
TR
1 L 1
n; U()(Qpi + gépin) + Mij €jkr (Qkp + §6kpn)Hr
om
77 9Mp TR
+D;; o Dj; fjkpmk] =0,r =R, ©.7)

My ~ My, 7 — 00, 9.8)
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0

e Uo Tans
Oxl-

1
UF T
—(a'qpsi - gépséqi)mq + —Ml.j €jkr Hyatpsgmy — Dij o
J

5 5 9.9)

1
QL
+ _Mij HrEjfr (kaia'kfsqmq + Eskiakqumq)

TR
D7 (€jkp Qs + €jksQpi) | +

9 6
+D-R~T—(€ikask + fistpk) + EQPS

Y ij
_DiI;R(Eiksfjmp + Eikpejms)ka + D,'I;R(Zéijps - 5stip - 5ijis) =0,
Yo S 1 UF TT 0st
i ?(aqpsi - §5ps5ql‘)mq + gMij €jkrHyarpsqmg — Dj; o
+D;; (€jipQsk + Ejstpk)] =0,r =R, (9.10)
Ops ~ Qs 7 — 0. 9.11)

In deriving these equations, we made the closure (gqq) = a - (q)/5, where « is

the fourth-order isotropic tensor [3].

We have a condition of no-flux at particle contact: nn- 51 = 0atr = R, = (R + a),
but the far-field boundary condition has changed. Because the orienting field acts
on the swimmers, the suspension will have a nonuniform (generally anisotropic)
microstructure far from the probe’s surface: P™ = n*go(q), where n*™ is the
uniform number density of swimmers and gy is the orientation distribution function

in the presence of the external field [1]:

=R wHq 9.12
80= 4x sinh()(R)e ' ©-12)

The parameter yg = L1g/lg is a relative measure of the field strength; y is
the rotary (Stokes) drag on a swimmer. From this we may directly compute the

orientational moments of P in the far field:

m> = nm/qgo dq (9.13)
Q> =n" / (qq — I/3)g0dq (9.14)
B =n® / (qqq — - q/5)g0 dq 9.15)

¢ =" [ (aaaa-r:(aa— /314~ a/15)gda.  ©.16
where a and & are the fourth- and sixth-order isotropic tensors respectively.

When the applied external field is strong, the field variables are principally aligned
with along the field’s unit director H: m® = coth ygH ~ H, Q° ~ HH,
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B> ~ HHH, C>® ~ HHHH, and so on. Because the principal components

of all moments are all aligned with the external field at large yg, including them
doesn’t give any more information about the structure of the number density, which
is all that is required to compute the force on the probe (microviscosity). If we make
the assumption that m = nH, we can close the governing equations and still have
a physically valid picture where the particles strongly align with the external field,
or the external force.

When the applied external field is weak, the suspension should be nearly isotropic,
and we expect the isotropic closures above to work well to leading order. That is, any
deviations from a uniform suspension in the far field (m*, Q*, B, etc.) should

be very small in this limit. Indeed we find

m® = (yr/3)H + O(x}), 9.17)
Q% = —x2/45(I - HH) + 2x2/45HH + O(x3), (9.18)
B> ~ 0(x3;), C™ ~ O(xp)--

which implies that the deviations from isotropy become weaker at higher order
closures. Neglecting nematic order would thus appear to be an error of O( Xzze)’ but
the deviation from the far-field nematic order @ is forced by terms proportional
to m®, which is O(xr) (see Appendix B). Though we present the framework to
properly include nematic order, the results in section 8.3 only address the case where
( and all higher-order structural moments are zero, as the primary objective is a

comparison with the translating probe-modes of microrheology.

9.2 Microviscosity: force on the probe
As in the fixed-velocity microrheology problem, the effective microviscosity of the

suspension may be inferred from the average force on the probe:
(Fe*ty = / MYL . L hav + ¢p / n - DT ndS + ¢p / (V- D""ndv,9.19)
where

MUL — (MlliF)—l . {MﬁL X [MIS}L _ MIS}F . (MﬁF)_l . MlliL]—l
[MpE - MEE (M M - MEE, (9.20)

(pD' = kT - (MED) - DI+ (MEEYT MEE - (MPE - M (M) MR
DY - M{" - (M- DI, ©.21)
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are based on the usual two-sphere mobility functions [4] and DZZ = kBTM;;;. As
the probe does not move, the appropriate quantity to which we compare the force
on the probe is

Fbath — _61nam™>Uy/n®, (9.22)

which is the force required to keep the probe fixed in a Newtonian solvent mov-

ing at the same velocity as the average velocity of the particles. The swim-

micro _

mers’ contribution to the effective microviscosity is thus defined as 7
|Frext — pbath| /| fbath| If the probe were instead allowed to move—similar to
the fixed-force mode of microrheology—one would compare the speed of the probe

to the average velocity of the swimmers.

