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Effect of particle roughness on shear-induced diffusion
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The shear-induced diffusivity of non-Brownian and neutrally buoyant spheres suspended
in a viscous fluid was measured. The monodisperse spheres were roughened using a me-
chanical process and the diffusions of the original and roughened particles were measured
and compared. The rougher particles were found to have a lower diffusivity for volume
fractions larger than 0.25, despite expectations that roughness increases diffusion. Simula-
tions that incorporate a contact force predict two regimes of dependence of the diffusion
coefficient on roughness: below a volume fraction of 0.2, rougher particles were found
to have a larger diffusivity, but a lower diffusivity for volume fractions higher than 0.25.
The simulations reveal that increased roughness promotes organization of the concentrated
particles into layered structures aligned in the flow direction at high volume fractions.
This organization results in fewer particle collisions and a corresponding decrease in
the diffusivity. Simulations with and without bounding walls predict similar trends for
the diffusion coefficient as a function of volume fraction. Using a sufficiently polydisperse
distribution of particle sizes disrupts the organization of the particles and consequently the
effect of roughness on diffusivity.

DOI: 10.1103/PhysRevFluids.8.064303

I. INTRODUCTION

Shearing a suspension of large and neutrally buoyant particles under creeping flow conditions
causes individual particles to fluctuate relative to the imposed flow field [1,2]. These seemingly
random motions resemble Brownian diffusion, though thermal fluctuations of the particles are
negligible. This shear-induced diffusion of particles drives associated fluctuations in the fluid,
which can be used to enhance mixing and heat transfer [3—6] in viscous fluids. The diffusion
of particles is also closely related to the shear-induced migration of particles in inhomogeneous
shearing flows [7,8]. These net migrations of particles can cause erroneous measurements of the
effective viscosity of suspensions [9,10] and an overprediction of the pressure drop needed to pump
a viscous suspension through a conduit at a fixed volumetric flow rate [11,12].

The practical impact of shear-induced diffusion on the more general dynamics of suspension
flows has motivated multiple investigations. Scaling analysis [2,13] suggests that the diffusivity
is proportional to the rate of shear () and squared diameter (d2) of the spheres, as confirmed in
experiments. However, measurements of the diffusion coefficient [1,2,5,13—16] show a wide range
of values, particularly at the larger volume fractions, ¢, as seen in Fig. 1.

Some of the discrepancies between measurements have been attributed to differences in experi-
mental capabilities. For example, Leighton and Acrivos [2] noted that the time of observation must
be sufficiently short in order to ensure that bounding walls do not influence the results. Analysis they
performed indicated that the measurements of Eckstein et al. [1] at high volume fractions (¢ > 0.3)
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FIG. 1. Experimental results for the dimensionless diffusivity in the gradient direction (D}, = D,/ yd®) as
a function of the particle volume fraction, ¢, where y is the rate of shear and d is the particle diameter. The
data has been collected from previous works as noted in the legend.

were likely affected by the walls. The time of observation also must be sufficiently large to ensure
that the mean-square displacement attains its steady, diffusive value [15,17].

Properties of the suspension might also be responsible for differences in the observations.
The studies shown in Fig. 1 took care to utilize Newtonian fluids and particles of large and
monodisperse size. However, a conspicuous variable is the rugosity of the particles used in the
different experiments. Evidence that roughness alters the dynamics of particles colliding in shear
flows includes detailed studies of the asymmetry of the pair probabilities [18-20]. More recently,
experiments demonstrated that particle roughness impacts the loss of reversibility [21] and the
transition from a reversible to irreversible state [22]. Also, analysis [23] of interactions between
particle pairs colliding in a shear flow predicts that particle roughness increases the net displacement
across streamlines. Consequently, the shear-induced diffusivity is expected to be larger for particles
that are rougher.

Despite expectations, experimental results presented in Sec. IV indicate that rougher particles
have a lower diffusivity than smooth particles for volume fractions greater than 0.25. These
experimental results are confirmed by simulations, which further reveal a nonmonotonic trend of
the diffusivity with the roughness: diffusivity first increases with roughness at volume fractions
below 0.20 as predicted in the dilute limit. Then, diffusivity decreases with roughness for volume
fractions larger than 0.25. In this paper, the latter result is shown to arise from a strong effect of
the roughness on the microstructure. As explained in Sec. V B 1, rougher particles organize more
strongly into layers that align in the flow direction at high concentrations. This layered structure
enables roughened particles to pass by one another without colliding, which decreases the diffusivity
relative to smoother particles.

