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ABSTRACT

In this study, the effects of polymer flexibility and entanglement on elastic instability were investigated by observing sodium hyaluronate
(hyaluronic acid sodium salt, Na-HA) solution in planar abrupt contraction-expansion microchannels. As the rigidity of Na-HA depends
on the ionic strength of a solvent, Na-HA was dissolved in water and phosphate buffered saline with concentrations from 0.15 wt. %
to 0.45 wt. %. The rheological properties were measured and analyzed to detect the Na-HA overlap and entanglement concentrations.
The flow regimes of the Na-HA solutions in several planar abrupt contraction-expansion channels were characterized in the Reynolds
number and Weissenberg number space. The effects of the solvent, solution concentration, and channel geometry on the elastic cor-
ner vortex growth curve and flow regimes characterized by the Weissenberg number were analyzed. It was found that the entangle-
ment of Na-HA in the solution is a more dominant factor affecting the flow regimes than the solution relaxation time and polymer
rigidity.

Published under license by AIP Publishing. https://doi.org/10.1063/1.5096781

. INTRODUCTION

Nonlinear flow behavior of viscoelastic fluids, such as aqueous
polymer solutions and polymer melts, in abrupt contraction flows
has been a common topic for many years.' ' Historically, the inves-
tigation of such flows was initiated to control the extrusion die of
polymer melts in industrial processes.”’ In the last decades, flow
behavior of polymer solutions in microscales has attracted signifi-
cant attention because it is related to many industrial applications,
such as ink-jet printing, fiber spinning, micromixing, lab-on-a-chip
techniques, and microrheometry.'*

A number of studies on aqueous polymer solutions have
been conducted through contraction/contraction-expansion
flows.”'>'*"'7*°~” When viscoelastic solution flows through a con-
traction throat, different characteristic flow regimes may appear in
the upper stream region of the contraction throat with the increasing
flow rate. Lip vortices, elastic corner vortices, diverging flows, and
time-dependent unstable flows were observed in contraction chan-
nels.”'>"* Flow regimes may be characterized by the Weissenberg
number, Wi(-), which is determined by elasticity. Particularly,

in microscale, high Wi at a low Reynolds number, Re (-), can
cause elastic instability because of a high elasticity number, EI
(-) = Wi/Re, which is the ratio of elasticity and inertia.' """
Therefore, the flow regimes of viscoelastic polymer solutions in
microcontraction/contraction-expansion channels are often catego-
rized in the Wi-Re space. The flow develops along the slope of EI
in the Wi-Re space.'” However, as the flow regimes and develop-
ment of the corner vortices are affected by many factors, Wi-Re
space cannot capture all the details of the flow characteristics. Not
only the effects of inertia and elasticity but also the effects of channel
geometry and polymer rigidity are required to be considered.'”>”
The contraction ratio, S (-), of contraction/contraction-
expansion channels is an important factor affecting the flow. Evans
and Walters™ and Chiba et al.”'’ studied the vortex enhancement
in Boger and shear-thinning fluids in planar and square-square con-
traction channels. In the work of Evans and Walters,"® the effects
of different contraction ratios (8 = 4, 16, and 80) on the vortex
enhancement were considered in both planar and square-square
contraction channels. In planar contraction channels, vortex activ-
ity of Boger fluids was reduced for all values of . Conversely,
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shear-thinning fluid exhibited vortex enhancement. The shear-
thinning fluid in large-f channels (8 = 16 and 80) induced a lip
vortex, and it grew as a dominant corner vortex. However, in a chan-
nel with 8 = 4, the lip vortex did not appear. In a square-square
contraction channel, Boger fluids induced strong vortex enhance-
ment. Given that these studies were published, the effects of f and
viscoelastic properties of fluids on the appearance of the lip vortex
have been extensively studied. Rothstein and Mckinkey'"'* observed
vortex enhancement in a Boger fluid in axisymmetric contraction-
expansion channels. The lip vortex appeared in a channel with
B =2,but it did not appear in channels with 4 < 8 < 8, when only the
corner vortex appeared. Alves et al.””**" studied the effects of f and
viscoelastic fluid properties on the vortex development. The appear-
ance of the lip and salient corner vortices and their development to
the corner vortices are affected by  and the Deborah number. In
the contraction channel with 8 = 4, a lip vortex was not visible, and a
salient corner vortex developed to the corner vortex with the increas-
ing Deborah number. The lip vortex evolution to the corner vortex
was observed in the channels with § = 20 and 100 with the increas-
ing Deborah number. Strong lip vortices with the vortex centers
located close to the smaller-channel entrance is the feature of higher-
B channels. More recently, Lanzaro and Yuan’® studied the effects
of B on a shear-thinning solution in abrupt contraction-expansion
microchannels. The strong lip vortex appearance in microchannels
was similar to that in the previous studies. Symmetric and stable cor-
ner vortices appeared in the channels with = 4 at moderate El, and
symmetric lip vortices or single lip vortices appeared in the channels
with =8 and 16.