9.3 Linear response: no hydrodynamic interactions

In the absence of hydrodynamic interactions, M UL — 0, and M =T /LR, where
(g = 87mna’ is the rotary drag on the swimmers. As in Chapter 3, one can make
analytical progress in the case of @ = 0 (Appendix B). The microviscosity is
plotted in Fig. 9.2 as a function of ¢{/R.—where ¢ = Uptg is the run-length of a

swimmer—for various activity levels.

When swimming is weak, the Péclet number comparing swimming to thermal
diffusion is small Pe;, = UyR./Dr < 1, where Dy is the bare Stokes-Einstein-

Sutherland (SES) diffusivity of the swimmer. In this limit the microviscosity is

. 1
pmiere = 1 — §Pe§. (9.23)

As in Chapter 3, the onset of swim-thinning is quadratic in the perturbation away
from equilibrium Pejy, though the reduction is slightly less than in the translating
probe problem. Note that in Fig. 9.2, the thermal diffusivity D"/ = Dy for the
orienting field problem, and D"¢’ = Dp + Dy, where Dp is the SES diffusivity of
the probe for the translating probe problems.

In the continuum limit, £/R, < 1, we find

micro __ 1 \/g 4

—, 9.24
n > R (9.24)

This is precisely the same result found for the translating-probe microrheology
problem in Chapter 3 to O(£/R.). In the continuum limit, the swimmers’ behave
exactly like Brownian particles with an effective diffusivity Dy + D*"", where the

swim diffusivity D™ = U(%TR /6 is a mechanical diffusivity arising from their
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Figure 9.2: Plot of the fixed probe microviscosity for weak external fields: yr = Htr/{r <
1, where H is the external field moving the probe, (g is the rotational Stokes drag of the
swimmer, and 7g is the reorientation time. The dashed lines are values of the microviscosity
as measured by the translating probe. Different colors correspond to different activity levels:
6DsWim/pret = U§TR/ D"¢'1g, where Uj is the swim speed and D" is the appropriate
translational thermal diffusivity.

self-propulsive motion. The force required to keep the probe fixed in a bath of
passive Brownian particles moving at a constant velocity is equal and opposite to
the force required to move the probe at the same speed velocity through a quiescent
bath. Since the swimmers are effectively Brownian in the continuum limit, we
would analogously expect no difference between the fixed-probe and translating

probe results.

In the limit of strong swimming (€/R. > 1), ™" ~ Pe;!. We anticipate that
including nematic order would change this minimum to some constant less than 1

as in the translating-probe microrheology problems. The trends are nearly indis-
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tinguishable from the translating probe equivalents, though the figure reveals that
there is not exact quantitative agreement. We note that the force required to hold the
probe fixed will proportional to F*""¢ (F$*™ = [Uyq and ¢ = 47n*a>/3) and

thus may be large, even for dilute suspensions.

9.4 Future work: nonlinear response and hydrodynamic interactions

As with the linear response, we expect the nonlinear response to qualitatively, but
perhaps not quantitatively match the results from the translating probe cases studied
in Chapter 3. Indeed, one could even intuit that including the nematic order in
the linear response field would make the minimum microviscosity finite for highly

active suspensions.

Hydrodynamic interactions will play a qualitatively different role in this problem
as compared to the translating probe problem. Net motion of the swimmers due to
the external field requires that an equal volume of fluid be displaced in the opposite
direction. Thus there is no net displacement of the volume-averaged material
(fluid and particles) even when the swimmers all move in the same direction. The
suspension-averaged velocity and stress are thus divergence-free. In the absence of
the probe, this would result in a uniform fluid pressure and swim stress, and there
can be no material motion. When the probe is introduced, a net external force will
be required to keep the probe from moving [5], which can only be balanced by a

pressure gradient in the fluid and fluid motion (the swimmers are force-free).