II. EXPERIMENTS
A. Particles and fluid

Experiments were performed at volume fractions of ¢ = 0.25, 0.3, and 0.35 and using two
different batches of particles having different roughness. Highly uniform spheres of diameter
d = 2.00 £ 0.01 mm were used in all of the experiments. The particles were composed of poly-
methyl methacrylate (Engineering Laboratories Inc.). To explore the effect of surface roughness on
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FIG. 2. (a) Particles were roughened between two plates covered with sandpaper. The top plate was rotated
using a motor while a normal force was applied; the bottom plate, resting on a foam support to prevent jamming,
was prevented from rotating. (b) Sample images from scanning electron microscopy of a smooth and roughened
particle. (c) Sketches of the experimental shear cell from a top and side perspective. A linear shear flow was
generated by rotating the transparent belt (in red). The suspension (dark blue fluid and particles) was added to
the space between the belts to a depth of 5 cm and suspending fluid (only) filled the space between the belt
and the wall of the shear cell. Water (light blue) at 22 °C circulated through the jacket surrounding the shear
cell. A laser sheet (green) fluoresced the fluid to enable visualization of the particles, which were otherwise
indistinguishable from the fluid. The black rectangle indicates the window of observation.

the particle dynamics, particles were roughened between two sandpaper sheets under a confining
pressure as illustrated in Fig. 2(a). Both the top and bottom plates were covered with sandpaper
having grit size P60. The top plate was rotated for 10 min at 130 rpm, while the bottom plate
was held stationary by a thick foam support, which also acted as a spring to prevent jamming.
Several particle samples, both before and after roughening, were imaged using scanning electron
microscopy. The smooth (new) particles had an average peak roughness of ed = 3.8 2.8 um and
the roughened particles had an average peak roughness of ed = 11.0 & 6.0 um. Figure 2(b) shows
a sample image of a smooth and roughened particle.

The suspending fluid was a mixture of Triton X-100 (73.9% by weight), zinc chloride (14.2%),
and water (11.9%). Trace amounts of hydrochloric acid, to prevent the formation of zinc hypochlo-
ride precipitate, and Rhodamine 6G, a fluorescent dye, were added to the fluid as well. The density
and refractive index of this suspending fluid matched that of the particles at a temperature of 22 °C.
The mixture is a Newtonian fluid with a viscosity of - = 3 Pa s and a density of p = 1.19 g/cm’.

B. Shearing geometry

The suspension was sheared in the custom-built cell illustrated in Fig. 2(c). The shear cell
was composed of two vertical cylinders, around which a transparent belt made of polymethyl
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methacrylate was wrapped. Rotating the cylinders, using a high precision rotating stage (M-061.PD
from PI piezo-nano positioning), generated a linear shear flow between the translating belt and far
from the cylinders. The diameter of the cylinders, and hence gap between the belts, was H = 2 cm,
allowing the use of relatively large particles in the experiments while still having a large gap to
particle size of H/d = 10. The spacing between the belt and the outer wall of the shearing cell was
1 cm at every point around the perimeter of the device; this constant spacing minimized unwanted,
secondary flows. A water bath surrounding the shear cell maintained the system at 22 °C to ensure
that the refractive index of the particles and fluid remained well matched.

This shearing cell was identical to that used by Pham et al. [22], but a steady shear flow was
utilized here instead of an oscillatory one. The experiments were performed with a maximum rate
of shear of = 0.1 s~!; hence the Reynolds number was y pH?/u = 0.016 (or y pd*/i = 1.6 x
10~ if using the particle scale) at most and the Péclet number (y ud?/8k,T) was very large (up to
7.5 x 10'9).

C. Imaging and image analysis

[lumination provided by a green laser diode (2 W power and wavelength of 532 nm) was used
to fluoresce a sheet of the fluid of ~60 um thickness. The laser sheet was positioned 2.5 cm below
the free surface of the suspensions. The window of observation was about 6.8 cm long (34 particle
diameters) in the flow direction, 1.7 cm wide (8.5 particle diameters) in the gradient direction, and
was centered between the belts and the cylinders, as indicated by the black rectangle in Fig. 2(c).

Particles within the plane of the laser sheet were imaged from above the shear cell using a
Nikon D300s camera with a magnification lens (Sigma APO-Macro-180mm-F3.5-DG). To prevent
photobleaching of fluid due to the high power laser source, an optical beam shutter (SHO5 Shutter
ThorLabs) was mounted in front of the laser. The shutter and camera, as well as the rotating stage
that controls the rate of shear, were actuated automatically using a custom control system.

The index-matched suspension was transparent, but fluid within the horizontal laser sheet ap-
peared bright due to the presence of the fluorescent Rhodamine 6G; the particles within the laser
sheet appeared as black disks [see Fig. 3(a)]. Note that all particles have the same diameter and the
apparent size differences arise from the relative, vertical position of the laser sheet and the particles.
The images were collected and then analyzed using a distance transform to identify the positions of
the particles, as shown in Fig. 3(b). A description of the image analysis method is in Sec. S5 of the
Supplemental Material [24].

D. Determination of the particle diffusion coefficient

To initiate an experiment, the suspension of the desired volume fraction was poured into the shear
cell and was mixed by shearing back and forth at a large strain amplitude of 30 for 2 h. Then the
suspension was sheared continuously for a total strain of 20 while images were collected at every
strain interval of 0.1. The small strain amplitude between successive images enabled tracking of
individual particles during the course of an experiment, from which trajectories were constructed.
Figure 3(c) shows a sample set of trajectories for the individual particles. Ten experiments were
done for each volume fraction and particle type (smooth and roughened).

