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The behaviour of fibre suspensions in dilute polymer solutions at high Deborah
numbers is analysed. In particular, we calculate the change to the extension of the
polymers and the orientation of the fibres caused by hydrodynamic interactions
between the polymers and the fibres. At a sufficiently high Deborah number the
combined effect of the fibre velocity disturbances and the mean shear flow produce a
dramatic increase in the extension of the polymers, similar to the coil-stretch transition
observed in extensional flow.

The non-Newtonian stresses caused by the polymers produce a perturbation to the
angular velocity of the fibres, giving rise to a net drift across Jeffery orbits towards the
vorticity axis. Unlike the second-order-fluid analysis of Leal (1975), this effect does not
depend on the second-normal-stress difference.

1. Introduction

The shear-flow behaviour of fibre suspensions in Newtonian fluids has been an active
area of research dating back to Jeffery’s (1922) calculation of the orbit of an ellipsoidal
particle in a linear flow. However, in many practical applications, such as injection
moulding, the suspending fluid is viscoelastic. In this paper we investigate the case
when the suspending fluid is a dilute polymer solution at shear rates which are large
compared to the relaxation rate of the polymer (i.e. high Deborah numbers).

At high Deborah numbers the addition of small amounts of polymer to a Newtonian
fluid can produce a large increase in the viscosity measured in an extensional flow.
However, in simple shear flow the increase in viscosity is very much smaller. Similarly,
the addition of fibres to a Newtonian fluid produces a much smaller increase in the
shear viscosity compared to the increase in extensional viscosity of the suspension. A
question arises as to what happens to the shear viscosity of a mixture of both fibres and
polymers. If the fibres and polymers behave independently then we would expect only
a small change in the viscosity of the suspension. On the other hand, it is possible that
there may be interactions between the fibres and the polymers which give rise to a much
larger increase in viscosity.

In an extensional flow the polymers stretch parallel to the extensional axis, so that
the velocity difference across the molecule, and consequently the stretching force,
increase as it extends. By contrast, in shear flow the polymer molecules stretch in the
flow direction, perpendicular to the velocity gradient, and so the velocity difference
across a molecule remains small. In a fibre suspension the polymers no longer
experience purely simple shear flow, because of disturbances produced by the fibres. If

the effect of these disturbances is to rotate the polymers away from alignment with the
7-2
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FIGURE 1. Sketch of an elastic dumbbell.

flow direction, then the shear flow can stretch them further. In §2 we use the method of
averaged equations to calculate the average extension of a polymer molecule in a
random suspension of fibres undergoing simple shear.

The analysis is based on the method used by Shaqfeh & Koch (19884, b) to study the
alignment of an axisymmetric particle flowing through a random fixed bed. Their
predictions of particle orientations have been verified by light scattering measurements
(Frattini ez al. 1991). In a recent paper, Shaqfeh & Koch (1992), applied this technique
to polymer solutions flowing through a random fixed bed of fibres or spheres. Above
a critical flow rate, the polymers become highly extended, causing an increase in the
resistance to flow. Experimental measurements of flow through fixed beds (e.g. James
& MacClaren 1975) find a significant increase in flow resistance when a small
concentration of polymer is added to a Newtonian fluid.

The orientation of an isolated fibre in Newtonian fluid follows one of a family of
closed curves called Jeffery orbits (Jeffery 1922), depending on its initial orientation.
The distribution of a suspension of fibres between different Jeffery orbits cannot be
found from the motion of an isolated fibre, but depends on secondary effects such as
interactions between fibres. In the case of a weakly non-Newtonian fluid, the non-
Newtonian stresses are expected to perturb the Jeffery rotation and may cause the
fibres to drift between Jeffery orbits. Experimental observations of the motion of fibres
in polymer solutions (Bartram, Goldsmith & Mason 1975) find that the fibres in
general drift towards an alignment parallel the vorticity axis. For low Deborah
numbers, Leal (1975) calculated the perturbation to Jeffery orbits for a second-order
fluid. His analysis predicts a drift towards the vorticity axis for fluids with a second-
normal-stress difference, in qualitative agreement with experiment. However, [so,
Koch & Cohen (1993) observe that fibres also drift towards the vorticity axis in
polyisobutylene Boger fluids (Boger 1977), which have zero second-normal-stress
differences (Magda et al. 1991). In §3 we show that at high Deborah numbers fibres
drift towards the vorticity axis due to a mechanism which is independent of the second-
normal-stress difference.

Throughout this paper n denotes the number density of fibres and / the fibre half-
length. The fibre aspect ratio r, is assumed to be large so that results of slender-body
theory (Batchelor 1970) can be used. Our analysis is performed first for the dilute limit
(nl® € 1), and then extended to semi-dilute suspensions (1 € n/® <r) in §2.6. The
extension to semi-dilute is important because it is in this limit that the largest effect on
the polymer stress is to be found.

Cartesian coordinates (x, y, z) are defined such that 1 (or x) is flow direction, 2 the
gradient direction and 3 the axis of vorticity, and in these coordinates the unperturbed
shear flow is given by

u* = (yy,0,0). ty)
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2. Polymer conformation
2.1. Polymer model

The distortion of a polymer molecule by the flow is modelled as the extension of an
elastic dumbbell consisting of two beads joined by an elastic spring (Kuhn & Kuhn
1945). This represents the gross distortion of the molecule in terms of a single vector
R* (see figure 1), the bead separation. The simplest model employs a linear (Hookean)
spring and constant hydrodynamic friction, for which the evolution of R* is given by

dR*
ds

where « is the relaxation rate of the polymer. The probability distribution P(x*, R*)
obeys the conservation equation

oP .

gt U VP4V (R*P)=2D,, Vi P =0, 3)
where D,, is the bead diffusivity. Here we assume that the Péclet number is large so that
diffusion of the dumbbell’s centre of mass can be neglected.

