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Abstract: The use of polymer microspheres is becoming increasingly widespread. Along with
their most common applications, they are beginning to be used in the synthesis of photonic crystals,
microstructure analysis and multiplexed diagnostics for disease control purposes. This paper presents
a simple mathematical model that allows us to study the transport mechanisms involved in the
deformation of an elastic microchannel under the flow stream of a power-law fluid. In particular,
we analyze the momentum transfer to a non-Newtonian fluid (Polydimethylsiloxane, PDMS) due
to the deformation of the elastic ceiling of a rectangular microchannel. Hooke’s law is used to
represent the stress—deformation relationship of the PDMS channel ceiling. Stop-flow lithography is
modeled, and the pressure exerted by the deformed PDMS ceiling on the fluid when the microchannel
returns to its original form is taken into account. It is found that the response time of the elastic
ceiling deformation increases with the channel width and length and decreases with the channel
height independently of the power-law exponent of the injected fluid. However, an increase in the
power-law exponent beyond unity causes an increase in the wall-deformation response time and the
maximum deformation of the channel height compared to a Newtonian fluid.

Keywords: intermittent-flow lithography; microchannel; lubrication approximations; power-law
fluids

1. Introduction

The use of polymer and colloid microparticles is becoming increasingly widespread.
In addition to more common applications [1], such as paints, coatings and fractionating
columns, emerging applications like optical devices [2], controlled-release drug delivery
systems [3,4] and disease diagnosis systems [5] are gaining more and more strength, and
while microspheres have been used extensively, non-spherical particles with predetermined
anisotropic features are paving the way for the development of new technologies. These
technologies include the synthesis of photonic crystals [4] and multiplexed diagnostics
microlabs for disease control [6,7]. However, synthesizing these particles is not a simple
task. The emulsion polymerization and suspension polymerization processes based on
traditional approaches, which are commonly used to synthesize polymer particles, do not
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ensure a proper control over morphology and anisotropy, which are crucial aspects in the
design of non-spherical particles.

Ideally, synthesis processes of such complex particles produce large numbers of
monodispersed particles with predetermined anisotropic shapes and properties. In ad-
dition, the process allows for the use of functionalizable and biocompatible materials
depending on the application requirements. In recent years, various processes focusing on
microflows to synthesize particles have been reported in the literature [8]. These methods
involve the convergence of two substances of different phases flowing into synthesiz-
ing devices, typically T-shaped cylindrical tubes [9,10] or other converging geometrical
shapes [11,12]. This setup enables the formation of a large number of monodispersed
droplets [9,13] of a precursor monomer for the desired polymer. The next step involves
light or thermally induced polymerization into solid droplets [14,15]. However, these
methods are significantly limited in terms of the shapes obtained, which typically comprise
spheres or sphere-like shapes such as discs [16,17], half-spheres, core-shell spheres [18] and
obloids [19-21].

New techniques are currently being explored to enhance resolution without compro-
mising the number of synthesized particles. In particular, stop-flow lithography (SFL)
is one such technique. This method induces particle formation between two monomer
flows, which are brought to a stop within the PDMS microchannel before being flushed
out, and this process is repeated cyclically. The efficiency of SFL is closely related to the
response of the microflow system to pressure changes, enabling control over the flow
frequency in each cycle. One approach employed to control the frequency uses pulsed
compressed airflows instead of syringe pumps, thus shortening the response times. Nev-
ertheless, the response time is not instantaneous due to the deformation caused by the
airflow pressure on the PDMS elastomer (microchannel) walls. Given the increased use of
PDMS in constructing microfluidic channels, it becomes imperative to study the effect of
wall deformation on the monomer flow pattern.

The effects of wall deformation in a steady-state rectangular microchannel on the
monomer flow profile have been extensively studied [22-30]. However, the effects on the
flow profile of a non-Newtonian monomer due to the dynamic behavior of the walls and
the geometry of the PDMS microchannel when subject to external pressure pulses have not
been thoroughly addressed. Therefore, it is important to study this behavior in a cyclic
process and determine the time required to reach a steady-state condition for the full cycle.
In our study, we use a power-law model to describe the effect of the PDMS elastomer walls
of a rectangular microchannel on the flow profile of a viscous non-Newtonian fluid in an
SFL process (see Figure 1).
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Figure 1. Schematic representation of the deformation of the rectangular microchannel as a result of a
given flow. (A) Frontal cross-sectional view and (B) lateral view of the microchannel.