From the particle positions as a function of the strain (i.e., the trajectories), the displacement
Ay(y) =y(y 4+ o) — y(y) of each particle in the gradient (y) direction was measured, where
o = 0 was the strain at which the observation was initiated and y was the strain over which
the observation was made. Note that the displacements are driven only by shear, not by thermal
fluctuations, and no external forces act on the particles. So the particle displacements are strictly a
function of the strain y — 34, which is related to the elapsed time ¢ through the steady shear rate
by ¥y = (y — w)/t. The displacements were used to calculate the mean-square displacements as
a function of the strain, (AyAy)(y), where the brackets indicate an average over all particles and
experiments for the volume fraction and particle type of interest. At sufficiently large strains, the
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(b)

FIG. 3. (a) Sample image of the suspension within the shearing cell at a volume fraction of 0.35 for the
case of rough particles (¢ = 0.0055); the fluid appears bright due to fluorescence, while the particles appear
black. (b) Particles detected within the sample image using the distance transform algorithm are marked with
blue circles and their centers are marked with red dots. (c) Successive images were used to construct the
trajectory of individual particles, as represented by the lines. As indicated, x is the direction of flow and y is the
gradient direction. Note that roughening the particles does not degrade the image quality nor the ability to track
particles (see Sec. S5 of the Supplemental Material [24] for more information and additional images from the
experiments).

mean-square displacements are generally presumed to grow linearly with the strain and the gradient
component of the diffusion, Dy, can be defined by

2
() = Sty (1)

Since the diffusivity scales with the rate of shear and the square of the particle size, it is reported in
dimensionless form as D}, = Dy, / yd>.

The diffusive regime can be difficult to measure experimentally due to the inability to track
particle positions over large strain intervals. One issue is that particles disappear from the field of
view during an experiment, while another concern is that the displacements due to diffusion can
become comparable to the spacing of the shearing walls [2]. Also, walls can lead to abnormally
high rates of diffusion for dilute suspensions [16,25] and numerical simulations [26] indicate
that walls can cause deviations from diffusive dynamics for concentrated suspensions. For the
experimental setup described here, the particle positions could be tracked for strains of up to 10
without disappearing from the viewing window and the wall spacing was still large compared to
the diffusion length over this strain. This is an improvement compared to other experiments where
the particle positions were followed continuously in time, such as those of Breedveld et al. [13]
and Metzger et al. [5], where the maximum tracking strain was 3.5 and 7, respectively. To calculate
the diffusion coefficient from the experimental results, the mean-square displacement was fit to
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Eq. (1) over the range y = 4 to 10 (see also Sec. S2 [24] for more information). Only the gradient
component of the diffusivity was evaluated.

III. SIMULATIONS

Simulations were used to evaluate the effects of roughness on hydrodynamic diffusivity for a
range of conditions. The model used for the simulations is described in the next section. Details
about the numerical implementation and quantifications of the predicted microstructures are given
in Secs. III B and III C.

A. Model equations

The model balances the hydrodynamic forces, F f‘, with contact forces that represent the influence
of the roughness,

N
Fi+) Fj=0, 2
J#
for each particle i of the N total particles; the contact force on a particle i due to another particle
jis F f] The balance ignores inertial effects and Brownian fluctuations, consistent with the low
Reynolds numbers and large Péclet numbers in the experiments.
The hydrodynamic forces are approximated by the sum of the drag due to the background shear
flow and the normal components of the lubrication interactions between neighboring particles,

3rud*d?
F} =37 pdi(i; = yyid) + ) - Lk — X)) - nyj, 3)
(i)

~ 2h;j(d; +d;)?
where x; is the position of particle i and x; is its velocity. The drag force is proportional to the
diameter d; of particle i and depends upon the particle velocity relative to the shear flow in the x
direction, with gradient in the y direction. The unit vector in the x direction is §,. The second term
in Eq. (3) represents the lubrication forces between particle i and the particles j(i) located within
the lubrication range of particle i. These forces depend upon the relative velocities of each pair
and their separation distance h;; = |x;;| — 0.5(d; + d;), where x;; = x; — X; and |x;;| is its magni-
tude. The set of particles j(i) that are located within the lubrication range of particle i satisfy the
constraint that e€(d; + d;) < h;; < (d; + d;)/4, where € denotes the dimensionless roughness of the
particles. The model only accounts for the normal component of lubrication [27], which acts along
the normal vector n;; = X;;/|x;;].
The contact forces in Eq. (2) are modeled using the simple form

. Fofon;;  if hi; < e(d; +d;),

Yo if hij > e(d; +d;), @
where Fy = 6mu(d/2)*y is the characteristic force, Fy = 20 is the dimensionless amplitude of
the repulsive force, and d is the average particle diameter. Note that lubrication interactions are
not applied to a particle pair once the repulsive force activates [i.e., when h;; < e(d; + d;)]. For
simulations where bounding walls are present, a force of FyF is applied on each particle i within a
distance of (0.5 + €)d; in the normal direction to the wall in order to prevent overlaps.