At this point it is useful to introduce dimensionless variables by scaling lengths with

the fibre half-length, /, and time derivatives with the shear-rate y. The polymer
extension R is scaled on its equilibrium value in zero flow so that

= R* = R* - V*u* —«R*, (2)

R* = R2D,,/x)}, x*=xl, and r*=y7't @)
The Deborah number, D is defined to be
D =y/x. (5)
In dimensionless variables (2) becomes
R=R-Vu—(1/D)R. (6)

This model has the correct behaviour for small distortions, but behaves unphysically
in extensional flows with D > 1 (see Rallison & Hinch 1988). This can be remedied by
using a finitely extensible nonlinear elastic (FENE) spring law (Warner 1972), which
prevents the dumbbell from extending beyond a maximum length R,,. For this model
1/D in (6) is replaced by the f{{R|)/D where

1
AR) = T—RRE Q)

In the following subsection we will develop the theory using the linear model and
discuss the modifications for the FENE model in §2.4.

2.2. Polymers in a fibre suspension

We now seek the average extension of a polymer in a dilute suspension of fibres
undergoing simple shear flow. The polymer is assumed to be sufficiently dilute that it
does not affect the dynamics. Therefore, strictly speaking our results are valid only for
extremely low polymer concentrations when the solution is effectively Newtonian, but
it is hoped that the results remain valid, at least qualitatively, at higher concentrations.

For a homogeneous suspension it suffices to determine the polymer conformation
distribution at a single point in space. We define the joint probability density function
for the extension of the polymer, R, at the origin and the positions, x; and
orientations, p,, of the fibres to be

P(R,x,,Pys s Xns P b)s
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which satisfies the conservation equation

N
%1,—)+Z[Vx,-'(xi1’)+v,,i-(piP)]+VR-(RP)——;5V§p=0, ®)
i=1

We will use two different forms of ensemble average; the first, denoted by { >,,

(@), = J(H d3x, dzpi) QP(R,x,,p,,...,1), C)]

i=1

is the average over positions and orientations of all of the fibres; and ),

>, = j(]:[ d3x, dzpi) QP(R,x,,p,,...,1), (10)

represents the conditional average with a fibre at position x and orientation p.

In order to proceed with the analysis we need to make a number of simplifying
assumptions. First, the disturbance caused by the entire suspension of fibres is
approximated as the sum of disturbances caused by each individual fibre in the absence
of the other fibres (i.e. we neglect fibre—fibre interactions). This approximation involves
errors of order (n/?)%. Second, we assume that the dominant contribution of the fibres
to the mean extension of the polymer comes from fibres at distances of the order of a
fibre length from the polymer. Each interaction causes only a small disturbance to the
flow at the origin of order 1/log (), but the combined effect of a large number of such
interactions has a significant effect on the extension of the polymer. A fibre which
passes within a fibre radius of the polymer will produce a large disturbance, and may
cause a large extension of the polymer in a single interaction. However, the probability
that a fibre will pass that close to the origin is #/3/r? which is negligible for fibres of high
aspect ratio. Furthermore, in the neighbourhood of a fibre the relative flow is parallel
to the fibre and so the effect of close interactions is less important here than in the case
of a fixed bed considered by Shagfeh & Koch (1992). Third, we assume that the
Deborah number is large so that the relaxation of the polymer can be ignored during
an interaction with a fibre. However, the effect of relaxation between interactions is
included.

It is convenient to express the velocity u as

u=u+u, (11)

where u, = (y,0,0) is the unperturbed shear flow and ' is the perturbation caused by
the fibres, which is smaller by a factor of 1/log (r) than the mean flow. Since «' is small,
at leading order the joint probability density function, P, will be equal to the
uncorrelated distribution for the polymer and the fibres,

N 13

Py = QR [T 58P0, (12)

where £2(R) = {P), is the probability distribution for the extension of the polymer and
g(p) is the orientation distribution of a fibre in shear flow.

For a dilute suspension of fibres the leading-order contribution to the correlated
distribution comes from correlations between a single fibre and the polymer. Thus we
may approximate P’ = P— Py in the form

N 13 N 13
P=% TR, x;. py) IT ey, (13)

i=1 J=1,7#1
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where (I*/V) 2(R) g(p) + Q2,(R, x, p) = {P), is the joint probability density for a fibre
and a polymer. This expression for P’ neglects correlations involving more than one
fibre which are of order n/® smaller.
Integrating (8) over x, and p,, and using the expression for P given by (12) and (13),
we obtain
R 1

=~ plV (R)+ViQ]+ Vg (R-Vu), Q)

=—nl*V,- (R . fdax d*p V(uf>1.Ql>‘ (14)

To close this system we need a second equation for ©,, which is obtained by taking the
one-particle conditional average of (8) and subtracting n/®g(p) x equation (14), which
yields

082,

ST (024 Y, (P02~ 5 Ve (R2)+ V32

+ Ve (R-V<up,2)) = —g(p) Vg - (R- V'), Q). (15)

Since the velocity disturbance u’ is small compared to the shear flow, the average
rotation rate of the fibre (g, is equal to the Jeffery rotation rate at this approximation.

The time taken for the fibre to pass the polymer is of order unity, and so the change
in the extension of the polymer caused by a single interaction is of order 1/log (r). The
terms

(1/D)[Vg - (RQ)+ Vi 2)]

correspond to the relaxation of the polymer during the time of the interaction and may
be neglected provided that D > log (¢).