In the absence of hydrodynamic interactions, asking what force is required to keep
the probe from translating is equivalent to asking what the phoretic velocity of the
probe is when it is allowed to move. Indeed, the free-probe problem is trivial for
passive bath particles in the absence of hydrodynamic interactions—the probe and
bath particles would both advect with the fluid at the same speed—but under the
influence of an external field it is truly the particles and not the fluid that are moving,
thus the microviscosity may change. When HI are considered, the fixed-probe and
free-probe problems are qualitatively different. If the probe moves, it is true force-
free, phoretic motion. The suspension-averaged stress and fluid pressure can thus be
uniform while still sustaining probe motion. If the probe is fixed, there is a non-zero
external force in the momentum balance, which can only be balanced by a pressure

gradient in the fluid.

It remains to be seen whether one could then find a negative microviscosity (or

even a negative intrinsic microviscosity). A negative microviscosity in the case of a
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fixed probe, implies that the structural disturbance of the probe allows the swimmers
near the probe surface to reverse direction and swim against the bulk flow. In the
free-probe problem, a negative microviscosity would imply that the probe is moving
faster than the bath that is carrying it along. This result is clearly unphysical, but
one would need to do the detailed calculations to find either the phoretic velocity of

the probe or the force required to keep the probe fixed.

Appendix

A: Mobility functions

For an external field, the mobility functions will turn out to be exactly the same as
those for the fixed spherical cavity in Chapter 6. The spherical probe of radius R is
held fixed (U, = 0, Q; = 0) and the external force F**' and torque L""°*¢ necessary

can be found from the force balance:

T;ixt — R‘i‘;u . (Rg;(u)—l . ?—;ther — 7_—(1;ther’ (9.25)

The only ‘other’ forces to be considered in the above equation are from thermal
fluctuations; thus all the effects appear in the diffusive terms of the Smoluchowski

equation. From the force balances, one can show that

Fext — (RfZU . (RZZ)&IF + szﬁ : (RZZ)Q_'Z]F - I) ) FZB

HREY - (Raa)h + RER - (Ry)gh) - (L5 + L) (9.26)
probe _ (szU . (Rzz)&lL + lezﬂ . (RZZ)g—)lL) . (lei + Lext)
+HREY - (Ra) k- + R - (Ra2) k) - FP, (9.27)

where F.P = —kgTVInP, LB = —kgTVgIn P, and L**' = q X H. As before,

proper components of the tensor (Rz)~! are

(Ra)yr = (Byy = Ry - (Rp") - Ryy)™! (9:28)
(Ruor = —(Ryp") ™ - Ry - (R = Ry - (Ryp") ™ Ryy) ™ (9.29)
(Ragr, = (Ryy' — Ry - (Ry,) ™! - Ryy)™, (9:30)

and (Rp2)5r = —(R22)} by symmetry [4].

B: Analytical solution, yz < 1
In the absence of hydrodynamic interactions the n and m governing equations
simpify to
V. [Pesm — Vn] =0, (9.31)
1 2 . N
2 [§PesIn + Pe,Q - Vm] +y*m - 3 yryY’(nH -3Q - H) = 0(9.32)
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We define the total fields in terms of the equilibrium values (denoted by infinities) and
their departures (denoted by primes): n = n®+n’,m =m>+m/,Q = Q> +Q’.
Using this representation and the linearity of the governing equations, this allows

us to place the forcing from the orienting field at the no-flux boundaries:

V. [VA = Pe;m/] = 0; (9.33)
n-[Vn' — Pe;m’] = Pesn-m™,r =1 (9.34)
n—0,r — oo (9.35)

1 2 ~ A
V-[Vm' - §PesIn’ - Pe,Q'1—v*m/ + =gy’ H — yzy*Q’ - H = 0;

3
(9.36)
1 1
n-[Vm' - §PeSIn’ — PeQ'] = Pegn - [Q + gIn‘X’], r=1 1(9.37)
m’ — 0,r — . (9.38)

Note that we have not yet specified the magnitude of yg.

Because the problem is linear, we choose to further decompose the disturbance fields
into three pieces: n’ = n; + ny + n3, m’ = my + my + ms, and Q’ is taken to be

Z€10.