Stop-Flow Lithography (SLF) System

Microflow devices usually utilize syringe pumps to inject an incompressible fluid
into the device. Inflow through the needle causes flow transitions that may last several
minutes in the case of systems on a micrometric scale [27]. Therefore, when a rapid dynamic
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response is desired, the use of compressed air to inject the fluids into the device is prefer-
able [28]. Even though compressed airflow devices eliminate the pulse pressure gradient
transition, there are still finite transitions associated with the PDMS wall deformation.

Three cyclic stages are identified in stop-flow lithography, namely flow interruption,
polymerization and fluid flow. During the first stage, thrust pressure on the oligomer stream
through the device is stopped, transitioning from a specified entry pressure determined
by the compressed air device to atmospheric pressure. The flow takes a finite time to stop,
which is a function of the time required for the PDMS channel to retract due to deformation
and then regain its non-deformed rectangular cross-section and flush the fluid out of the
device. During the second stage, oligomer particles are polymerized during the flow stop,
exposing them to UV light by briefly opening (during 0.3 to 1 s) the lamp shutter. During the
third stage, the parent particle flows due to the opening of the three-way valve, causing
the pressure to change from atmospheric pressure to that of the specified entry pressure.
Three specific times can be characterized in this process: the time of flow residence in the
channel (fstop), i-€., the time when flow is stopped (where tstop > time of wall response t;),
the time required to begin particle polymerization (i.e., the shutter time tg},ter) and the
time required to flush the particles out, t;. While tg,,yer and t¢ are easily determined, fstop
can only be determined after the first estimation of t,, that works as a lower bound for the
stop time.

2. Flow of a Viscous Non-Newtonian Fluid Through a Microchannel with Elastic Walls

The mathematical model described here is based on a theoretical methodology de-
veloped by Dendukuri et al. [24] for Newtonian fluids. Here, a generalization of Den-
dukuri et al.’s [24] model is developed for power-law fluids.

2.1. Microchannel Geometry

The system under study is a microchannel of height H (before the deformation caused
by the circulating flow), length L and width W. The microchannel floor is made of glass
lined with a very thin film of PDMS with a Young modulus E = 62 GPa, while the ceiling is
made of PDMS that is several millimeters thick with E = 1 MPa. The PDMS characteristics
used here were taken from Dendukuri et al. [24]. In addition, this choice represents a good
example to determine the characteristic parameters of the system and test new copolymers
that are being synthesized in the Polymer Synthesis Laboratory of the Xochimilco Campus
of the Autonomous Metropolitan University in Mexico City, which will then be used to
replace the PDMS. Thus, the deformation of the channel floor is negligible compared to
that of the ceiling. Figure 2 shows a schematic drawing of the cross section of the deformed
rectangular channel after a pressure pulse. The flow is from left to right and maximum
height deformation in the channel occurs at the entrance and then decreases gradually until
it becomes negligible at the exit.

Figure 2. Schematic representation of the deformed channel under a circulating flow.
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2.2. PDMS Elasticity Modeling

Hooke’s law is used to represent the stress-deformation relationship of the PDMS
channel ceiling, which is given by ¢ = o/E, where ¢ is the deformation, ¢ is the stress
applied to produce the deformation, and E is the PDMS Young modulus [23]. The stress to
which the device is subjected is proportional to the external pressure applied.

2.2.1. Fluid Flow Modeling
To describe the fluid flow under study, we specify the power-law constitutive equation
that relates the applied stresses to the resulting deformations. In the present case, the
dependent variables are the time-dependent flow velocity v and pressure p. The flow is
represented in Cartesian coordinates (x, y,z) and the mainstream flow velocity is directed
along the x-axis (see Figure 2). In this way, the velocity vector field is
v = (0x,0y,0z) = [0x(,2),0,0:(x)]. 1)
For a steady-state, incompressible fluid, the continuity equation reduces to
dvy 00,
772 . 2
ox 0z @
The total stress tensor for this case study will take the following form:

T=—pl+g, 3)

where I is the identity tensor, and a is the shear stress tensor. According to the estab-
lished velocity field, where movement occurs predominantly along the x-direction and the
variations are along the z-direction, the shear stress tensor takes the form

0 0 0y
=0 0 0], (4)
o, 0 0

from which Cauchy’s equation in rectangular coordinates reduces to

IS

doy, . 7d£
dz ~—  dx’ ®)

where h(x) = H + Ah, and 0zx = 0x,. Moreover, the pressure gradient is assumed to be
constant along the x-direction, and hence,

dp_ , dph(x)

Oxz =

If 0y, = 0, then from Equation (6), it follows that z = h(x) /2.
Substitution of the constitutive equation for a power-law fluid

a n
onei(52)

() -12(-12)

where k and 7 are the power-law constant and exponent, respectively. Under the boundary
condition vy = 0 for z = 0, integration of the above equation gives the following expression
for the mainstream flow velocity

e =[] (8- (9] ©

into Equation (5) yields
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where the parameter g = (1 + 1) /n. This equation describes the flow of a power-law fluid

in a rectangular microchannel. If # is an odd number, then Equation (8) describes only

real solutions for the flow velocity. In particular, future experiments will be conducted to

study the behavior of synthesized copolymers and the power-law fluid model employed

here, in addition to approximately describing the behavior of non-Newtonian fluids, allows

mathematical prediction to be made more easily and to correlate the experimental data.
Since vy = vx(x, 2), it follows from the continuity Equation (2) that

h(x)1 (1 ENT T h(x) (99h(x) oh(x)\"
0=y (ew) ralee) (5]
for the z-component of the velocity field. If the above equation is solved for z = h(x),
it results in a non-linear differential equation for the instantaneous deformation of the
microchannel ceiling h = h(x, t).

A solution to the momentum balance equations for the flow of a power-law fluid
in a rectangular channel with an elastic ceiling and rigid floor is here obtained using the
lubrication approximations. For this purpose, (i) a system of characteristic variables is
specified, (ii) an order-of-magnitude analysis is performed for the balance equations, and
(iii) reasonable assumptions based on the physical nature of the phenomenon are made
to simplify the equations and allow an analytical mathematical treatment. This allows for
an objective description of the system and estimation of analytical results to be compared
with previous analytical and/or experimental results.

A PDMS fluid can be considered to be a semi-infinite medium, where the deformations
disappear throughout the channel since the PDMS is several millimeters thick, while the
channel has a height of only a few micrometers (see Figure 2). Thus, the appropriate
length scale to determine the deformation along the z-axis is given by the channel width W,
while the deformation of the channel ceiling will be proportional to the ratios of the height
increase, Ah(x), over the channel width, W, and the applied local pressure, p, over the
Young modulus, E, [23,26], that is

Atx) P, (10)

Qr\/
14 E

Under the above approximations, the height deformation is then proportional to the local
pressure as can be inferred from Equation (10). When the pressure decreases along the
length of the channel, the deformation also decreases along the same direction. The maxi-
mum deformation is therefore observed at the entrance of the channel and is given by

Ahmax ~ m (11)
E

Since the height, H, of the microchannel is much smaller than its width, W, ie., H/W <« 1,
the deformation of the PDMS-ceiling is negligible along the width. As a consequence,
the three-dimensional problem of the fluid flow through the rectangular cross-section
reduces to a two-dimensional problem if the height of the deformed channel h(x,y) is
averaged over the channel width (i.e., along the y-axis), so that the cross-longitudinal section
deformation of the device is given by /(x). In addition, if the flow is due to drag (Re < 1,
where Re is the Reynolds number) as is indeed the case here, the equation describing the
dynamics of the flow will be given by Equation (6). In passing, it is also important to
assume that the PDMS-ceiling curvature is small in relation to the device length.

2.2.2. Coupling between the Elastic Wall and the Flow

When an external pressure is applied to the rectangular cross-section, the device
deforms, causing the ceiling to bulge and then return to its original form when the pressure
is removed. This in turn gives rise to a compression flow that regulates the flow present
in the device. This type of flow is asymmetric in the sense that the flow at the entrance of
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the channel is greater than that at the exit, with the flow being sustained until the excess
fluid is flushed from the device. This process is associated with a characteristic time, which
is a function of the properties of the elastic-wall material (PDMS in this case), the fluid
(oligomer), the channel geometry and the pressure applied. In this elastohydrodynamic
problem, the deformed PDMS ceiling exerts a pressure on the fluid when the microchannel
returns to its original form [27,29].