This model is similar to the one used in previous works where more details can be found [21,28].
The model does not include long-range hydrodynamic interactions, as they are not responsible
for the irreversible motion of the neutrally buoyant particles [29], nor are tangential lubrication
interactions or friction included in the model. However, as demonstrated in Sec. S1 [24], the model
correctly predicts many key elements of the suspension properties, including the pair distribution
function.
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B. Numerical implementation

Equations (2), (3), and (4) form a set of coupled ordinary differential equations that were solved
for the velocities of the particles from their instantaneous spatial positions. The positions were
updated in time using a fourth-order Runge-Kutta integrator while ensuring a particle displacement
of less than 5 x 1073d per step. Most simulations used a monomodal particle size (d; = d fori = 1
to N), but a polydisperse distribution of particle sizes was used for results presented in Sec. VB 3.
Simulations were performed in three dimensions and for monolayers, where the particles’ centers
were initially placed, and remained, on a plane spanning the flow and gradient directions. Initial
positions of the N particles were assigned from a uniform random distribution by placing each
particle sequentially within the simulation domain while ensuring a nonoverlapping configuration.
All of the simulation results reported here employed periodic conditions in the flow and vorticity
(for fully three dimensional cases) directions, where the boundaries were separated by a distance of
L = 10d in both directions. The gradient direction was bounded by impermeable walls separated by
a distance of 10d in most simulations in order to match the experimental conditions. However, some
simulations were performed with different wall spacings or fully periodic boundary conditions [30].
In those cases where periodic boundary conditions were used in the gradient direction, the spacing
was set to 10d. Tests verified that these domain sizes were sufficient to provide results that were
independent of the box sizes.

After assigning the distribution, the system was sheared backwards and then forwards for a
strain of 20 in each direction prior to beginning the tracking of particle positions at y = 0. Steady
shear, continuing in the same direction, was then performed for a total strain of at least 40. The
diffusivity coefficient, Dj;, was calculated using Eq. (1) using strains of y = 4 to 10, for comparing
to experimental results, as well as over strains y = 20 to 40.

C. Characterization of suspension microstructure

Microstructures predicted by monolayer simulations are reported in Sec. V. Three different quan-
tifications were used: the particle density profiles in the gradient (y) direction, the structure factor,
and the angular pair distribution function. Note that some additional measures of microstructure are
presented in Secs. S3 and S4 [24].

To explore lateral organization of the suspension, the average concentration was computed as
a function of y. The system was divided into bins of equal size b in the gradient direction (from
the top to bottom boundaries). For each bin, areas of particle segments contained within the bin
were summed and then divided by the bin area Lb to give ¢(y). The area fraction profile ¢(y) was
then averaged over all of the system configurations with strains between 20 and 40 and over all
simulation runs to give (¢,).

The average area fraction profile {(¢,) is suitable for analysis of particle structures in bounded
systems of relatively small size (H/d < 10). However, in unbounded or large bounded systems,
(¢y) can falsely indicate a uniform distribution due to random phase shifts in the particle density far
from the walls. Such shifts are less likely in small bounded systems, since the phase of the particle
density in these systems is determined by walls.

To eliminate the effect of the phase shift, the spectral intensity of the particle density was
calculated by Fourier transforming the point density,

1 N
p(y) = NZS()’_)’J')’ &)
j=1

of the particle centers y;, since in a monodisperse suspension, the area fraction ¢ (y) is related to the
point density by a convolution

H
d(y) = /0 aly —y)p(y)dy'. (6)
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Here, a(y)dy is the area of a differential segment of a particle, with the particle centered at y = 0
and the segment located in the range [y, y + dy]. The Fourier transform of the particle density (5) is

N

1 [ A 1 A
Mg.) = — —iY Jy — —iayyi 7
o(qy) H/o p(y)e Y= Hn j=le )

where ¢, is the wave number in the lateral direction. The spectral intensity (] ,?)(q_,,)|2) is directly
related to the structure factor

1 .
_ iq-(r;—r;)
S@) =+ Z<eq rT), ®)
J.k
where q = (¢x, gy) is the wave vector. Specifically,

1

(1p(g)) = HZNS(O’ qy)- €))
In this paper, S = S(0, g,) is used to assess the suspension microstructure in the gradient direction.
The angular pair distribution function, g(6;48), is the probability density of finding a pair of
particles having angle 6 within a given range of distances, d < r < d(1 4 §), near contact. Here,
the angle 6 is measured from the flow direction and 0° to 90° corresponds to the compressional
quadrant. The pair distribution function g(6; §) was normalized so that its integral over 6 is 1 and the
value of § was set to 0.05. The Fourier transform of the pair distribution function g(6; §) is directly
related to the structure factor S. However, both S and g(6; &) are reported within Sec. V since g(6;6)

provides an assessment of the local microstructure of the suspension near particle contact.

IV. RESULTS

Section IV A focuses on the experimental results and the results of simulations in three dimen-
sions are given in Sec. IV B. Section V contains results from simulations of a monolayer of particles
which are used to both explain and expand upon the experimental observations.

A. Experiments at large ¢

Figure 4(a) shows the mean-square displacements in the gradient direction as measured ex-
perimentally for ¢ = 0.25 and 0.35 for the smooth and roughened particles. The mean-square
displacements are larger for the higher volume fraction, as generally expected. Additionally, the
mean-square displacements for the smooth particles are significantly larger than for the rough
particles at ¢ = 0.35.

The measurements of the mean-square displacements over the range of y =4 to 10 were fit
to Eq. (1). This choice does not have a significant impact on the resulting diffusivity as indicated
in the Supplemental Material [24]. Also in Sec. S2 [24], it is noted that the mean-squared dis-
placement deviates from the diffusive scaling for the smaller volume fractions of 0.25 and 0.30.
This is observed in both experiments and simulations. However, throughout this paper we fit the
mean-square displacement to a linear function of strain in order to compare particle dynamics at
varying conditions. Figure 4(b) shows the resulting diffusivities, Dj,, for the three volume fractions
and two values of roughness that were measured. The smoother particles were found to have a larger
diffusivity than the roughened ones for volume fractions higher than 0.25.