The corner vortex size development was also studied in differ-
ent channel geometries. Rodd et al.'* quantified the inertio-elastic
vortex growth in a dilute polyethylene oxide solution in microchan-
nels with f = 16. The dimensionless vortex size, Ly/wy, which is
the corner vortex length, L, (m), divided by the width of the upper
stream channel, w, (m), was plotted as a function of Wi. When
the elasticity number was tuned as 3.8 < El < 89, the dimension-
less vortex length collapsed into a single almost linear curve. The
linear behavior of the dimensionless vortex size independent on
El was also confirmed in the work of Lanzaro and Yuan.” They
compared the curves of Ly/wy in the channels with § = 4 and 8
and found nearly linear dependence on Wi, which was not affected
by EL

At the same time, the independence of L,/wy from f and EI
is not a universal property, as it is affected by the aspect ratio of a
channel. It was reported that the vortex size was smaller in a planar
channel than in an axisymmetric channel with the same contraction
ratio B."'*'*"" In microscales, it was confirmed using the growth
curve of Ly/wy observed by Lanzaro and Yuan,” who showed that
the smaller aspect ratio induces the larger corner vortex. The aspect
ratio, & = h/wy, is defined as the depth of the channel, i (m), divided
by wu. The effect of « on the corner vortex enhancement is more
pronounced than the effect of . In addition, it was shown that the
vortex growth at smaller a is sensitive to EL™

In abrupt contraction or contraction-expansion microchan-
nels, the length of the constriction channel, L. (m), also affects
the corner vortex size and stability. Rodd et al.'’ examined the
effect of increasing L. on the flow regimes in an upstream of an
abrupt contraction-expansion channel with = 16. When Re and Wi
remained constant, the lip and elastic corner vortices disappeared,
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the flow became nonsymmetric, and the streak lines became more
chaotic with increasing L.. It was explained by the effects of inertia
on the flow, which became important with increasing L.. However,
not only the effects of L and El but also the polymer entanglement
and relaxation time of the polymer solution are important for the
flow characteristics.'*'"**

The effects of polymer entanglement, stiffness, and distribu-
tion of molecular weight on the flow characteristics in contraction
or contraction-expansion flows were discussed in several studies.
Gulati et al.”' investigated the flow regimes of a semidilute deoxyri-
bonucleic acid (DNA) solution in an abrupt planar contraction flow
with 3 = 2. DNA is a relatively rigid polymer compared with flexible
polyethylene oxide (PEO), and the relaxation time of DNA solu-
tion is greater. Therefore, El reaches very high values in the experi-
ments, which induces the rapid increase in the corner vortices’ size
at lower Wi. However, in the work of Gulati et al.,”’ lip vortices were
not observed; only the corner vortex appeared. Miller and Cooper-
White'® studied the effects of chain conformation of polymers on
the elastic instability in polymer-surfactant systems. Polymer chains
become relatively rigid when aggregating with the surfactant. Thus,
it was found that the rigid polymer-surfactant conformation induces
either the flow transition from laminar flow to the elastic corner vor-
tex or the transition from the corner vortex to the unstable flow at
lower Wi values compared with flexible polymers. Li et al.”” stud-
ied the effects of polydispersity of polymers on their extensional
viscosity and flow regimes in abrupt contraction-expansion flows.
Evidently, the high molecular weight of polymers in the molecular
distribution affects the flow. Omowunmi and Yuan™ questioned the
validity of the calculation of physical properties of a sample solu-
tion, such as Wi or El, with a single relaxation time. Although several
previous studies stated the importance of flexibility and entangle-
ment of polymers on the flow regimes, it has not been fully clarified
yet.

In this study, we measured the flow characteristics of the
sodium hyaluronate (hyaluronic acid sodium salt, Na-HA) solu-
tion in planar abrupt contraction-expansion microchannels to clar-
ify the effects of polymer flexibility and entanglement on the flow.
Hyaluronic acid (HA) is a high-molecular weight glycosamino-
glycan."" ™" As the HA molecules are bounded by water, the vol-
ume occupied by each chain becomes very large in water solu-
tion. The effective spherelike volume of an HA molecule in a
good solvent grows approximately as M"®, where M is the molec-
ular weight.”" As the viscoelastic properties of human synovial
fluids are attributed to the HA, the rheological properties of the
HA solution have been intensively studied.”’ *> HA solutions show
shear-thinning behavior and strain-hardening under extensional
deformations.”””" HA forms a loosely entangled network, and the
rheological behavior of HA is significantly affected by its concen-
tration and molecular weight.">”" The ionic strength of a sample
solution is also a very important factor governing the rheological
properties. The reason is that the rigidity of Na-HA molecules is
affected by the ionic strength of the solution. The persistent length
and excluded volume of Na-HA expand with the increase in ionic
strength.”**"

In this study, we dissolved Na-HA in water and Dulbecco’s
phosphate buffered saline (PBS) and observed the flow regimes in
microchannels. Several types of channels were prepared to compare
the effects of 8, a, and Lc. As the ionic strength is different in water
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and PBS, Na-HA behaves as a semiflexible linear polymer in water
and as a flexible polymer in a PBS solution. The viscoelasticity and
Na-HA conformation were controlled by varying the concentration
and solvents. Finally, the effects of the polymer stiffness and entan-
glement on the elastic unstable flows in microchannels with several
geometries were studied beyond the elasticity number.

II. EXPERIMENTAL PROCEDURES
A. Materials

Hyaluronic acid sodium salt (Na-HA, Wako, hyaluronic acid
sodium salt from streptococcus zooepidemicus, My, ~ 1 MDa) was
dissolved in distilled water and Dulbecco’s PBS with concentrations
from 0.15 wt. % to 0.45 wt. %. The Dulbecco’s PBS contained NaCl
at 137 mM, KCl at 2.68 mM, Na,HPOj, at 10.1 mM, and KH,POy, at
1.76 mM. Solutions were mixed for 24 h at 25 °C with low speed to
avoid breaking of molecules.