For small deformations, the pressure exerted on the fluid throughout the channel can
be considered to be proportional to the deformation of the elastic PDMS wall, according to
Equation (11). The length scale for the stress is the channel width, W, so that the pressure
along the channel is given by

p(x) = L&(x) = E(h(xz/v_ H) (12)

where, as it was previously mentioned, H is the height of the non-deformed channel. Thus,
its variation as a function of x will be
dp Eoh
The scale analysis reveals important features of the problem. Since the channel defor-
mation is small compared to the height of the channel, then

Hs P (14
E
Also h ~ H, which means that the deformation can be approximated as Ah ~ PW/E, the
length as x ~ L and the time as t ~ f, (Where t, is the response time of the elastic wall of the
device and must be determined for each of the partial derivatives of the equation describing
the deformation velocity for the microchannel elastic ceiling). Hence, the velocity along the
z-axis becomes

2= 5t T Bt

__oh N pW (15)

while )\ .
oh(x pW
(%) ~ (&) (16
and d7h HpW
oany (2P
h(axq) ( i ) a7
Substitution of Equations (15)—(17) into Equation (9) gives the following relation
W Hi/ ENT'[ 1 (HpW A
PV (Y (2P (P (18)
Et,  21g \ KW g+1\ EL1 EL

Furthermore, since H >> pW/E, the second term inside the brackets in the above equation
can be neglected, so that

q q q+1
, ~ Zala+ DL (KW> . (19)

Hq+1 E

From this equation, two important conclusions can be drawn. First, the response time is
independent of the pressure, and second, it is inversely proportional to the Young modulus
(E) as long as the applied pressure does not cause a deformation of the channel height.

In order to calculate the height deformation along the channel, two dimensionless
variables are defined, namely © = h(x)/H and € = x/L, where h(x) is the variable height
of the channel induced by the pressure gradient, H is the height of the non-deformed
channel, x denotes any position along the channel, and L is the channel length. Thus,
Equation (19) is recast in the form



Fluids 2024, 9, 77

7 of 16

{hg)]ﬁl ~290(q+ 1) (x)q<1<gv>ql. 20)

t \e

A clear limitation of the present method is the use of a power-law model to describe the
behavior of non-Newtonian fluids, which does not take into account rheological properties
that may appear in the system under consideration, as could be the case of thixotropic
fluids, which, being highly viscous, can become more liquid in a time-dependent fashion
when subjected to shear forces, and rheopectic fluids, whose viscosity, on the contrary,
increases with stress over time.

3. Results

For the case of a Newtonian (1 = 1) fluid, the solution is compared with the experi-
mental data provided by Dendukuri et al. [24] for an oligomer consisting of Poly(ethylene
glycol) diacrylate PEG-DA with viscosity # = 5.6 x 1078 mPa s. The case with n = 0.554
and n = 0.716, corresponding to pseudoplastic fluids, is compared with data reported
by Bird et. al. [25] for carboxymethyl cellulose at 1.5 and 0.67% weight/volume in wa-
ter at 25 °C with k = 31.3 and k = 3.04 dyn s” cm ™2, respectively. Finally, for n = 1.2,
corresponding to a dilatant fluid, the results are compared with data obtained from the
Molecular Pharmacy and Controlled Release Laboratory (Internal Technical Report) of the
Autonomous Metropolitan University, Xochimilco Campus, for a glucose solution at 6%,
25 °C and k = 0.0064 dyn s” cm 2.

The approximate solution provided by Equations (15)—(20) allows for a direct estima-
tion of the effects of the channel height, width and length on the response time along with
the dependence of the response time of the channel elastic wall on fluid pressure at the
entrance of the channel. In addition, the results obtained show the effects of each of these
variables separately. This is possible because of the lubrication approximation technique
used, which, on the other hand, provides a simple model for the qualitative description of
all factors involved.