B. Simulations in three dimensions

Figure 5 shows the mean-square displacements and diffusivities calculated using fully three-
dimensional simulations and conditions matching those in the experiments. Error bars for the
diffusivities in Fig. 5(b), as well as for all other reported diffusivities from simulations, indicate
the standard deviation of the mean values from each simulation run. Standard deviations are shown
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FIG. 4. Experimental measurements. (a) Average mean-square displacements in the gradient direction,
(AyAy)/d?, versus strain, y, for experiments at volume fractions of 0.25 and 0.35 and two different values
of roughness, €. (b) Diffusion coefficient as a function of volume fraction and roughness calculated from the
displacements for strains of y = 4 to 10, as indicated by the red lines in (a). The error bars indicate the standard
error of the mean value from the ten experiments that were performed for each condition.

instead of standard errors, as for the experimental measurements, since the standard errors from the
simulations are too small to see on the plots.

Consistent with the experiments, the rougher particles are less diffusive than the smoother ones
at ¢ = 0.35. These outcomes remain true whether fitting the mean-square displacements over a
range of y =4 to 10, as in the experiments, or over a range of y = 20 to 40, as indicated by
the lines in Fig. 5(a). The experimental diffusivities in Fig. 4(b) are comparable in magnitude to
those of previous works at similar volume fractions, as seen in Fig. 1. However, the diffusivities
observed from simulations in Fig. 5(b) are substantially smaller than the experimentally determined
diffusivities [Fig. 4(b)], despite having qualitative similarities. Similar, quantitative discrepancies
between experiments and simulations have been noted in many other works [5,13,14].

@) % (b) 5
N e:1.9x10*‘|025 ‘6:1'9X107|4—10
P ] e e=55x1073 " 4.0x103 4 A c=55x10"" é
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Strain, Volume fraction, ¢

FIG. 5. Simulation results in three dimensions are shown for values of ¢, €, and H/d = 10 matching the
experimental conditions. (a) Average mean-square displacements in the gradient direction, (AyAy)/d?, versus
strain, y . (b) Diffusion coefficients calculated from mean-square displacements between y = 4 and 10 and also
from mean-square displacements between y = 20 and 40, where the latter is indicated by red lines in (a). Data
on particle displacements were collected from a window of width 8.5d centered between the bounding walls
in order to mimic the experimental measurements. The error bars indicate the standard deviation.
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FIG. 6. Dimensionless diffusion coefficient predicted by three-dimensional simulations with H/d = 10.
The diffusion coefficient was calculated from mean-square displacements for strains of y = 20 to 40.

Experiments could not be performed for small concentrations owing to the inability to track
particles over a sufficiently large strain in order to ensure attainment of the diffusive regime. Instead,
simulations were used to explore the effect of roughness on the diffusion coefficient for a wide range
of volume fractions of ¢ = 0.1 to 0.4. Figure 6 shows the diffusion coefficient calculated from the
mean-square displacements over the range y = 20 to 40. Two regimes of diffusivity are observable.

For low ¢, increasing roughness increases the diffusivity as anticipated [23]. However, at large
¢, the opposite trend is observed: as measured experimentally [Fig. 4(b)], increasing roughness
decreases the diffusivity.

V. ANALYSIS

Within this section, the effect of roughness on the shear-induced diffusivity is correlated to
previous theories at low ¢ and to changes in the microstructure at high ¢. To achieve this, monolayer
simulations were performed since they are simpler to analyze, save significant computational time,
and enable the exploration of a wide range of conditions while maintaining the same, relevant
physics.

As an example, Fig. 7(a) reports the diffusivities as a function of the areal fraction, ¢4 =
Nmd?/4HL. The results confirm the trends seen in the experiments [Fig. 4(b)] and simulations
in three dimensions (Fig. 6): as compared to smoother particles, rougher particles diffuse faster
at low concentration and slower at high concentrations. This is reemphasized in Fig. 7(b), where
diffusivities are reported for € = 10~*to 5 x 1072 at three different areal fractions (pa = 0.15,0.25,
and 0.45). At ¢4 = 0.25, particle roughness has little impact on the diffusion. Diffusivity decreases
as particle roughness increases for ¢4 = 0.45, but increases with roughness for ¢4 = 0.15.

A. Low ¢, range

The larger diffusivity of rougher particles observed at low concentrations can be explained simply
by considering two-body interactions. Figure 8(a) illustrates the relative trajectory between two
particles located in the shear-gradient plane and plotted in the reference frame of particle 1, where
X' = [x() — x1(t)]/d and ¥y = [y2(t) — y1(¢)]/d. Figure 8(b) shows the final offset Ay*® obtained
when varying the particle roughness €, for three values of the initial offset Ay°. For a given initial
offset Ay, when the particle roughness is small enough, particles do not make solid contact. In this
case, the particle relative trajectory is symmetric yielding Ay>® = Ay, as shown by the two plateaus
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FIG. 7. Results of diffusivities from monolayer simulations with H/d = 10. (a) Dimensionless diffusion
coefficient versus areal fraction ¢, for two values of particle roughness. (b) Dimensionless diffusion coef-
ficients versus particle roughness for ¢, = 0.15, 0.25, and 0.45. The red line shows D}, = 1.0 x 1073019,
which is the power law fit of Djy to € for ¢, = 0.15.

in Fig. 8(b). Conversely, above a certain roughness, particles make solid contact and the final offset
then varies with the particle roughness, which sets the separation distance between the particles at
the apex of their interaction (i.e., when x; = x,). The final offset for particle pairs that contact can
be closely fitted by Ay® = 1.585¢%?! [red line in Fig. 8(b)], suggesting that Ay™® oc €!/4. Note
that this curve can also be interpreted as the minimum separation distance (€) reached by smooth
particles that have an offset Ay when they are infinitely separated.