Flow fields of Na-HA solution were visualized by bright-field
and fluorescent modes of a microscope. Prior to the bright field
experiments, polystyrene particles with a diameter of 2.11 ym were
seeded in the sample solutions at the concentration of 0.1 wt. % for
the flow visualization. Sodium dodecylbenzenesulfonate (SDBS) was
also added at 0.2 wt. % to prevent adhesion of particles to other par-
ticles or to the channel walls. The critical micelle concentration of
SDBS in de-ionized water is about 4.0 x 10™*M (~0.014 wt. %).”*"
We confirmed that the concentration of 0.2 wt. % SDBS did not
affect the flow of Na-HA solution. The solution with polystyrene
particles was remixed for 1 h with low speed. In the case of fluores-
cent streak imaging, 0.2 wt. % SDBS was dissolved, and Rhodamine
6G particles with a diameter of 2.0 ym were seeded in the Na-HA
solution.

B. Viscosity and relaxation time measurements

The viscosities of the Na-HA solutions were measured using
a rheometer (MCR301: Anton Paar) with a cone-plate device. The
diameter of the cone-plate device was 50 mm, and the cone angle
was 0.04 rad. The shear rates were varied from 1 to 1000 s~', and slip
effects on the surface were not observed. The relaxation times of the
solutions were measured by using a capillary breakup extensional
rheometer (Thermo Scientific HAAKE, CaBER).”"*" The CaBER
can measure the relaxation time of a sample solution under uniaxial
extension. The relaxation time measured by CaBER in the elasto-
capillary thinning region is related to the longest relaxation time
of an elongated polymer.”’ ** The elastic instability in microfluidics
is affected by extensional properties of the solution; therefore, the
relaxation time measured by CaBER is adopted as a relaxation time
of the solution. The sample solution was inserted between the two
sample plates of the CaBER. The diameter of the two sample plates
was 6 mm. The two sample plates were expanded from an initial gap
of 3 mm to a final gap in 0.05 s. The final gap was 9 mm for Na-
HA PBS solution and was 10 mm for Na-HA water solution. The
final gap was varied to achieve the elasto-capillary thinning of each
sample solution. As described in Sec. 11 C, Na-HA water solution is
more viscoelastic than Na-HA PBS solution; therefore, the final gap
was wider for the measurements of Na-HA water solution. After the
rapid expansion, the two plates were maintained at the final spacing.
The liquid column of the sample solution was thinning over time.

scitation.org/journal/phf

The time dependence of the diameter of the liquid column, D(¢) (m),
was measured, which was used to calculate the relaxation time of the
sample solution, A (s). The examples of D(¢) of different solutions are
shown in Fig. 3; D(t) in the elasto-capillary thinning region decays
exponentially in time, f (s), as described by D(t) oc exp(-#/31). A
is related to the longest relaxation time of Na-HA in each sample
solution.

C. Flow observations in microchannels

Figure 1(a) shows a schematic of a planar micro abrupt
contraction-expansion channel used in this study. The channel was
made of polydimethylsiloxane (PDMS) attached to a glass plate, as
shown in Fig. 1(c). Four different channels with different geometries
were prepared. The width at the contraction part, w. (m), and the
width at the upstream, w, (m), of the channels were different. Thus,
the contraction-expansion ratio, 5 (-), and the aspect ratio, a = h/wy,
of the channels were variable. The lengths of the contraction part,
L. (m), were also different. The depth of all channels, & (m), was
50 pm. The details are shown in Table I.

A microscope (Olympus, 1X83) was used to observe flows
in these planar micro abrupt contraction-expansion channels, as
shown in Figs. 1(c) and 1(d). Sample solutions were injected from
a tube connected to a syringe, and the syringe driver controlled the
flow rates. The entry flows in the upstream region to the contraction
part were visualized by both bright field and fluorescent modes of the
microscope. A digital video camera (Panasonic, HC-W850M) and
a high-speed video camera (IDT Japan, Inc., Os8-S1) were used to
record the flow images. The exposure time was controlled to detect
the flow characteristics. The flow observation of each solution at
each flow rate was repeated at least 5 times and more in order to
confirm the reproducibility.

Syringe driver

DMicroscope

||

PDMS

Glass

(d)

FIG. 1. Schematics of the planar micro abrupt contraction-expansion channels
[(@) and (b)] and experimental apparatus (c). Example of a fluorescent streak
image obtained in the experiment (d). Vortices in the upper stream region are
characterized by the vortex length Ly (m).
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TABLE I. Geometric parameters of the channels.

wy (um) we (um) Lc (um) h(um) a(-)  B(-)

Channel A 400 25 100 50 50/400 16:1:16
Channel B 200 25 100 50 50/200  8:1:8
Channel C 400 25 50 50 50/400 16:1:16
Channel D 400 50 100 50 50/400  8:1:8

D. Characterizing the flow

To characterize the entry flows, the following dimensionless
numbers were used: Reynolds number, Re (-), Weissenberg num-
ber, Wi (-), and elasticity number, El (-). These parameters are
defined by Egs. (1)=(3)."* Re is identified as the ratio of inertial
to viscous forces.””"" Re is calculated with the average velocity in
the contraction part, V. (m/s) = Q/(wc h), and hydraulic diameter,
Dy, (m) = 2hwc/(we + h),