The results of the present model for n = 1 (Newtonian fluid) and different channel
widths (W = 50, 200, 500 and 1000 um) as compared with the experimental data obtained
by Dendukuri et al. [24] (filled dots) are depicted in Figure 3. The model fits qualitatively
well with the linear trend of the experimental data and predicts the response time. In terms
of the root-mean-square error (RMSE), the experimental measurements are predicted with
an error close to 6.4%. As the channel width is increased, the pressure applied due to
deformation of the channel elastic wall decreases, which in turn causes an increase in the
response time.

2.0
E n=1 ® 1.9058]
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1.2 4 e
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Figure 3. Predicted wall response time for the n = 1 fluid as a function of the channel width for a
constant pressure of 3 psi, channel length of 1 cm and channel height of 200 pm (dashed line) as
compared with Dendukuri et al.’s [24] experimental measurements (filled dots).
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Figure 4 shows the dependence of the response time on channel height for n = 1 as
predicted by the model (dashed line). The results are compared with Dendukuri et al.’s [24]
experimental data for H = 2, 10, 20 and 40 um (filled dots). The model reproduces the
experimental linear trend with a 3 s um~! slope. Increasing the channel width causes a
reduction in the recovery stress of the channel elastic wall, with a consequent increase in
the response time. In this case, the model prediction matches the experimental data with
a RMSE of less than about 10%. The response times for the pseudoplastic and dilatant
fluids as predicted by the model are also depicted (solid lines). As for the n = 1 case,
the response time also decreases with H for a power-law fluid. In particular, for the
dilatant case (n = 1.2) the linear decrease closely follows a 3 s um~! slope, while for the
pseudoplastic fluids (n = 0.554 and 0.716), the linear decrease follows a 2.82 s um~! slope.
However, compared to the Newtonian and dilatant power-law fluids, the response time for
the n = 0.554 pseudoplastic fluid is reduced by about four orders of magnitude, while for
the n = 0.716 case, the reduction is approximately of an order of magnitude. In passing,
we note that the response time experienced by the dilatant fluid is only slightly longer than
the one experienced by the Newtonian (n = 1) fluid. As the channel height is reduced,
the response time of the system increases. This occurs because in channels of a smaller
height, there is a greater flow resistance that the fluid must overcome when it is flushed
away from the channel.

10°

10%
10" 4

10°

z
o 107 n=1.2
‘% 107 n=1
g 10° 4 n=0.716
Q.
§ 10

10°

n=0.554
10°
107 T
1 10 100

H(pm)

Figure 4. Dependence of the wall response time on the channel height for a constant pressure of 3 psi,
a channel length of 1 cm and a channel width of 200 um. The dashed line describes the tendency of
the Newtonian case, which is compared with the experimental data of Dendukuri et al. [24] for n = 1.
The solid lines depict the dependence of the n = 1.2, 0.716 and 0.554 power-law fluids.

The effects of the channel length on the wall response time are displayed in Figure 5.
For n = 1, the response times also fit the experimental data for varying channel lengths
(i.e., 0.25, 0.5, 1 and 1.2 cm), all with a constant channel width of 200 um, height of
10 um and pressure 3 psi. The response time for both the Newtoninan and the dilatant
fluid increases linearly following a 2 s um~! slope. No difference is actually observed
between both trends. In contrast, for the pseudoplastic fluids, the response time also
increases linearly but this time with a 3.25 s pum ! slope for n = 0.716 and 3 s pum~! for
n = 0.554. Moreover, compared to the Newtonian and dilatant fluids, the response times
for the pseudoplastic fluids are an order of magnitude smaller than for the former cases.
As expected, the response time is always seen to increase with the length of the channel.
The shorter wall response times shown by the pseudoplastic fluids (n = 0.554 and 0.716)
in Figures 4 and 5 compared to the Newtonian (n = 1) and dilatant fluids (n = 1.2) may
be due to the fact that the former fluids lower their viscosity when subjected to large
shear rates.
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Figure 5. Dependence of the wall response time on the channel length for a constant pressure of 3 psi,
a channel height of 10 um and a channel width of 200 pm. The dashed line describes the dependence
of the Newtonian case, which is compared with the experimental data of Dendukuri et al. [24] for
n = 1. The solid lines depict the dependence of the n = 1.2, 0.716 and 0.554 power-law fluids.