The term

Ve (R-V{u),2,) = R,002,/0R,

represents the stretching of the polymer by the shear flow. During the time of an
interaction, the shear flow changes R, by an amount of order R,. We shall see later that
R, is or order 1/D smaller than R, and so the relative change is only of order 1/D. Thus
this term may also be neglected for D > log ().

Thus in the limit when D > log (r) the steady-state value of £, satisfies

y08,/0x+V, - (p2)) = —g(p) Vg - (R- V{u'); 2)+ Onl’,log(r)/D).  (16)

The terms on the left-hand side of (16) represents convection of the disturbance £,
along a fibre trajectory, and can be rewritten in the form

y d
ma(w@(s)) Q,), (17)

where s is the x-coordinate of the fibre position along the trajectory, and the integrating
factor, w, is given by

) =stVp-p'. (18)
Integrating along a fibre trajectory, we find

Q,=- y—wl@ j;sm dsglp()) lp(s)] Vg - [R - V<u'>, (x(s), p() 2] (19)



192 O. G. Harlen and D. L. Koch

Substituting this expression of 2, in (14) and noting from continuity that V . ('), =0,
we obtain

aa_?wR-(R-v<u>09)—%vR-(RQ)+VR-(d-VRQ) =0, (20)

where the anisotropic diffusivity d contains two terms: an isotropic term from the
Brownian diffusion of the beads, and a second anisotropic term due to the fibres.

dy = (1/D) 0y +nl*My, R Ry, 2D

Here, we have used Einstein’s suffix notation for clarity. The tensor M, is essentially
a correlation of the velocity gradient perturbation along a fibre trajectory,

My = [@xp¥uiy, s [ dsolp@) eIV, @)

Equation (20) involves errors of order (n/®)* and (n/*log(r)/D). Calculation of the
tensor M, is left until §2.5. For a dilute suspension of fibres the largest contribution
to the integral comes from the 1/r fraction of fibres which are at an angle of order unity
from the flow—vorticity (1,3)-plane. The velocity disturbances produced by these fibres
are of order 1/log(r), and so M, will be of order 1/rlog®(r).

We define A to be the second-moment tensor

A= Jd3R P(R)RR, (23)
and taking the ensemble average
A, = J- d*RQ(R) RR, (24)

multiplying (20) by RR and integrating over R, we obtain a closed equation for (4),.
At steady state (A), satisfies
Ao 0kt o+ (A Do 0 (100 — (2/ DY (K Ay Do —8yy)
= nla[(Mikjm + Mjkim) <Akm >0 + Mlcmz‘]c<Amj>0 + Mkmjk<Aim >0] (25)
This set of six coupled linear equations could be solved for general D, but we will
instead examine the limit of large D when the largest terms on the right-hand side are

of order n/®*D?. Neglecting smaller terms and noting that {u), = u,, the 11, 12 and 22
components of (25) are respectively

D<A12>o_ <A11>0+ 1~0,
D<A22>0_2<A12>0 ~ 0, (26)
—{ Aot 1 ® —Dnl*M,,,{4,1),
with solution
D? D 2

T e B, VA ) v

2 2121 2121
(27)

(For a dilute suspension of fibres we will find (equation (51)), that M,,,, =
0.038/rlog?(r).)

(Ao ®
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FIGURE 2. The polymer contribution to the shear viscosity, 2{4,,>,/D, as a function of Deborah
0.001;...... ,nl*M,.,, = 0.01.

number at various fibre concentrations: ——, n/® = 0;———, nl*M,,, = 0.001;

The average stress within the suspension is equal to the sum of the solvent stress and

the stresses exerted by the fibres and the polymers. The contribution from the fibres is
of order n/®/r times the solvent stress and is, therefore, negligible. For a concentration

of n, dumbbells per unit volume of bead radius R, the polymeric stress is given by
o® = (2¢/D) <Ay, (28)
where ¢ = n, R} is a measure of the volume concentration of dumbbells. The effective

shear viscosity of the suspension is therefore given by

HMsnear = 1 +(2C/D) <A12>0'
In the absence of fibres (A4,,>,/D is equal to 0.5, and so the shear viscosity is constant.
With the addition of fibres, the viscosity increases with Deborah number as
2c 29)

=l4+—Fg—7
+2—D3n13M2m

:u’shear

This increase is illustrated in figure 2 which shows the variation in the polymer
contribution to the shear viscosity, 2{4,,>,/D (= (Ugnear — 1)/ ¢), with Deborah number.
The first- and second-normal-stress differences are respectively
cD?
(KA1 00— Ag200) = - DnPM,
cD’nl¥ (M g9 — Myys,)
2—-D%nl*M,,,,

c({Ayg0o—<AggDo) =

At a critical Deborah number of
Dcrit = (2/n13M2121)%

the dumbbells become infinitely extended and the viscosity and normal stresses become
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infinite. Although this behaviour is obviously unrealistic and may be corrected by
changing to an FENE dumbbell model (see §2.4), the critical Deborah number marks
the transition of the polymer from a coiled to a highly extended configuration, and
corresponds to the onset of strongly non-Newtonian behaviour. For a dilute suspension
of fibres the critical Deborah number is

nl® \73
D,y =3.7x (r Tog® r) R

and will in practice be quite large, since n/®/r < 1.

The above results are for steady state, but we can also estimate the time required for
unextended polymers to become extended. In a pure shear flow, fluid elements separate
algebraically in time and so the extension of the dumbbell increases approximately
linearly with time. In a sheared fibre suspension, the time-dependent version of (26)
is

G 2 ‘
<_a;1_>0_2<,412>0+5(<A11>0— 1) =0,
oA 2
< a;2>0_<A22>0+B<A12>0 ~ O, (30)
oA 2
M+B(<A22>O— 1) = 2nl3M 5, {A 1 00- )

ot

At high Deborah numbers we may neglect terms of order 1/D, in which case {4,,),
increases exponentially in time as

(Ao = exp[(4nl*Myy, ) 1]. 31)

Hence, the dumbbells stretch in a time of order D, /y.