_ pVDy _ 2pQ

Re = .
Mo (we +h)no

1

Here, p (kg/m’) is the density of the solution, o (Pa s) is the zero-
shear viscosity, and Q (m?/s) is the flow rate. Wi is the ratio of two
time scales that is the relaxation time, A, and characteristic residence
time in the contraction throat. The characteristic residence time is
defined as [/ V. ~ y2', where [ (m) is the characteristic length scale.
At the same time, Wi is identified as the dimensionless strain rate**’

Physics of Fluids ARTICLE scitation.org/journal/phf

The elasticity number, EI (-), is defined as the ratio of Wi to Re. El
is the ratio of elastic to inertial stress, which provides a measure of
the relative importance of elastic stress in comparison with inertial
stress. El is independent of the fluid kinematics and represents the
trajectory of a set of experiments with a sample solution in Wi-Re
space.””"” Thus, El is used to capture the characteristics of inertio-
elastic or elastic instabilities,

Wi Ao(we +h)

El=
Re pw2h

©)

To describe the vortex growth in the entry flows, a dimensionless
vortex length L,/wy (-) is introduced, where L, (m) is the vortex
length defined in Fig. 1(d).

Ill. RESULTS AND DISCUSSIONS
A. Rheological properties of the fluids

Shear viscosities, # (Pa s), of Na-HA water and PBS solu-
tions with the concentrations from 0.15 to 0.45 wt. % are shown in
Figs. 2(a) and 2(b). All the Na-HA solutions show shear-thinning
behavior at a high shear rate. Na-HA water solutions show higher
shear viscosities than Na-HA PBS solutions. The increase in the
Na-HA concentration in the PBS solutions from 0.15 to 0.45 wt. %
results in an increase in 7o and more pronounced shear-thinning
behavior. Rheological properties of Na-HA water and PBS solu-
tions were measured in many previous studies.’”'”> The morphol-
ogy of Na-HA in solution is affected by the ionic strength of the

— solution.”””"”*”” Na-HA is a semiflexible polymer in water solu-
Wi = Ay = AVe _ 2AQ ) ) tion and a flexible polymer in PBS solution at the ionic strength of
we/2  hw? 0.15M, which affects the excluded volume. Na-HA molecules are in
(@) 100 b 0 .
bry) 10 0000, () 10 ©0.15 wt%
@ 2900064, w A0.25 Wt%
g Arann 02000, & ®0.35 Wt%
=101 'OOOOOOOOoooOOOoﬁﬁﬁAA:%ofi%o = 10-1‘-...- ‘0(1;4 N
= ©0068m 580 o i Mg X
: kI W
S g mmmn%“ 1
2 5 @ Aap
> 1076 0.15 wt% S 102fes eenee)
s A 0.25 wt% 5 oo
2 0 0.35 wt% 2
@ ©0.45 wt% 7
102 : : 102 ' :
100 10! 102 108 100 101 102 03 o .
Shear Rate [1/s] Shear Rate [1/s] FIG. 2. (a) Shear viscosity of Na-HA water solution, (b)
shear viscosity of Na-HA PBS solution, and (c) zero-shear
(c) 103 : specific viscosity of NA-HA water and PBS solutions.
ONa-HA water sol.
©® Na-HA PBS sol.
10% 4 298
12
2
I | <107
=4
= i H
100k 1.:5§ c.=0.24wt% J
¢"=0.09wt%
-1 N
10752 1o .

101 10
Concentration of Na-HA [wt%]
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0 0.02 004 006 0.08 0.01 0.02 0.03 0.04 0.05 solution, which was fitted by the function,
Time, ¢[s] Time, ¢[s] D(t) o< exp(~t/31).22516% (b) D(t) of Na-
(©) (d) HA PBS solution. (c) Superposition of the
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an extended state in water and in a relatively shrink state in PBS,
which affects the shear viscosity.”””"” Zero-shear specific viscos-
ity, nsp (), which is defined with 7o and the solution viscosity #s
(Pa's), as nsp = (o — #s)/ys [Fig. 2(c)], of Na-HA water and PBS
solutions was used to find the overlap concentration, ¢* (wt. %),
and entanglement concentration, c. (wt. %)."" fsp (-) of Na-HA
water and PBS solutions obtained in the present study shows a good
agreement with the previous studies. In the case of Na-HA PBS
solution, the overlap concentration was found as ¢* ~ 0.09 wt. %,
and the entanglement concentration was found as c. ~ 0.24 wt. %.
Thus, the Na-HA PBS solutions with the concentrations from 0.15
to 0.45 wt. %, which were observed in the present study, are in
semidilute-unentangled and semidilute-entangled states. In the case
of Na-HA water solution, based on the overlap criterion (c*# ~ 1)
and scaling prediction proposed in the previous studies, the solu-
tions with the concentrations from 0.15 to 0.45 wt. % are in the
semidilute-unentangled state. However, the effect of entanglement
was slightly detected in #sp at 0.40 and 0.45 wt. % of Na-HA water
solution [Fig. 2(c)].