The above scaling relation between the final offset and the particle roughness is of interest for
two reasons. First, in the dilute limit when two-body interactions are dominant, it provides a simple
way to estimate the particle roughness from pair distribution functions. For instance, by measuring
the offset position of the “high concentration tail” in the pair distribution measured by Blanc et al.
[31] for a suspension of volume fraction ¢ = 5% and by using the above relation, a roughness
of ed = 272 nm can be estimated for their particles, whereas they reported a peak roughness of
approximately 200 nm. This data point is included in Fig. 8(b). Second, in the same limit, this

(a) Two-body simulation 0.5 (b) Two-body simulation
4 0 _ "
1.0 041l © Ayn =0.05
4 Ay =015
A® = 0.25
081 03] By =02
B Blanc et al.
06 7 0.54 _ Monolayer simulations
7 0.6
Yy Ay™ o] n | *e
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0.4 — *» ‘o
Particle 2 Particle 1 0.1 -
0.2 Ay>® ‘.
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2 -1 0 1 2 10 104 107 102
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FIG. 8. (a) Two-body simulation showing the relative trajectory during a collision between two particles of
roughness € = 0.005. (b) Two-body simulation showing the final offsets, Ay, versus particle roughness, €,
for three different initial offsets Ay°. Red line: Ay™ = 1.585¢%%!, Inset: exponent  obtained from monolayer
suspension simulations by fitting the diffusion coefficient to D}, oc €” for different volume fractions, as shown
in Fig. 7(b) for ¢4 = 0.15. The linear extrapolation of 7 to ¢, =0 yields n = 0.49.
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FIG. 9. (a) Average local areal fraction, {(¢,), and (b) angular pair distribution, g(6;§) with § = 0.05. The
results are from monolayer simulations at ¢4 = 0.45 and H/d = 10 for three values of €. Data was collected
for strains y = 20 to 40. The dashed red line in (b) indicates the average value of g(0;6).

relation implies that the particle diffusion coefficient in homogeneous suspensions should depend
on the particle roughness, as mentioned in previous studies [23]. Estimating the typical collision rate
between particles as T ~ 1/(y¢a) and the particle transverse displacement after each collision by
I = Ay®°d /2, one can predict that the diffusion coefficient should scale as D, o [ 2/t o pae' Py d?.

To test whether the above scaling, obtained from considering two-body interactions, applies
in homogeneous suspensions, monolayer simulations were performed at low area fractions by
systematically varying the particle roughness € between 10~* and 10~!. Figure 7(b) shows that
for ¢4 = 0.15 the diffusion coefficient versus € can be well fitted D;fy ~ ¢" with n = 0.19. Similar
fits were performed for ¢4 ranging from 0.025 to 0.25 and the inset of Fig. 8(b) reports the values
of the exponent n. By linearly extrapolating these results to ¢4 — 0, homogeneous simulations
recover Dy, ~ €*4_ in close agreement with the predicted scaling of D,, ~ €!/? obtained above by
considering only two-body interactions.

B. High ¢, range

The dependence of the diffusivity on particle roughness qualitatively changes once the volume
fraction surpasses 0.25. As shown in Fig. 7, smoother particles diffuse more than rougher ones. In
the following, this trend is correlated with changes in the microstructure as evaluated from particle
density profiles and angular pair distributions for smooth and rough particles. Also, the influence of
the bounding walls and polydispersity are examined in Sec. VB 2 and Sec. VB 3.

1. Suspension microstructure

Figure 9(a) shows the local concentration {(¢,) of particles as a function of the y position for three
different roughnesses at ¢4 = 0.45. Particle centers are excluded from accessing regions within one
radius (d/2) of the bounding walls located at y/d = £5.0 and there is a peak in the value of (¢,)
near each bounding wall which corresponds to a layer of particles that is aligned in the direction
of flow. These features of the particle distribution are seen in other works [32,33] and occur for all
values of € studied here.

However, strong differences that depend on the roughness are seen in the local concentration
upon moving away from the bounding walls. The local areal fraction is flat and unstructured for
small particle roughness (¢ = 10™*), indicating that the layering disappears. However, at a large
roughness (¢ = 1072), (¢,) demonstrates a regular, periodic oscillation throughout the channel and
with peaks spaced at a distance of d. The result indicates that the rougher particles align in the flow
direction throughout the system.
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FIG. 10. Diffusivity as a function of confinement for ¢4 = 0.45 and two values of €. Results are shown for
bounded simulations with H/d = 5 to 40 and also for periodic boundaries in the gradient direction (H/d = 00).