2.3. Physical mechanism

A coil-stretch transition of this kind occurs in the absence of fibres in linear flows
where the extension rate is greater than the rate of rotation, but not in simple shear
flow. Simple shear is the special case where the extension rate and rotation rate are
equal, and the rotation is just sufficient to prevent the extensional component of the
flow from stretching the polymer. The velocity perturbations caused by the fibres affect
this balance between extension and rotation in such a way that the extensional
component of the flow is able to produce a catastrophic increase in the extension of the
dumbbell.

For flow through a fixed bed, Shaqfeh & Koch (1992) show that the velocity
disturbances caused by the fibres produce a coil-stretch transition at a critical Deborah
number dependent on the fibre density. The mean flow through the bed is uniform and
so it does not contribute to the extension of the dumbbells, but merely convects them
through the bed. Conversely, in a sheared suspension of fibres the mean shear flow has
an extensional component and so it is possible for there to be a coupling between the
fibre disturbance velocity and the mean flow.

To see how this coupling works, consider a single interaction between a fibre and a
dumbbell which is initially extended in the flow direction, as sketched schematically in
figure 3. As the fibre moves past the dumbbell, the velocity disturbance created by the
fibre deflects the ends of the dumbbell from their original streamlines. The fibre rotates
as it passes the dumbbell and so the two ends of the dumbbell experience a slightly
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(ii) ? /
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®

(iii)

«M—’

FIGURE 3. Sketch of the mechanism for stretching the dumbbell. (i, ii) The velocity disturbance caused
by a passing fibre rotates the dumbbell in the gradient direction. (iii) The rotated dumbbell is
stretched in the flow direction by the shear flow.

different flow history, and in general will be displaced by different amounts from their
original streamlines. Thus a dumbbell which was initially aligned parallel to the flow
direction is rotated slightly in the gradient direction. The breaking of the flow
symmetry by the rotation of the fibre is crucial to this rotation of the dumbbell, and
would not occur for a suspension of spheres.

As a result of the interaction, the two ends of the dumbbell now lie on different
streamlines and consequently the mean shear flow will stretch the dumbbell in the flow
direction. Thus the initial extension in the flow direction has been enhanced via a small
rotation in the gradient direction caused by the fibre, which enables the shear flow to
stretch the dumbbell.

It is therefore the mean shear flow rather than the fibre velocity disturbance which
is primarily responsible for stretching the dumbbells, in contrast to the case of flow
through a fixed bed where the flow perturbations are responsible for stretching the
dumbbells (Shaqgfeh & Koch 1992). The most important effect of the additional bead
diffusion is the relative diffusion of the ends of the dumbbell in the gradient direction.
Consequently, it is the 22-component of d which appears in the solution for {4,,>,.

Between interactions the dumbbells will try to relax back to their equilibrium
conformations. However, for a sufficiently large fibre concentration, the frequency of
interactions will be too high for the dumbbells to have sufficient time to relax before
the next interaction with a fibre. The feedback mechanism outlined above will then
cause an infinite extension unless prevented by a nonlinear spring.

2.4. FENE dumbbells

For the linear dumbbell model, there are no steady solutions for (A), at Deborah
numbers above D_,,. This singular behaviour also occurs in extensional flows and may
be remedied by changing to a nonlinear spring which prevents the dumbbells from
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FIGURE 4. The polymer contribution to the shear viscosity, 2f{4,,),/D, for FENE dumbbells with
R, =30 as a function of Deborah number at various fibre concentrations: , nl?=0;
——— nl*M,,,, =0.001; ...... , ml3M,,, = 0.01.

extending beyond a finite limit. The change from linear to FENE dumbbells does not
affect the averaging over configurations, because the relative velocity of the beads due
to the spring force does not depend on the fibre configuration and the relaxation of the
dumbbell is neglected during the interaction with a fibre. Thus the only change to (20)
is to replace 1/D with f{R)/D. However, with this change it is no longer possible to
form an exact closed equation for the second moment, {(A),. To close this system we
use the closure approximation introduced by Peterlin (1966) in which the nonlinear
function f{R) in (7) is approximated by f{TrA4):. With this approximation the second-
moment equations become

D{A 00— K410, +1 =0,

D{Ayy»0—2/{A4,,00 = 0,
—f<A22>0+ I~ _Dn13M2121<A11>0’
_f<A33>o +1l= —Dn13M3131<A11>0~

In the limit when R, is large, fis approximately unity except when <{4,,>, > {4,,>¢
or {Ay;),, and consequently f may be approximated by

(32)

R2

= -m 33
f R?n_ <A11>0 ( )
With this approximation fis the root of the quartic equation
2R: f*—2R% f*—D*(1+nl*M,,,, DR*)f+nl*M,,,, D°R2, = 0, 34)

with /> 1.
The shear viscosity of a solution of FENE dumbbells is given by

Hshear = 1 +(2¢f/ D) {Ayp),.
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FIGURE 5. The polymer contribution to the shear viscosity, 2f{4,,>,/D, as a function of Deborah
number for different values of R, with ri*M,, = 0.001: , R,=ow; ——, R =100;
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In the absence of fibres 2/{A4,,>,/D decreases with Deborah number, so the solution
is weakly shear-thinning. With the addition of fibres, however, it increases with
Deborah number, as shown in figure 4 (for R, = 30). The effect of varying R, is shown
in figure 5. For finite values of R the shear viscosity does not become infinite, but
asymptotes to a constant value of

Hshear ™~ 1+2%CRr2n(nlaM2121)% (35)

at high Deborah numbers. In deriving this expression for the limiting viscosity the
hydrodynamic stress exerted by the polymer is calculated from the drag on the beads.
In extensional fiow this method produces an incorrect scaling for the limiting viscosity
as a function of R . In this limit, the polymers are extended to their maximum length,
and so behave like rigid fibres of length R, . This provides an alternative expression for
the limiting viscosity as

2R3

Hanear ~ 1+ 370 R (0 Mo ). (36)

This predicts an increase in viscosity proportional to R? rather than R?, giving a larger
value of the limiting viscosity than equation (35).