The relaxation times of the sample solutions are shown in
Fig. 3(d). As was described above, the relaxation time of the solution
was calculated by fitting the time dependence of the liquid column
diameter D(¢) (m) in the elasto-capillary thinning region with a fit-
ting function D(t) oc exp(—t/3A). Figures 3(a) and 3(b) show the
examples of D(t) of Na-HA water and PBS solutions. In Fig. 3(b), the
fitting function does not seem to fit well to D(t) of Na-HA 0.15 wt. %
PBS solution. This is because Na-HA 0.15 wt. % PBS solution is less
viscous, and thus, the elasto-capillary thinning region starts before
t = 0 when the two sample plates of CaBER reach the final position.
It is confirmed in Fig. 3(c) by superposing the fitting curve of Na-HA

Concentration, ¢ [wt%]

0.15 wt. % PBS solution to D(¢) before ¢ = 0. t = —0.05 corresponds to
the time when the sample plates start to move. The relaxation time
of Na-HA water solution is higher than that of Na-HA PBS solu-
tion at similar concentrations. The relaxation time tends to increase,
when the concentration of Na-HA is increased. Na-HA water solu-
tion is more viscoelastic than Na-HA PBS solution. The density,
the zero-shear viscosity, and the relaxation time are summarized in
Tables IT and II1. These data were used to calculate dimensionless
numbers.

B. Vortex growth and inertio-elastic instability
in the channels

Figure 4 shows the flow regimes of Na-HA PBS solution at the
concentration of 0.3 wt. % in channel (D). The contraction ratio of
channel (D) is f = 8. Figures 4(1)-4(6) demonstrate the successive

TABLE II. Density and rheological properties of Na-HA water solutions.
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Concentrations of Na-HA p o A

water sol. (wt. %) (kg/ms) (Pas) (ms)
0.15 1001.5 0.128 3.62
0.20 1002.0 0.132 4.26
0.25 1002.5 0.186 5.10
0.30 1003.0 0.246 6.04
0.35 1003.5 0.342 6.91
0.40 1004.0 0.425 8.24
0.45 1004.5 0.564 9.69
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TABLE lll. Density and rheological properties of Na-HA PBS solutions.

Concentrations of Na-HA p 1o A

PBS sol. (wt. %) (kg/m3 ) (Pas) (ms)
0.15 1001.5 0.008 1.01
0.20 1002.0 0.014 1.68
0.25 1002.5 0.024 2.00
0.30 1003.0 0.036 2.44
0.35 1003.5 0.060 2.85
0.40 1004.0 0.093 3.35
0.45 1004.5 0.126 4.11

increase in the flow rate, and, therefore, the increase in Re and Wi.
When Wi is low, lip vortices appear at the entrance of the contrac-
tion throat [Fig. 4(1)]. The lip vortices at that condition are stable.
With the increase in the flow rate, the lip vortices become larger
and reach the sidewall of the upstream channel [Fig. 4(2)]. Then, the
vortices grow along the edge of the upstream as the corner vortices
[Figs. 4(3) and 4(4)]. In this flow-rate range, the vortices are stable
and symmetric. With the further increase in the flow rate, the vor-
tices continue to grow and begin showing time-dependent behavior
when Wi = 130 [Fig. 4(5)]. The corner vortices become asymmet-
ric and start fluctuating in time. Finally, the flow becomes unstable,
as shown in Fig. 4(6). The typical flow regimes, namely, the lip vor-
tices, corner vortices, time-dependent corner vortices, and unstable
flow, were also observed at different concentrations of Na-HA PBS
solutions in channel (D). Although the elasticity number in Na-HA
water solution is much higher than that in Na-HA PBS solution, sim-
ilar flow regimes were observed in Na-HA water solution in channel
(D). The flow regimes were also similar in both PBS and water solu-
tions in channels (A) and (C) with 8 = 16. In the case of channel
(B) with = 8, lip vortices were observed only at a very low flow

scitation.org/journal/phf

rate, Wi, and El of both water and PBS solutions. In channel (B),
lip vortices instantly turn into corner vortices with the increase in
the flow rate. It was reported that shear-thinning fluids and low f3
damp the lip vortices’ formation.'""'>*"** Therefore, stable lip vor-
tices of highly shear-thinning and viscoelastic Na-HA solution were
observed at very limited flow rates in channel (B). Channels (D) and
(B) have the same S, but Wi and EI of a solution flowing in chan-
nel (D) are lower because of the greater w.. Thus, we could observe
stable lip vortices in channel (D) up to relatively high flow rates.

To characterize the vortex growth in the entry flows, the dimen-
sionless vortex length, L./wy,, was calculated. Figure 5(a) shows
Ly/wy of Na-HA water solution in different channels as a function
of Wi/f3. The vortices grow linearly when Wi/f is less than 10; then,
the growth rate gradually decreases. The increase in the vortex size
in channels (A), (C), and (D) followed the similar line. All these
channels have the same aspect ratio . The vortex growth curve in a
certain channel, e.g., in channel (A), does not depend on the Na-HA
concentration; however, the concentration slightly affects the maxi-
mum vortex size. It was reported that the shear-thinning properties
lead to the increase in the vortex size."**” In this experiment, the
shear-thinning properties were enhanced by increasing the Na-HA
concentration; thus, the present study agrees with the previous stud-
ies in terms of the final vortex size. Although the tendencies of the
vortex growth in Na-HA water solution in channels (A), (C), and
(D) were similar, in channel (D), the vortex growth was maintained
up to higher flow rates and values of Wi. The corner vortex in Na-
HA water solution in channel (D) with lower contraction ratio § = 8
was stable.