The first component of the fields are defined to solve the following set of equations:

V- [Vny — Pe;my] = 0; (9.39)
n-[Vn; — Pegm]=0,r =1 (9.40)
n — 0,r - 9.41)
1 2
V- [Vm; - §PesIn1] -y m; = 0; (9.42)
1 1
n-[Vm; — §PesIn1] = Pesn - [QT + §In°°], r=1 (943
my — 0,r — co. (9.44)

The nematic order is small Q°° ~ O( )(1%). To O(xr), this is simply the concentration
profile around a stationary sphere [6] and it makes no contribution to the force on

the sphere:
% Pe? o~ Ar=1)

:2(1+/l)+y2 ro’

ny (9.45)

where A = [1Pe? +y2.



179

The second components are defined as follows:

1 Peg, m®-x

me (9.46)
3 y2
| Pe,
my = —=~—2Vn,, (9.47)
3 72

where x is the position of the swimmer relative to the center of the probe. Because n;
is a dipole, it is harmonic and divergence free, thus the concentration field equations
are satisfied. The polar order field must be harmonic and satisfies the polar order
equation forced only by the gradient in n,. Both fields decay at infinity and satisfy

the contact condition for the concentration field:
n - [Vny, — Pegmy| = Pegsn - m®™. (9.48)

This term exists for all yg. The third components must then satisfy the following

equations:
V. [Vn3 — Pegms] = 0; (9.49)
n-[Vny — Pe;ms] =0,r =1 (9.50)
ny — 0,r - oo (9.51)

1 1 .
V- [Vms - 2 Pe,Ins] - y’ms + 3 YrY (ni +na+n3)H =0;  (9.52)

1 1
n-[Vms — gPesIng] =-n-[Vm, - gPesInz], r=1 (9.53)

mj3 — 0,r — oo, (9.54)

The governing equation for m3 contains all of the effects of the external field.
Because n; ~ O(1) and n, ~ O(xg), m3s ~ O(xg) to leading order, which in turn
implies that n3 scales as yg to leading order as well. This means that the leading
order equation for m3 is forced only by n; in the bulk and is forced at the boundary
by the fields from Problem 2, which are both O(yg). Thus we can now easily
decouple the concentration and polar order fields through familiar methods (see

Chapter 3) and solve the problem.

If we define n; = n®Aje™ /r for the sake of brevity, we can write n3 in terms of

two unknown coefficients:
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oo, P —ar 1 12 )2 —Ar 1 1
n3:B3u—A3 % m> . xf (—+— )— % 2A1m°°-a:e (—+—)
r

r3 A2 ro\r A4 I r \r 2
Pe;, ,m™®-.x _,.( 3 3 1
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The polar order m3 is

I 1 1
mg = Cse_”m‘”-{— - —2[(32 - —3)(7r +1)+ 722]}
r r r r

Y
1 Peg xx I y? e~V
———B3ym*® - (3— — —) - ————Am"
342 3m PEREY N PR me—
2% —y? T T
+ Ay? —Ar ‘”[(3———)/1r+1+/l2 ]
YR =2 5 ( )
3 —Ar, o L I Y
+ﬁ€ [(3—5—r—3)(/lr+1)+/l r_3]
2

and the coefficients A3, B3, and C3 satisfy the following algebraic equations (derived
from the no-flux boundary conditions):

1Pe 2

1 sY
2B 2C3Pes—e (1 +y)+ A /12+2/1—:0 9.57
3( 352 ) sPes 3¢ (I+7y)+ Aje™( )/12(/12 % (9.57)

3 3 P 2
~Ge V(S +=+2+y)+Bs eS+A1 4 (/l+1)e‘ﬂ
2 2 A% -

Y

A 222 -
2y -4 (423 7’
Pes
i)_ 2
422) 14 1p2

Pes

e \Gt gt

4
2

Cze” 77—(9+9y+47 +y) 3B3

A 227 -
—(9+91+42° + /13)e‘ﬁ(—3 + A y_(—y))
FERNRPT
A v (14 27 27 5/1 A2
e |

4 44 VYR (9.59)

1 .
- 3Pe, [33 - A37(1 +1)et -

-2

P 303 1 Lp,? P

e 6 s 2y2

— A2 S—/l(_+_+_)]: 6" € Y
et g2t "2
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The force required to hold the sphere fixed is

2};5(5 NEION 12)] (9.60)

A Pe
F = -m®kgT —a*|B; — Ay—> De - A
mZkpT—a”| By = As— (4 + De 1Y 1T T3
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