2.5. My, for a dilute fibre suspension

In the previous subsections we derived the scaling for the extra diffusivity produced by
the fibres and discussed its implications for the extension of the polymer. However, we
did not calculate the values of the components of the tensor M;,,. From (22), M,
is given by

dsw(p(s)) g(p(s)) <V, 4>,

My, = stx d2P<Vj Uy,

1 j’
yu(p) —cosgn(y)
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It proves easier to evaluate this integral in Fourier space, and by taking the transform
of (20) and applying the product theorem we obtain

1 k) a(—k) [*

(- -
—_ 3 2
My =g [ @p CPECR " atsprapra, o

8n®

where # is the transform of the velocity disturbance, defined by
i= fd“x e *(uy,, (38)

and the {-integration is along a streamline in Fourier space. In Fourier space the
streamlines of the shear flow are lines of constant &k, and k,. For k, > 0 the direction of
motion is towards negative k, and for k, <O towards positive k,. Therefore, the
{-integration is from cosgn(k,) to k,. The integrating factor & is now given by

do/dg =, - p. (39)

To proceed further we need expressions for the velocity disturbance 4, the rotation
rate, p, and fibre distribution g(p). In deriving (37) we assumed that non-Newtonian
effects are negligible, and that the rotation rate of the fibres is approximately equal to
the Jeffery rotation rate.

In Jeffery orbits, fibres of high aspect ratio (r » 1) spend nearly all of their orbit in
alignments approximately perpendicular to the gradient direction, and at any one time
only an O(1/r) fraction of the fibres are in orientations with |p,| greater than 1/r. The
velocity disturbance caused by an aligned fibre is smaller by a factor of 1/r* from that
caused by a fibre with p, of order unity. Thus, the dominant contribution to the integral
comes from the 1/r fraction of fibres with p, of order unity. We will therefore only
consider interactions with fibres with |p,| > 1/r.

We introduce polar coordinates in which 8 is the angle between the fibre and the flow
direction (1) and ¢ is the angle between the gradient direction (2) and the projection
of the fibre in the gradient, vorticity (2, 3)-plane. This is the coordinate system used by
Koch & Shagfeh (1990), but differs from that used by Jeffery (1922). In this coordinate
system the rotation rate of a fibre with {#] > 1/r at leading order in 1/r, is

6 = —sin®fcos ¢, ¢ =0, (40)
so that ¢ remains constant along an orbit, and 6 varies with ¢ as
cotf = cotﬁo—(€;k2) cos ¢, 41
1
where 0, is the angle of the fibre at { = k,, and
&(§) = —sin®Bcos ¢. (42)

From Jeffery’s solution, the fibre orientation distribution, g(p) must be of the form

1
gp) = ey, I(¢). (43)
The function 7(¢) depends on the distribution of fibres between Jeffery orbits. In
general, this distribution will be affected by both interactions between the fibres and
non-Newtonian effects. The non-Newtonian drift between Jeffery orbits is calculated
in §3, but in the present calculation we consider the case when the polymer

concentration is sufficiently low that 7(¢) is determined solely by fibre interactions. In
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this case we can use the experimental measurements of Anczurowski & Mason (1967)
for fibres of aspect ratio 18.4 suspended in a Newtonian fluid, which have recently been
fitted with a calculation based on a weak anisotropic rotary diffusivity (Stover, Koch
& Cohen 1992), for which

S

19 = n[4S cos® ¢ +sin® ¢Ji

(44)

The best fit is obtained for S = 17.

In a dilute fibre suspension, the velocity disturbances generated by the fibres are
uncorrelated at leading order in n/3, and so the conditionally averaged velocity
disturbance, {u'),, can be approximated as the velocity disturbance generated by an
isolated fibre in shear flow. This approximation produces errors of order n/?/log (r) in
{u'y,. The velocity disturbance at the origin produced by a fibre at position x is given
by slender-body theory (Batchelor 1970) as

W' = f " AAGx+Ap) - A, 45)

where
1 /1 xx
9609 = g2+ o)

fQ) = —é’i—r)plp? Ap

is the Oseen tensor and

is the force per unit length exerted by the fibre on the flow. Taking the Fourier
transform of (45) and using the results

1
f Aei*Pdx = 2ij,(k - p), (46)
-1
f dxJ(x)e k> = E]E(, —l]c(—l:), 47
we find that # is given by
. 4mip,p,(p (k-p)k\.
u= log (r) \k? K Ji(k - p). (48)

In (46) and (47), j, = (sin x)/x*—(cos x)/x is the first-order spherical Bessel function.
Since # is antisymmetric in k, we can use the symmetry of the integrand in k to write

el /3
ki (*

[ 1 4, .
My = _§1rTrJ: dé T(¢)£d0°s—in70;fdak|71|_ B dgk, 4. (49)

In the special case when i = k and j = / the streamline integration may be performed
by parts to give (no summation over i and j)