In channel (B), § = 8, which is the same to channel (D); on
the other hand, the aspect ratio « is 50/200, which is larger than
that of the other channels, 50/400, and the vortex was larger com-
pared with the other channels. It was reported that the vortex size is
larger in axisymmetric channels than in planar channels.'*'"” There-
fore, it is reasonable to consider that the larger aspect ratio induces
the increase in the vortex size.

(1) Re=9.2x10-2, Wi=6.5(2) Re=1.8x10"", Wi=13 (3) Re=5.5x10"", Wi=39 (4) Re=9.2x10"1, Wi=65

Lip vortices
Stable flows

(6) Re= 3.2, Wi=227

(5) Re=1.8, Wi=130

Time dependent fluctuating vortices ‘ Elastic instability ‘
Unstable flows

FIG. 4. Entry flows of Na-HA PBS solu-
tion at the concentration of 0.3 wt. %
in channel (D) with the flow rates of (1)
0.6 mlh, (2) 1.2 ml/h, (3) 3.6 ml/h, (4)
6.0 ml/h, (5) 12 mi/h, and (6) 21 mi/h. Re
and Wi are indicated in the figure, and
El = 71. When Wi is low, lip vortices
appear (1); with the increase in Wi, the
vortices grow [(2)—(5)] and finally turn to
unstable flows (6).
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Figure 5(b) shows the vortex growth in Na-HA PBS solution
in different channels. The tendency of the vortex growth is sim-
ilar to that of Na-HA water solution. In the case of Na-HA PBS
solution, it looks that the vortices grow faster at lower Wi/f. This
is due to the lower relaxation time of Na-HA PBS solution to cal-
culate Wi, which is about 1/3 of the relaxation time of Na-HA
water solution. Therefore, if we compare the vortex growths of Na-
HA water and PBS solutions by flow rates of each solution, the
vortices of Na-HA water solution grow faster at lower flow rates.
The viscoelasticity of Na-HA water solution enhances the vortex
growth.

C. Flow regimes on Wi-Re phase diagram

Figures 6 and 7 show the Wi-Re space of Na-HA PBS and water
solutions, which summarizes the flow regime in channels (A)-(D).

104 T
—_ oStable
= Fluctuating E’_1,2/40
%103_ oUnstable a1 113 |
2 2ty "
g o & !'i'/ 7

@ vy )

Z 102t o° pﬂoﬁ & L L
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= s ‘1‘1(53 °
) s 8 oL S
g ,O g /‘j/ ,',’0/ .‘
3 101+ e /,o' /,o:/d I
=

100 : 2 -

10°% 102 10' 100 10! 102

Reynolds Number, Re[-]

FIG. 6. Wi-Re phase diagram of Na-HA PBS solution in each channel. The open
symbols show the experimental data measured in channels (A)-(C). Each E/
depends only on Na-HA concentration. E/ = 20, 113, 411, and 1240 correspond
to the concentrations of 0.15, 0.25, 0.35, and 0.45 wt. %, respectively [in channels
(A)~(C)]. The solid symbols show the results of channel (D). El was calculated as
7, 38, 137, and 412, which corresponds to the concentrations of 0.15, 0.25, 0.35,
and 0.45 wt. %, respectively [in channel (D)]. E/ = 137 and 412 are not shown in the
figure because these data overlap with the data of E/ = 113 and 411 of channels
(A)-(C).

The width of the contraction throat of channels (A)-(C) is the same;
therefore, both Re and Wi of a certain solution at identical flow
rates are similar in these channels. Thus, El calculated for channels
(A)-(C) is represented by a single line on the Wi-Re diagram, which
only depends on the concentration of the solution. The width of the
contraction part of channel (D) is different from the other chan-
nels; thus, El is also different from the other channels. The flow
development along the line of El is represented by the following
successive stages: Newtonian-like stable flow, lip vortices, stable cor-
ner vortices, time-dependent fluctuating corner vortices, and elastic
instability. In the case of Na-HA PBS solution, stable, fluctuating,
and unstable flow regimes were relatively well separated, as shown
in Fig. 6. Here, Newtonian-like laminar flow, lip vortices, and sta-
ble corner vortices are categorized in the same stable flow regime,
time-dependent fluctuating corner vortices are categorized in the
fluctuating flow regime, and elastic instability is categorized in the
unstable flow regime. The flow regimes in channels (A)-(C) were
similar at each El; therefore, the results of channels (A)-(C) can
be combined. The flow behavior of channel (D) also shows similar
tendency.

In the case of Na-HA water solution, stable, fluctuating, and
unstable areas depend on the studied channel. Although the elas-
ticity numbers of each solution are the same in channels (A)-(C),
the transition borders are considerably different. Therefore, Fig. 7
shows only the critical points of the channels between the sta-
ble and transition flow regimes (shown by solid symbols) and
between the fluctuating and unstable flow regimes (shown by open
symbols). The short-dashed lines show El of channels (A), (B),
and (C), which correspond to the flow rates measured in the
experiments. The dotted-dashed lines show El of channel (D). As
seen in Fig. 7, the critical points of these channels are differ-
ent. The channel-dependent flow transition observed in Na-HA
water solution may be affected by significantly higher El, compared
with Na-HA PBS solution, and the rigidity of Na-HA in water
solution.