The dependence of the response time on the applied pressure at the entrance of the
channel for the Newtonian fluid (dashed line) as compared with the experimental data
of Dendukuri et al. [24] (filled dots) is shown in the top-left frame of Figure 6. In fair
agreement with the experimental measurements, the response time is almost invariant
to changes in the applied pressure. The experimental data exhibit scattered values of the
response time about the predicted line with small departures from it. Despite the scatter
of the experimental data, the actual RMSE distance between the predicted values and
the experimental measurements is less than ~ 1%. This also evidences an approximate
invariance with the applied pressure. In general, this behavior is expected in situations
where the height deformation is small. However, a pressure increase above 15 psi causes
significant deformation in the channel walls, which in turn causes an increase in the channel
wall recovery elastic stress. This elastic stress increase is compensated when a larger liquid
volume is expelled. The balance between elastic and viscous forces causes the response
time to be pressure-independent for small deformations. Finally, the response time changes
as a function of the y/E-ratio associated with the visco-elastic characteristics of the system.
This means that if an oligomer of low viscosity is used, or a more rigid PDMS device is
built, the response time will be consequently smaller.

The top-right, bottom-left and bottom-right frames of Figure 6 show the wall re-
sponse time as a function of the applied pressure at the entrance of the channel for the
n = 1.2 (dilatant) and the n = 0.716 and 0.554 (pseudoplastic) fluids, respectively. In partic-
ular, the response time for the dilatant fluid decreases as the pressure is increased and is
about an order of magnitude higher than that experienced by the Newtonian fluid at low
pressures. For the pseudoplastic fluids (n = 0.716 and 0.554), the response time is from
two to five orders of magnitude shorter than for the Newtonian case. The response time
follows a trend similar to that displayed by the dilatant fluid, with larger values at low
pressures. However, the differences between low and high pressures is so small that in
general the response time for these fluids can be considered to remain almost invariant
with pressure.
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Figure 6. Dependence of the wall response time on the applied pressure at the entrance of the channel
for the n = 1 (top left), n = 1.2 (top right), n = 0.716 (bottom left) and n = 0.554 (bottom right)
fluids for constant channel height, width and length of 10 um, 200 um and 1 cm, respectively. The dots
displayed in the top-left frame corresponds to Dendukuri et al.’s [24] experimental data.

The predicted response time per unit applied pressure as a function of the exponent
of the power-law fluid model (solid line) is shown in Figure 7. The predicted values
match very well with the experimental data for n < 1 with negligible relative errors.
For n = 1, the predicted value differs from the experimental measurement by a relative
error of ~ 19%. The worst case occurs for n = 1.2, where the error grows to ~ 66%.
The response time increases exponentially for power-law fluids with n > 1 and is very
sensitive to changes in the fluid viscosity. On the other hand, Figure 8 shows the functional
dependence of the response time on the channel width to height ratio, W/ H. In general,
the response time increases linearly with increasing the W/ H ratio. In all cases, the linear
increase has an approximate 2.5 s slope as a result of the reduction in the deformation
curvature of the channel rectangular area. The response times of the Newtonian and
dilatant fluids are similar and converge to the same values at high values of the W/H
ratio. For the pseudoplastic fluids, however, the response times are about four (1 = 0.716)
and six (n = 0.554) orders of magnitude lower than those of the Newtonian and dilatant
fluids. Moreover, the functional dependence of the model computed response time per
unit W/ H ratio on the exponent of the power-law fluid (solid line) is shown in Figure 9
as compared with experimental data from Dendukuri et al. [24] for n = 1, Bird et al. [25]
for n < 1 and present authors for n = 1.2. Sharp variations for more than seven orders
of magnitude occurs when the exponent changes from 0.554 (for a pseudoplastic fluid)
to 1.2 (for a dilatant fluid). The best fit of the numerical data deviates from the model
prediction by a RMSE of ~ 0.016, i.e., by approximately 1.6%.