1 2n 1 1 ) 9
Mijij = — Tgn—a': Jl) d¢ T(¢) J: d(90 ‘8;12—0'; fw dkl I—kjfw dka [fw dk2 kj ui] . (50)

As discussed earlier (§2.2), M,,,, is of order 1/rlog?r, and integrating, (50) numerically
using the expression for 7(¢) given in (44) we obtain

M,,,, =0.038...x1/rlog?r (51)
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and M, =0.12...x1/rlog?r, (52)

and therefore D, is equal to

erit

nl® \7

Dcrit = 37 X (m) . (53)
It should be noted that the numerical value obtained for M,,,, depends critically
upon the expression for T(¢), which varies with the concentration of fibres and
polymers. In consequence the numerical value should be treated with caution.
However, it is clear that a large Deborah number is required to produce a significant
change in the extension of the polymer in a truly dilute suspension, because the
frequency of interactions between rotating fibres and polymers is low. We would expect
to find lower values of the critical Deborah number for more concentrated suspension,

where the frequency of interactions is higher.

2.6. Semi-dilute suspensions

A concentration of fibres for which n/? is large compared to unity, but small compared
to r is referred to as semi-dilute. In shear flow, the fibres continue to rotate in
approximate Jeffery orbits (see Stover er al. 1992; Koch & Shaqfeh 1990), and
therefore the number of density of fibres with p, greater than order 1/r remains nl?/r,
which is small. Hence, the concentration of rotating fibres is dilute and we may
continue to use the dilute approximations for the rotating fibres for n/® < r. However,
the conditionally averaged velocity {u'), is no longer equal to the velocity of an
isolated fibre in shear flow, because of the presence of fibres aligned in the flow
direction. The orientation distribution of the fibres is determined by interactions
between fibres and these are also different in this concentration regime. Thus M,
remains given by (49), but with different expression for & and T(¢).

In experiments with semi-dilute suspensions of fibres in Newtonian fluids Stover
et al. (1992) found that the distribution of fibres between Jeffery orbits may still be
approximated by (44), but using much smaller values of .S than for dilute suspensions.
Stover et al. obtained a best fit for fibres of aspect ratio 31.9 with S equal to 2 for values
of nl® between 0.6 and 6. The fact that S is smaller for a semi-dilute suspension than
a dilute suspension indicates that a greater proportion of the fibres are in orbits near
the 1,2 (flow, gradient)-plane, which should increase the effect of the fibres on the
polymer.

The velocity disturbance can be found from the ensemble-averaged Green’s function
for a semi-dilute suspension of aligned fibres derived by Shaqfeh & Fredrickson (1990).
The component of & needed to calculate M,,,, is i,, given by

k-

. 4mi k? k k
__ Amp,p, 2k2 P+ﬂ2 zkpl

Py
“z log(rX) k*—a, (k2 +h

)jl(k P, (54)

where

4 _ 1 k*—a,
LT TR\ + (o — ay) KR

—L( (eg—ot)) Ky k
b= ki(k®—a,) + (k*—k3) (kz—al))’
dnnl® B 8rnl® , i
a, = ——log (VX) O(kl)_ 1], Ay = mpjl(kl) +j0(k1)— 1]
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and jj(x) = sinx/x is the spherical Bessel function of order zero. The screening length
X is defined implicitly by
X? =log(rX)/8nnl®.

The dominant contribution to the integral for M,,,, ((50) with i, given by (54)) comes
from wavenumbers of order 1/X, suggesting that M, , should be proportional to
X/rlog?(rX). Integrating the expression for M,,,, numerically for different values of
nl® we find that there is a logarithmic correction to this scaling, with

Xlog(1/2X?) 5
M, 0.069...(——r10g2 ) for 1<nl®<r, (55)
giving a value for the critical Deborah number of
r*log®(rX) )%
D ~ 4.6 x (—~————n1310~g2(1/2){2) . (56)

Thus the critical Deborah number continues to decrease with increasing concentration
throughout the semi-dilute regime. However, the dependence on the fibre concentration
drops from (n/2) for a dilute suspension to (#/®)}t due to the screening of the velocity
disturbance by the other fibres in the suspension.

2.7. Discussion

The preceding analysis suggests that at shear rates above some critical value the
polymers become significantly more extended in a fibre suspension than in polymer
solution alone. To date, however, we know of no experimental evidence for this
phenomenon. The most direct way to measure the extension of the polymer would be
to measure the birefringence, but we know of no experiments of this kind on sheared
suspensions of fibres.

There should also be an associated rise in shear viscosity with shear rate as given by
(35). However, this may be difficult to detect in practice for the following reasons. First,
our analysis neglects the non-Newtonian nature of the fluid and is, therefore, strictly
applicable only to very dilute polymer solutions where the polymer stress is small.
Viscosity measurements of fibres suspended in polymer melts and concentrated
solutions, which are strongly shear-thinning, find that the viscosity becomes less
dependent on fibre concentration as the shear rate increases (see the review by Ganani
& Powell 1985, and Kitano et al. 1988), presumably as a consequence of the
localization of the fibre disturbance due to shear-thinning. For this reason, an increase
in viscosity may be detectable only in Boger fluids (Boger 1977), which have constant
shear viscosities. Second, the orientation distribution of fibres is expected to vary with
shear rate and polymer concentration and this will affect the magnitude of the
parameter M,,,,. There are no simultaneous measurements of shear viscosity and
orientation distribution. For these reasons birefringence may be the best method for
detecting this phenomenon.