More evidence that roughness promotes particle alignment is given by the angular pair distri-
bution, g(0;4§), as shown in Fig. 9(b). The angular pair distributions are evaluated over strains of
y = 20 to 40 and results are presented for angles 0° < 6 < 180°. Consistent with other works
[32,34], the pair distribution shows an excess of particle pairs in the compressional quadrant which
spans 0° < @ < 90°. For large particle roughness (¢ = 1072), the angular pair distribution shows
a large excess of particles behind (8 = 180°) and in front of (6 = 0°) each other, which is not
seen for the smoother particles where g(0°) and g(180°) are roughly equivalent to the mean value
of g(#) = 1/180. This indicates that rougher particles are layering more strongly than smoother
particles.

Metzger et al. [28] have previously shown, using a simulation model similar to that used here, that
particles organize into flow aligned layers when lubrication forces are screened. Here, simulations
demonstrate that increasing the roughness, and consequently weakening the role of lubrication
interactions, also drives an alignment of particles in the flow direction. Stronger flow alignment of
particles reduces the rate of collision, as the particles can pass by one another without colliding, and
hence lowers the diffusivity. The less organized structure obtained for relatively smooth particles
results in a higher frequency of collisions and a larger diffusivity, even though the net displacement
associated with each collision is smaller for the smoother particles.

Also, note that changes in the structure that lead to differences in the diffusivities are small unless
either the volume fractions or differences in the roughnesses are large according to simulations.
Consequently, for the case studied experimentally that gives the biggest difference in diffusivities
(¢ = 0.35 withe = 1.9 x 1073 versus 5.5 x 1073), changes in the structure are not detected within
the images as discussed in Sec. S5 of the Supplemental Material [24].

2. Effect of confinement

The strong layering that is observed at large volume fractions could be due to the boundaries,
as all results shown in Figs. 4-9 have been limited to a single confinement ratio of H/d = 10.
Consequently, simulations were performed with bounding walls up to H = 40d, as well as with
periodic boundary conditions in the gradient direction with a period of 10d. Results for the
diffusivities are shown in Fig. 10 at an areal fraction of 0.45 for relatively smooth (¢ = 10~%) and
rough (e = 1072) particles. The fully periodic simulations are located at H/d = oo on the graph.

The diffusivities change little for confinements of H/d > 5 for both values of €, consistent with
results regarding the more general dynamics and rheology of suspensions of non-Brownian spheres
[33,35]. The simulations also indicate that the smooth particles consistently have higher diffusivity
than the rough particles, independent of confinement, for this high volume fraction.
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FIG. 11. Data on the suspension microstructures from simulations for ¢, = 0.45 are shown. (a) The local
areal fraction as a function of position, y, is shown as a function of confinement ratios, H/d, between 5 and 40
for € = 1072, (b) The structure factors S as a function of the wave number A = 27 /g, in the gradient direction
are compared for H/d = 10 and 40 and € = 10~* and 10~2. The structure factor corresponding to the initial
condition for H/d = 10 is also shown.

Figure 11(a) shows, for the rougher particles (¢ = 1072), that the local areal fraction is highly
organized at H/d =5 throughout the gap, with the particles forming layers that are aligned in
the flow direction. For H/d > 5, the particles remain highly organized and aligned with the flow
direction near the bounding walls, but appear to be less organized near the center of the gap as H/d
increases. However, the rough particles do remain organized and aligned in the flow direction even
far from the bounding walls. To demonstrate this clearly, Fig. 11(b) compares the structure factor
S at confinements of H/d = 10 and 40. The structure for € = 10~2 exhibits a strong correlation
at a spacing of one particle diameter at both confinements, reinforcing the idea that layering
occurs, though it does not appear as regular for H/d = 40. The microstructure is not sensitive to
confinement if H/d > 10 for particles far from the walls, as shown in Sec. S3 [24]. Therefore, the
difference between the structure factors for small (H/d = 10) and large (H/d = 40) gaps is due to
a larger fraction of the highly ordered layers near the walls in the narrower channel.

Figure 11(b) also compares structures for the smooth and rough particles. At the same spacing of
the bounding walls, the smoother particles are seen to be less organized, as indicated by the smaller
amplitude of S at the wavelength . = d. This amplitude is comparable with that of the random
initial distribution shown by the dotted line in 11(b) (the structure factor of the initial conditions
exhibits a small peak at A & d due to the excluded-volume interactions between the particles). Note
also that, unlike the rough particles, the structure factors of suspensions of smooth particles are
not sensitive to the gap width, which indicates that even near walls organization of the smooth
particles is much weaker (see Sec. S3 [24] for additional details). Consequently, the diffusivity of
the smoother particles remains higher than that of the rougher particles (see Fig. 10) regardless of
the degree of confinement since the smoother particles experience more irreversible contacts.