Figure 10 shows the degree of deformation of the dimensionless channel height as a
function of the dimensionless channel length for the power-law fluids analyzed for response
times of 0.01 and 0.1 s and W/ H ratios of 2.5 and 10. In particular, the top-left, top-right,
bottom-left and bottom-right frames show the variation in the channel height for the n =1,
n = 1.2,n = 0.716 and n = 0.554 fluids, respectively. The model predicts a maximum
deformation of 20% when the response time is 0.01 s and W/H = 10, which is in line with
Dendukuri et al.’s [24] and Gervais et al.’s [23] experimental data.
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Figure 7. Predicted response time per unit applied pressure (in psi) as a function of the exponent
of the power-law fluid model (solid line) as compared with experimental data obtained from Den-
dukuri et al. [24] for n = 1, Bird et al. [25] for n = 0554 and 0.716 and present authors for n = 1.2
(filled dots).
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Figure 8. Wall response time against the channel width to height ratio for all power-law fluid
models considered.
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Figure 9. Predicted wall response time per unit W/ H ratio against the exponent of the power-law
fluid model (solid line) as compared with experimental data from Dendukuri et al. [24] (for n = 1),
Bird et al. [25] (for n < 1) and present authors (for n = 1.2) (filled dots).

The variation in the deformation of the channel height with the W/ H ratio is displayed
in Figure 11 for all fluids analyzed and two different response times (t = 0.01 and 0.1 s).
In general, the height deformation decreases with increasing W/ H ratios. Evidently, as the
deformation area increases, the maximum channel deformation is reduced. Furthermore,
the level of deformation increases with the response time. The model also predicts a depen-
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dence of the maximum deformation on the exponent of the power-law fluid. In particular,
the dilatant (n = 1.2) fluid causes a deformation, Ak, from 2.5 to 3 times the non-deformed
height, H, of the channel. On the other hand, the deformation for the Newtonian and pseu-
doplastic (n = 0.716) fluids is from 0.2 to 0.8 times H, while for the n = 0.554 pseudoplastic
fluid, the change is only from 0.12 to 0.6 times H. As opposed to pseudoplastic fluids,
dilatant fluids become more viscous as more shear is applied. Therefore, they may cause
an increase in the response time as they move slowly across the channel, thereby inducing
a larger channel deformation. This could explain why the maximum height deformation is
considerably larger for n > 1.
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Figure 10. Relationship between the dimensionless channel height and the dimensionless chan-
nel length for the n = 1 (top left), n = 1.2 (top right), n = 0.716 (bottom left) and
n = 0.554 (bottom right) fluids for varied wall response times (f = 0.01 and 0.1 s) and W/H ra-
tios (2.5 and 10).
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Figure 11. Maximum height deformation of the channel as a function of the W/ H ratio for all fluids
analyzed and two different response times (i.e., t = 0.01 and 0.1 s).
4. Discussion

When analyzing separately the effects of the channel dimensions on the response time
for different power-law fluids, we found that as the channel height increases, with all other
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geometric variables remaining constant, the response time decreases for all power-law
fluids analyzed. However, the response time as a function of the type of fluid varies up
to four orders of magnitude. This is due to changes in the flow resistance that must be
overcome by the fluid when flushed out from the channel. This effect is better evidenced
by the behavior of the response time as a function of the W/ H ratio. As this ratio increases,
the maximum height deformation decreases, causing the response time to increase.

It was also found that for power-law fluids with n < 1, the maximum channel
deformations were of 16-80% of the initial height, while for fluids with n > 1, the model-
predicted deformation falls to between 2.5 and 3 times greater than the channel initial
height. This is due to the influence of the fluid characteristics on the behavior of the fluid.

An increase in the exponent of the power-law fluid to #n > 1 causes an increase in the
response time as well as an increase in the maximum deformation of the channel height
compared with a Newtonian fluid (n = 1). This is because fluids with # > 1 move more
slowly across the channel, thereby causing the response time and the stress of the fluid on
the elastic wall of the channel to increase.