To compare the flow regimes more precisely, the effects of the
channel geometry on the flow regimes should be considered. In
Fig. 8, the effects of contraction length L. on the flow regimes of Na-
HA water solutions at each El are summarized. Channels (A) and
(C) have the same f and «, and different L.. Figure 8 shows the flow
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FIG. 7. Wi-Re phase diagram of Na-HA water solution in each channel. In
the case of channels (A)-(C), El = 1100, 2270, 5640, and 13100 correspond
to the concentrations of 0.15, 0.25, 0.35, and 0.45 wt. %, respectively. In the
case of channel (D), El = 369, 758, 1880, and 4350 correspond to the con-
centrations of 0.15, 0.25, 0.35, and 0.45 wt. %, respectively. In this figure, only
the critical points are plotted. Solid symbols (filled circles, filled triangles, filled
squares, and filled diamonds) show the critical points from stable to fluctuating
flow regimes. Open symbols (open circles, open triangles, open squares, and pink
open diamonds) show the critical points from fluctuating to elastic instability flow
regimes.

regimes of Na-HA water solutions at the concentrations from 0.15
to 0.45 wt. % which are semidilute-unentangled polymer solutions.
In the case of 0.15 wt. % Na-HA water solution, the fluctuating flow
occurs at similar Wi in both channels, and the unstable flow occurs

ARTICLE scitation.org/journal/phf

at lower Wi in channel (C), compared with channel (A). Almost all
the Na-HA water solutions show similar tendencies to that observed
in the case of 0.15 wt. % Na-HA water solution; namely, shorter Lc
induced fluctuating and unstable flows at lower Wi. The increase
in EI due to the increase in the concentration did not affect the L.
effects.

In Fig. 9, the effects of L. on the flow regimes of Na-HA PBS
solutions at each El are summarized. In the figure, the flow regimes
of Na-HA PBS solution at the concentrations from 0.15 to 0.45 wt.
% are shown. Although 1.5 wt. % Na-HA PBS solution is a dilute
polymer solution, 2.5-4.5 wt. % solutions are semidilute-entangled
polymer solutions. In the case of 0.15 wt. % Na-HA PBS solution, the
flow starts fluctuating at lower Wi in channel (C), but the unstable
flow occurs at similar Wi in both channels. The tendency was sim-
ilar to Na-HA water solution. However, in the cases of semidilute-
entangled polymer solutions that are 0.25 wt. % to 0.45 wt. %
solutions, the fluctuating and unstable flows occur at lower Wi in
channel (A). The difference of L. between channels (A) and (C)
appeared to be small in terms of the transit times of the sample solu-
tions and solution relaxation times.'””> However, the effects of Lc
on the flow regimes were observed, and the effects were varied by
polymer entanglements.

In Fig. 10, the effects of  on the flow regimes of Na-HA water
and PBS solutions are shown. Channels (A) and (D) have the same «
and L., and different . To compare the flow regimes of the water
or PBS solutions at similar El in each channel, several solutions
at different concentrations were studied. Here, the solutions in the
unentangled regime and entangled regime were chosen, and it was
checked whether the polymer entanglement changes the effects of §
or not.
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In Fig. 10(a), the flow regimes of 0.15 wt. % Na-HA water
solution in channel (A) and that of 0.3 wt. % Na-HA water solu-
tion in channel (D) are compared; in Fig. 10(b), the flow regimes
of 0.25 wt. % Na-HA water solution and that of 0.4 wt. % Na-HA

x Stable ¥ Fluctuating OUnstable

water solution in each channel are compared. All these solutions are
dilute or semidilute-unentangled solution. In Fig. 10(a), the fluc-
tuating regimes occurred at lower Wi in channel (D), compared
with channel (A); in Fig. 10(b), the fluctuating regimes occurred
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at higher Wi in channel (D); the unstable flow started at almost
the same Wi in both channels. In Fig. 10(c), the flow regimes
of 0.15 wt. % Na-HA PBS solution in channel (A) and that of
0.2 wt. % Na-HA PBS solution in channel (D) are compared;
these solutions are semidilute-unentangled solution. In Fig. 10(d),
0.35 wt. % and 0.45 wt. % Na-HA PBS solutions are compared;
these solutions are semidilute-entangled solutions. In both cases of
Na-HA PBS solution, the fluctuating and unstable flows occurred
at higher Wi in channel (D). When the values of EI were close to
each other, higher  was likely to induce unstable flows at lower
Wi. The effect of 5 obtained in the present study is consistent with
the previous studies observing flexible polymer solutions.” It was
also found that the polymer entanglement did not change the effects
of .

In Fig. 11, the effects of & on the flow regimes of Na-HA water
and PBS solutions are shown. Channels (B) and (D) have the same f8
and L, and different a. In Fig. 11(a), the flow regimes of 0.15 wt. %
Na-HA water solution in channel (B) and those of 0.3 wt. % Na-HA
water solution in channel (D) are compared; in Fig. 11(b), the flow
regimes of 0.25 wt. % Na-HA water solution and those of 0.4 wt.
% Na-HA water solution in each channel are compared. All these
solutions are dilute or semidilute-unentangled solutions, and EI in
each comparison is close. In Fig. 11(c), the flow regimes of 0.15 wt.
% Na-HA PBS solution in channel (B) and those of 0.2 wt. % Na-HA
PBS solution in channel (D) are compared. PBS solutions at these
concentrations are dilute solutions. In Fig. 11(d), the flow regimes of
0.35 wt. % Na-HA PBS solution and those of 0.45 wt. % Na-HA PBS
solution in each channel are compared. PBS solutions at these con-
centrations are semidilute-entangled solutions. In all cases, higher «

ARTICLE scitation.org/journal/phf

induced the unstable flow regime at lower Wi. The results confirm
the effect of @ on the unstable flows, which was suggested in the pre-
vious studies.” It was also found that the polymer entanglement did
not change the effects of a.