Figure 12(a) compares diffusivities across a wide range of concentrations for unbounded (peri-
odic) and bounded (H/d = 10) suspensions of rough and smooth particles. The same trend is seen
for the unbounded system as for the bounded one: diffusivities are larger for the rougher particles
at small concentrations but are smaller at high areal fractions. Whether bounding walls are present
or not, roughness promotes particle layering and an associated reduction in diffusion. Figure 12(b)
confirms, for the case of ¢4 = 0.45, that layering occurs more strongly for particles of roughness
€ = 1072 versus € = 10~*. Furthermore, even though the structure factor S for rough particles in a
bounded system exhibits some dependence on the gap width H, it approaches S of the unbounded
system for a sufficiently large gap (H = 40d); see also Sec. S3.A [24].
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FIG. 12. (a) Diffusion coefficient calculated from monolayer simulations is plotted as a function of ¢, for
unbounded (periodic) and bounded (H/d = 10) systems for two values of roughness, €. (b) Structure factors
S in the unbounded and bounded systems for ¢4, = 0.45 and H/d = 10; A is the wave number in the gradient
direction. For comparison, the structure factor corresponding to the initial condition for the bounded system is
also shown.

3. Polydispersity

To investigate a means of disrupting particle layering and the effects on the diffusivities of rough
and smooth particles, a nonmonodisperse size distribution was simulated. The particle diameters
(d;, i = 1 to N) were selected from a normal distribution with mean size d and standard deviation
o, though diameters smaller than 0.1d and larger than 2.5d were rejected.

Figure 13(a) shows the diffusivities D}, = Dyy/ yd? calculated using the mean diameter d for
¢ = 0.45. For the rough particles, the d1ffus1v1ty increases with polydispersity and approaches
the diffusivities computed for smooth particles which remain relatively constant with respect to
o. Changes in the microstructure with polydispersity and roughness, as shown in Fig. 13(b),
can explain the relative values of the diffusivities. For rough particles, the structure is relatively
unorganized for polydisperse (o = 0.4d) versus monodisperse (o = 0) size distributions. The latter
case exhibits regular oscillations with a period corresponding to the mean diameter d, whereas
the oscillations are disrupted by the wide distribution of particle sizes for the polydisperse case. The
bulk areal fraction profile of smoother particles (¢ = 10~*) suggests that they are also less organized

6.0x10"
*
Dyy
4.0x107 4
o/d=0, e=1072
o/d=04,e=10"2
L e=107""
o/d=04,e=10""
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FIG. 13. Results from monolayer simulations are shown for € = 1072 and 107, an areal fraction of ¢, =
0.45, and H/d = 10. (a) Dimensionless diffusion coefficient as a function of polydispersity, which is quantified
by the standard deviation o of the particle diameters. (b) Average local areal fraction profile foro = 0 and 0.4d.
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upon increasing polydispersity. However, the angular distribution function g(6; §) shown in Fig. S7
[24] indicates that the polydispersity has a negligible effect on their microstructure near contact.
Hence the polydispersity has little effect on the diffusivities of sufficiently smooth particles.

VI. DISCUSSION AND CONCLUSIONS

Evidence presented here indicates that two regimes of shear-induced diffusivity exist: when
compared to smooth particles, rougher particles diffuse more rapidly at low concentration and less
rapidly at high concentrations. The former result is consistent with models of diffusion in the limit
of dilute concentrations [23], where contacts between larger asperities on the surface of rougher
spheres drive larger net displacements of the particles during collisions. However, the dependence
of diffusivity on the roughness reverses at a volume fraction of approximately 0.25 and the smoother
particles become more diffusive than roughened ones. For these larger concentrations, numerical
investigations have revealed that rough particles tend to organize into successive layers oriented
parallel to the flow. Consequently, rough particles collide and diffuse less than the smooth particles,
which remain relatively disorganized.

Numerical studies also predict that particle diffusivity, as well as the organization into layers,
is independent on the level of confinement for gaps of size H/d > 10. Sufficient polydispersity of
the particle size distribution decreases the organization of the particles into layers at large volume
fractions, thus suppressing the effect of particle roughness on diffusivity.

The nonuniform dependence of diffusivity on particle roughness at high and low concentrations
may help account for the large discrepancies reported in the literature, as seen in Fig. 1. Large
variations in the roughness can cause differences of a factor of two or more in the diffusion
coefficient. Furthermore, rougher particles previously would have been assumed to give consistently
higher diffusivities, but in fact there should be a crossover in the relative values of the diffusivities
for rough versus smooth particles at intermediate volume fractions of around 0.25.

The simulations qualitatively predict the unexpectedly lower diffusivities at large ¢ for rougher
particles using a simple description of the particle interactions. However, the quantitative values
for the measured and predicted diffusivities differ considerably; there is a factor of ~4 difference
at ¢ = 0.25 and =6 at ¢ = 0.35. Continuing work will add complexity to the model to better
align the quantitative values of the predictions with the experimental measurements. Additional
components of lubrication interactions and frictional contacts [36] will be included; the latter effect
can increase shear-induced diffusivities by large factors according to the simulations of Gallier [37].
These simulations will be used to further investigate the relationship between structure, roughness,
and diffusivity.

Microstructural changes in non-Brownian suspensions have long been recognized to dramatically
influence their rheology. The strong interplay between microstructure and rheology is evidenced
for instance by changing the macroscopic flow field, as with shear reversal and oscillatory flows
[34,38—40]. Remarkably, the results presented here show that the microstructure can also be altered
by microscopic changes occurring at the scale of particle contacts. When changing the particle
roughness, the suspension is more likely to organize into layers, particularly at high concentrations.
The interplay of particle interactions over short ranges (i.e., roughness) and microstructure must
therefore be considered when evaluating dynamic quantities, such as the shear-induced diffusivity,
in addition to the rheology of the suspensions.
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