3. The effect of the polymer on the fibre motion

In this section we consider the affect of the polymer stress on the motion of the fibres.
The rotational velocity, p, of each individual fibre within a suspension in a dilute
polymer solution may be written as the sum of three terms

P =P +p"+p";
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P’ is the Jeffery rotation rate for a fibre in shear flow, p® is the perturbation caused by
the polymer, and p' is the perturbation caused by the presence of other fibres. The
calculations in the previous section assumed that |p?| < |p'| <|p’|, so that p was
approximately equal to p” and 7(¢) was determined by p'. In this section we calculate
PP and determine its effect on the fibre motion.

We assume that p? and p' are small in comparison to p” so that fibres rotate in
approximate Jeffery orbits. From slender-body theory, p* for a fibre at the origin is
given by

=3[ t-mwopaan 57)

where u? is the velocity disturbance caused by the polymer. In this limit where the non-
Newtonian stresses are small compared to the Newtonian stresses, we can calculate u®
from a perturbation expansion, so that at leading order u?(x) is given by

uP(x) = f d3x'J(x—x) fP(x), (58)

where fP(x) is the divergence of the polymeric stress at position x’ based on the
Newtonian velocity of a fibre in shear flow. For a solution of linear dumbbells, f* is
given by

fP=Q0Qc/D)v-A (59)

and results from gradients in the extension of the dumbbells and does not depend on
its mean value. Consequently, it is useful to split A and the velocity u as the sum of their
average values plus the perturbation caused by the fibre

A=(Ay+A", u=u+u" (60)

The perturbations are of order 1/log(r) smaller than the average values, and at high
Deborah numbers the relaxation time is large compared to the time taken for a
polymer to pass the fibre. Neglecting terms of order 1/log?(r) and 1/Dlog(r), the
evolution of A is approximately given by

(D/Di) Al = (A, - Vil +(Vu)T-(AD,. 61)

In view of the convolution integrals in (57) and (58), it proves easier to work in
transform space. Taking the Fourier transform of (61) we obtain

A= —isz kl(<A>0 ki +fik - (AY,)dk,, (62)

cosgn(k,) ™1

where # is the Fourier transform of «!, given (from (48)) by

4nip,p,(p _(k-p)k) .
log(r) (ﬁ_ k4 )Jl(kp) (63)

12=

The change in sign is because the fibre rather than the polymer is now at the origin.
Taking the Fourier transforms of (57), (58) and (59) we find

2 6c . kik {
b= mll(k )0y —p:py) (é\jk_ ;(2 k) ky Aj, (64)
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FIGURE 6. Sketch of Jeffery orbits near the flow direction. Dashed lines
indicate the direction of p*.

and the rotation rate of a fibre at the origin pP is given by
1 -
.p - 3 -
P =ga f d°kp. (65)

From (62)—(65), the additional angular velocity p* may be written in the form

o ¢
Pi = D log (r) Bz]k(p) <Ajk>0’ (66)

where B, (p) is a four-dimensional integral. This expression for p* neglects terms that
are of relative order 1/log(r) and 1/D smaller from the approximation of A" in (61).
There are also errors of relative order c|{A>,|/D from neglecting the polymeric stress
in u'.

The value of B,;, may be calculated numerically for all fibre orientations. However,
if pP is small the most easily measured consequences of this perturbation come from its
average effect over a large number of orbits. As noted previously, the fibres spend
almost all their time in orientations perpendicular to the gradient direction, and only
for an order 1/r fraction of time is |p,| > 1/r. Additionally, all Jeffery orbits pass within
an angle of order 1/r of the flow direction and so a small drift in angle at this
orientation will produce a large change in the subsequent motion of the fibre. For these
reasons we expect the most significant effects of the polymer on the orientation of the
fibre to occur when p, is small.

3.1. Fibre rotation when p, is small

If p, is small, the rotation rate of the fibre will be small compared to the shear rate, and
so a fibre will not rotate in the time it takes a polymer to pass. This greatly simplifies
the calculation of p° and analytic progress is possible. In this limit the velocity
disturbance caused by the fibre will be linear in p,, and consequently p® will be linear
Ps-

The path of a Jeffery orbit is symmetric in p, (see figure 6), and therefore any
cumulative drift in orbit must come from the 2-component, p5. As a consequence of the
flow symmetry, we find that the only non-zero contribution to this component is
proportional to {4,,>,. In this limit the expression for p§ may be greatly simplified by
elementary algebraic manipulations. At leading order, k,, k, and k - p are independent
of k,, and so the k, integrations in (62) and (65) may be performed analytically. The
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remaining integrals over k, and k, can be simplified by changing coordinates to
z=k-pandy =cos7'[k- p/(k2 k2)] The y-integration can be performed analytically
leaving a single integral over z:

p_ P17 2N 3270 1
=], o0 )

Thus the additional rotation of the fibres caused by the polymer is towards the 1,3
(flow, vorticity)-plane. From the direction of the Jeffery orbits shown in figure 6 it can
be seen that this will cause the fibres to drift to orbits away from the 1,2 (flow,
gradient)-plane and towards the vorticity axis. In the limit when p, and p, are small
compared to 1/r, the logarithm is cut off by the finite aspect ratio of the fibre.