To clarify the effect of polymer entanglement on the flow
regimes, we compare the flow regimes of 0.2 wt. % Na-HA water
solution and that of 0.45 wt. % Na-HA PBS solution in channel
(A). 0.2 wt. % Na-HA water solution is a semidilute-unentangled
solution, and 0.45 wt. % PBS solution is a semidilute-entangled
solution; Na-HA is more flexible in PBS solution. The relaxation
time and shear viscosity of these solutions are almost the same;
thus, the values of El are also very close. As shown in Fig. 12,
although the values of EI of these solutions are very close, the
flow regimes are significantly different at similar Wi. The unsta-
ble flow was observed in 0.45 wt. % Na-HA PBS solution at lower
Wi, which suggests that the polymer entanglement affects the flow
regimes.

It has been proposed that many factors affect the flow regimes
beyond channel geometry, including the relaxation time, rigidity of
polymer molecules, and polymer entanglement. In this study, the
Na-HA flexibility and relaxation time were controlled by varying the
concentration and solvent. Then, the effects of the channel geome-
try on the flow regime were precisely compared. The effects of the
channel geometry on the flow of an unentangled solution of flexi-
ble or semiflexible Na-HA were similar to the results obtained by
previous studies, where dilute solutions of flexible polymers were
observed. However, the semidilute-entangled solution of flexible
Na-HA sometimes changed the flow beyond channel geometry and
El (Figs. 9 and 12). As seen in the difference between Figs. 9(a) and
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FIG. 12. Effects of the polymer entanglement on the flow regimes of Na-HA water
and PBS solutions in channel (A).

9(b)-9(d), when the flow regime alteration was observed, the poly-
mer entanglement was required. Therefore, we propose that polymer
entanglement is a more dominant factor affecting the flow regimes,
when compared with the relaxation time and polymer rigidity.

IV. CONCLUSION

In the present study, the flow characteristics of Na-HA solu-
tions in planar abrupt contraction-expansion microchannels have
been measured to clarify the effects of polymer flexibility and entan-
glement on the flow. As the ionic strength affects the rigidity of
Na-HA, it is possible to vary the flexibility of the Na-HA molecules
by changing the solvents. In particular, Na-HA is a semiflexible poly-
mer when dissolved in water and flexible polymer when dissolved in
PBS. The overlap concentration and entanglement concentration of
these solutions were found by the viscosity measurements and by the
analysis of the scaling index. Na-HA PBS solutions had the prop-
erties of a dilute, semidilute-unentangled, or semidilute-entangled
solution depending on the concentration. Na-HA water solutions
were practically in the range of semidilute-unentangled solutions at
all the concentrations.

With the increasing flow rate, the following flow regimes
of the Na-HA solutions in planar microchannels were observed:
Newtonian-like laminar flow, lip vortices, stable corner vortices,
time-dependent fluctuating corner vortices, and elastic unstable
flows. In the channels with the same aspect ratios &, the growth curve
of the corner vortices collapsed into almost a single linear curve.
Then, the flow regimes were categorized as stable, fluctuating, and
unstable flow regimes, which were summarized in Re-Wi space. In
the case of Na-HA PBS solutions, the border between the stable and
fluctuating flow regimes and the border between the fluctuating and
unstable flow regimes in Re- Wi space in each channel were relatively
close when the values of El were similar. However, in the case of
Na-HA water solutions, the border in Re- Wi space was affected by
the channel geometry. The rigidity of Na-HA in water solution and
significantly higher El affect the flow regimes.

To quantify the effects of channel geometry (L, 8, ) on the
flow, the flow regimes were compared at different Wi and similar
El. The effect of L. on the flow of dilute or semidilute-unentangled
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solution observed in the present study was similar to the previous
studies with a highly flexible polymer, namely, shorter L. induced
fluctuating and unstable flows at lower Wi. However, the effects of
L. were varied by polymer entanglements. The effects of  and «
observed in the present study are similar to the results obtained
with flexible polymers, which were not altered by polymer entan-
glement. Then, the flow regimes of Na-HA semidilute-unentangled
water solution and semidilute-entangled PBS solution at similar El
in the same channel were compared. The Na-HA entanglement
in the solution induced the flow transition at lower Wi. Although
many factors, such as the channel geometry, relaxation time, rigid-
ity of polymer molecules, and polymer entanglement, affect the flow
regimes, when the flow regime alteration was observed, the polymer
entanglement was an important factor in the present study. There-
fore, it is suggested that the polymer entanglement is the dominant
factor affecting the flow. Thus, the relatively flexible semidilute-
entangled Na-HA PBS solution induces the flow transition at
lower Wi.

In the present study, we extracted the effects of polymer flex-
ibility and entanglement of Na-HA on the flow in microchannels.
Although the effects of flexibility and entanglement on the elas-
tic instability have not been completely clarified, the present study
showed that Na-HA is a useful biopolymer for studying these effects
because its rigidity and entanglement are possible to control by
changing the ionic strength and solution concentration. Na-HA
is also an important biopolymer in terms of medical applications,
and abrupt contraction-expansion microchannels can provide useful
information on the Na-HA solution properties.
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