Finally, it is important to mention that the balance between the elastic forces on the
wall and the viscous forces of the fluid ensures that the response time is independent of the
stress applied to the fluid at the entrance of the channel, especially when the deformations
are small so that the response time varies as a function of the W/ H ratio. Rigid PDMS
devices will allow making changes in the response time so as to reduce it to a minimum.
This favors the use of channels with shorter lengths and larger flow stresses at the entrance
(within mechanical stability limits). These are optimal characteristics to obtain a fast and
dynamic response in the operation and design of a stop-flow lithography device. Therefore,
the present results have practical implications in the development of pharmaceutical
microfluidic devices. Other practical applications of these microfluidic systems may include
nanoparticle preparation, drug encapsulation and delivery, culture and development of
stem cells as well as cell analysis and diagnosis. In the biomedical field they can be used
as micro-heat pumps and sinks, in DNA analysis, Lab-on-a-chip, urinary analysis and
droplet generation among many other applications, while in chemical engineering, they
are used as microreactors and in the synthesis of functional materials. Many other potential
applications can be found in other fields such as, for example, medicine, food engineering,
biology and chemistry.

5. Concluding Remarks

In this work, we have presented a simple model for the flow of power-law fluids in a
rectangular channel with elastic ceiling. The model relies on momentum balance equations
that can easily be analyzed using the lubrication approximation. Furthermore, this study
allows us to assess separately the impact of the fluid type, the channel dimensions and the
fluid stress at the entrance of the channel on the response time of deformation of the elastic
ceiling of the rectangular channel.

The main results can be summarized as follows:

*  For a Newtonian fluid (with a power-law exponent n = 1), the model predicts the
experimentally measured response times of wall channel deformation for different
channel widths, heights and lengths with root-mean-square errors (RMSEs) less than
~10%.

*  For pseudoplastic fluids (n < 1), the deformation response times are from one
to several orders of magnitude shorter than for Newtonian (n = 1) and dilatant
(n > 1) fluids.

*  The maximum channel deformation and the time of flow residence are largely deter-
mined by the fluid power-law order and the width-to-height ratio of the elastic channel.

*  Asa function of the channel width-to-height ratio, the largest maximum wall defor-
mations are observed for the n = 1.2 fluid.
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e The solution methodology implemented here provides a lower bound to the non-linear
problem and the results can be interpreted as a limiting case given by the lubrication
approximation.

* In spite of its simplicity, the present model can be used to study the behavior of non-
Newtonian power-law fluids applied to the development of novel pharmaceutical
microfluidic devices.

Author Contributions: Conceptualization, A.R.M., A.E.C.C. and N.A.N.M.; methodology, A.E.C.C.
and M.P.D,; formal analysis, A.R.M. and M.P.D.; investigation, FA.R. and C.A.V.; writing—original
draft preparation, L.D.G.S. and A.R.M.; writing—review and editing, L.D.G.S,; visualization, FA.R,;
funding acquisition, C.A.V. All authors have read and agreed to the published version of the manuscript.

Funding: This research received no external funding.

Data Availability Statement: The data presented in this study are available on request from the
corresponding author.

Acknowledgments: We acknowledge the Department of Basic Sciences of the Autonomous Metropoli-
tan University, Azcapotzalco Campus for financial and technical support.

Conflicts of Interest: The authors declare no conflicts of interest.

Abbreviations

The following abbreviations are used in this manuscript:

H Microchannel height (pm)

L Microchannel length (cm)

2% Microchannel width (pm)

E Young modulus (MPa and GPa)

Re Reynolds number (dimensionless)

v Fluid velocity vector (m s7h

Uy, Vy, Uz Fluid velocity components (cm s7h

p Pressure (psi)

X, Y,z Cartesian coordinates (pm)

T Stress tensor (kg m~1s72)

I Identity tensor (dimensionless)

n Power-law exponent (dimensionless)

k Power-law constant (dyn s” cm—2)

q Dimensionless parameter

h(x,t) Deformation function of the microchannel ceiling (um)
Ah Height increase of microchannel ceiling (pm)
Ahmax Maximum height increase (um)

tstop Time of flow residence in the channel (s)

tr Time of wall response (s)

tshutter Time to begin particle polymerization (s)

te Time required to flush the particles out (s)

trp Lower bound for the stop time (s)

Greek letters

w Viscosity (mPa s)

o Stress applied to produce the deformation (MPa)
¢=0/E Applied deformation (dimensionless)

o4 Shear stress tensor (kg m~1s72)

Q= p/E Deformation of the channel ceiling (dimensionless)
® =h(x)/H Normalized deformation function (dimensionless)
e=x/L Normalized position along the channel (dimensionless)
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