For alignments close to the flow direction, the Jeffery rotation rate is approximately

P{ = —pi— l/rgs Pg = =Py D3> (68)

P, = —~t [(f rtO)]’ p3=%sec[w}, (69)

r

with solution

where C is the Jeffery orbit constant (Leal 1975), which varies from 0 (a fibre aligned
with the vorticity axis) to infinity (a fibre rotating in the (1, 2)-plane).
From (67) the perturbation to p,, is of the form

plz) = —2Kp,, (70)
where « is positive and approximately constant,
~ 3c{ Ao [ 9 _ C<A22>0
X7 : Ji(z)dz)=0.5x% D an

The leading-order contribution to p§ comes from the 12-component of (A}, and is of
order p,p,log(1/|p,))log(1/|p,|). Unfortunately, p§ cannot be simplified in the same
manner as p§ because the k,-integration cannot performed analytically. However, it is
possible to show that p% has the form

Ps = Kp,ps, (72)
where K is positive and

_ €410, l0g(1/py)log(1/py)
k=0 Dlog () )

Thus for p, and p, of order 1/r, p§ is of order K/r* and is small in comparison to p?
provided K/k < r.
The effect of including p¥ is to change the Jeffery orbit (69) to

where b = (1—«%?). Thus the perturbation to p, has two effects. First, the orbit
constant decrease by a factor of exp (—«n) over half an orbit, so that the fibre drifts
towards the vorticity axis. Second, the period of rotation increases by a factor of 1/5.
For « greater than 1/r the fibre no longer rotates at all in the (1, 2)-plane. Instead p,
tends to a constant negative value, pj,

Pl = —k+(KE—1/r), (74)
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and p, increases exponentially, so that the fibre will rotate towards the vorticity axis.
The point p, = p3, p, =0 is now a position of equilibrium, but it is unstable to
perturbations in p,.
3.2. Discussion

The approximations used in deriving the results for this section are valid for high
Deborah numbers when the polymer responds affinely to the velocity disturbance
caused by the fibre. The opposite limit of small Deborah number is analysed by Leal
(1975) using a second-order-fluid model. For small angles away from the (1, 3)-plane
these two different theories predict qualitatively similar behaviour. However, the
mechanisms which give rise to the non-Newtonian perturbations are quite different.
The similarity in the motion generated by these two different mechanisms occurs
because in both cases the induced angular velocity is linear in the disturbance velocity,
and hence linear in p,.

Detailed experimental observations of the motion of fibres suspended in aqueous
poly-acrylamide have been made by Bartram et al. (1975). They observe that fibres
drift towards the vorticity axis and that the period of rotation is considerably longer
than in a Newtonian fluid, in qualitative agreement with both Leal’s analysis and our
small-angle theory. The second-order fluid model requires the existence of a second-
normal-stress difference to produce a perturbation to the fibre rotation rate. Typically,
the second-normal-stress difference of a polymer solution is about one tenth of the
first-normal-stress difference. However, Iso et al. (1993) observe that fibres also drift
towards the vorticity axis in polyisobutylene-based Boger fluids, even though these
fluids have no second-normal-stress difference (Magda et al. 1991). In our anaylsis for
small angles we find that the drift is proportional to ¢{4,,>,/D. In shear flow (without
fibres) (A4,,), is constant for linear dumbbells and so the magnitude of this effect would
decrease with Deborah number. However, in §2 we found that the presence of fibres
will cause {4,,), to increase with Deborah number (equation (27)).

Above a critical shear rate Bartram et al. observe that a fibre placed in the (1,2)-
plane rotates towards the flow direction and subsequently remains aligned in
approximately the flow direction until disturbed by a second fibre. Both Leal’s and our
small-angle theory predict that above a critical value of the relevant non-Newtonian
parameter, in our case «, a fibre rotating in the (1,2)-plane will cease to rotate.
However, the position p, = 0, p, = p} is unstable to motion in the p, direction. From
(68), the time taken for the fibre to drift away from this position is of order 1/|pj|
(which is of order r), and so is of the same order as the period of a Jeffery orbit. Thus
neither theory is able to explain this observation of permanent alignment within the
parameter range for which they are valid. Our theory would predict a stable fixed point
if K is permitted to be greater than unity, whereas the equivalent term for a second-
order fluid is destabilizing.

More recently, Stover & Cohen (1990) compared the drift between Jeffery orbits for
fibres suspended in a polyacrylamide/water/glycerine mixture with Leal’s theory. By
choosing the value of the second-normal-stress difference that provided the best fit,
they found good agreement between experiment and theory. However, they did not
measure the second-normal-stress difference independently to compare the true value
with the value that gives the best fit. Our theory could also account for the drift seen
in these experiments, but does not depend on the second-normal-stress difference.

Johnson, Salem & Fuller (1990) used optical dichroism to study the orientation of
suspensions of hematite particles in Boger fluids. The particles were spheroidal in shape
with aspect ratios between 2.7 and 5.8. For the smallest-aspect-ratio particles (r = 2.7),
the mean direction of orientation in the (1, 2)-plane was at a small angle to the flow
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direction with p, < 0. This is consistent with the perturbation to p, given by (67). They
also studied the motion of these particles in concentrated solutions of monodisperse
polystyrene. The mean direction of alignment of the particles corresponds to p, = 0.25,
at odds with both theory and the Boger fluid experiments.

The drift of the fibres towards the vorticity axis has important implications for the
calculations performed in §2. If a large majority of the fibres are in orbits close to the
vorticity axis the magnitude of the flow disturbance and consequently of M,,,, will be
smaller. However, it is expected that fibre-fibre interactions will prevent the fibres from
becoming completely aligned with the vorticity axis. This is supported by experimental
measurements of the orientation distribution by Gauthier, Goldsmith & Mason (1971)
who find that the distribution is shifted towards the vorticity axis compared to a
Newtonian fluid, but that a proportion of the fibres remain in orbits away from the
vorticity axis. In recent experiments with semi-dilute suspensions of fibres in a Boger
fluid, Iso et al. (1993) find that the orientation distribution of a 0.01 % polyacrylamide
solution is indistinguishable from that for a Newtonian fluid at the same fibre
concentration. Fibre-fibre interactions are stronger in a semi-dilute suspension and
appear to dominate non-Newtonian effects at this concentration. Thus, we would still
expect to see an increase in extension, but the critical Deborah number may be
somewhat larger at higher polymer concentrations.
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