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ABSTRACT: Structural color is a fascinating optical phenomenon arising from intricate light−matter interactions.
Biological structural colors from natural polymers are invaluable in biomimetic design and sustainable construction.
Here, we report a renewable, abundant, and biodegradable cellulose-derived organic gel that generates stable
cholesteric liquid crystal structures with vivid structural colors. We construct the chromatic gel using a 68 wt %
hydroxypropyl cellulose (HPC) matrix, incorporating distinct polyethylene glycol (PEG) guest molecules. The PEGs
contain peculiar end groups with tailored polarity, allowing for precise positioning on the HPC helical backbone
through electrostatic repulsion between the PEG and HPC chains. This preserves the HPC’s chiral nematic phase
without being disrupted. We demonstrate that the PEGs’ polarity tunes the HPC gel’s reflective color. Additionally,
gels with variable polarities are highly sensitive to temperature, pressure, and stretching, resulting in rapid,
continuous, and reversible color changes. These exceptional dynamic traits establish the chiral nematic gel as an
outstanding candidate for next-generation applications across displays, wearables, flexible electronics, health
monitoring, and multifunctional sensors.
KEYWORDS: chiral nematic structure, hydroxypropyl cellulose, pitch, polyethylene glycols, structural color

INTRODUCTION
Structural color is produced by light interaction with natural or
artificial photonic nanomaterials.1−6 In nature, organisms
exhibit brilliant structural colors adapted through evolution for
functions like camouflage, attraction, communication, and
signaling.7 Structural color is highly saturated, highly persistent,
and reversible.8,9 These attributes have motivated researchers to
emulate natural photonic nanostructures using synthetic
polymers and colloids. On the other hand, it is an intriguing
strategy to directly utilize the materials existing in nature.
Natural components facilitate photonic nanostructures with

inherently low absorption and flexible mechanics. Renewability,

sustainability, low cost, abundance, biocompatibility, and
biodegradability are additional benefits.
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As the most abundant natural polymer, regenerated cellulose
holds great promise to meet critical characteristics for advanced
materials.10−12 Hydroxypropyl cellulose (HPC), a cellulose
derivative with hydroxypropyl substitutions on the glucose units,
has gained particular attention.13 These modifications impart
HPC solubility in both organic solvents14 and water,15 enabling
diverse applications in pharmaceuticals, food, paper, ceramics,
and more.16−19 Notably, HPC forms a chiral nematic liquid
crystal phase at concentrations of 50−70 wt %.15,20 The helical
stacking of molecularly oriented HPC layers can selectively
reflect visible light if the periodic pitch matches the light
wavelengths. This distinctive self-assembly has motivated
extensive research into precisely controlling HPC’s optical
properties.15 Multiple factors can tune theHPC periodic spacing
and resultant reflected color, including temperature,21−23

surface interactions,24 mechanics,25 molecular weight,26 con-
centration,27 solvent environment,28 and incorporated spe-
cies.29 However, highHPC viscosity poses processing challenges
when targeting the crucial 50−70 wt % concentration range
required for structural coloration.30,31

While prior works have shown chiral pitch tuning using spatial
constraints or additive interactions, we hypothesize that direct
intermolecular interaction between HPC and additives can also
modulate the periodic helical structure. Here, we explore organic
poly(ethylene glycol)s (PEGs) versus conventional inorganic
salt additives. Initial evidence suggests organic PEGs/HPC may
offer superior mechanical performance, including better
stretchability and flexibility compared to those of inorganic
salts. A natural polymer such as nanocellulose can also be the
guest polymer, but consistent control over the molecular weight
and structure of nanocellulose remains challenging due to its
natural origin.32−34 This work aims to elucidate differences in
interaction mechanisms between HPC and various guest
molecules to provide a molecular-level understanding of
structural color control.
Therefore, in order to test our hypothesis that small PEG

molecules with different end groups can tune structural color,
gels were prepared by adding PEGs intoHPC. The chosen PEGs
have varied polarities and electrostatically assemble to the HPC
network. The degree of unsaturation at the PEG end groups
correlate with the red shift in the structural color of the HPC

Figure 1. (a) Schematic representation of HPC gels undergoing structural changes. (b) Chemical molecular structures of each component used
for organic photonic gel preparation. (c) Gels exhibiting varying periodic structures elicit modifications in circularly polarized light.
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gels. Based on this effect, we performed a surface charge study
through zeta potential tests, microstructure analysis of HPC/
PEG film via electron microscopy, and optical characterizations
based on UV−vis spectroscopy, polarizing optical microscopy
(POM), and circular dichroism (CD) measurements. The
results indicate that the PEGs’ polarity increases HPC periodic
structure spacing. Concurrently, we found that the HPC/PEG
gels exhibit rapid, highly sensitive, and reversible color changes
in response to temperature, pressure, and stretching.

RESULTS AND DISCUSSION
HPC forms a right-handed helical chiral nematic structure
primarily due to its inherent molecular chirality and the
intermolecular hydrogen bonding, which make the rigid, rod-
like HPC molecules align in a specific, orderly structure that
minimizes the system’s free energy. This self-assembly is further
influenced by concentration, solvent effects, and dynamic
principles.35−37 This work aims to investigate how interaction
forces differ between the HPC and guest molecules of varying
polarity. We had PEG uniformly mixed with HPC through high-
speed mechanical mixing by a special dual-asymmetric
centrifuge. After mixing, at the molecular level, HPC and PEG
both possess negative surface charges resulting in electrostatic
repulsion between the two components, as shown in Figure 1a.
This repulsion leads to an alteration in the alignment period of
the HPC polymer chains. To delve deeper into the underlying
mechanisms governing the interaction forces that impact the
cholesteric structure of HPC, we strategically selected three
compounds for insertion into the HPC chains: tetraethylene
glycol dimethyl ether (TEG-DE) with no unsaturated bond,
diethylene glycol ethyl ether acrylate (DEG-EEA) with two
unsaturated bonds, and diethylene glycol diacrylate (DEG-DA)
with four unsaturated bonds. These compounds, as illustrated in
Figure 1b, exhibit different degrees of unsaturation, charac-
terized by no unsaturated bonds, two unsaturated bonds, and
four unsaturated bonds, respectively. Furthermore, ester bonds
possess a higher electronegativity compared to ether bonds or
carbon−carbon double bonds.38,39 Consequently, we posited

that the distinctive electronegativity intrinsic to the unsaturated
bonds of PEG would engender marked cyclic volumetric
expansion within the HPC polymers. This expansion, in our
anticipation, would extend the optical path, ultimately leading to
an alteration in the structural coloration, as depicted in Figure
1c. To streamline the process, we introduced 5 wt % PEG into
HPC, thereby yielding four distinct electrostatic gels: HPC,
HPC/TEG-DE, HPC/DEG-EEA, and HPC/DEG-DA.
The distinctive colors of the four gels, as shown in Figure 2a,

confirm our hypothesis that the tailored PEG electronegativity
precisely tunes the HPC periodicity. More specifically, the
generated HPC/PEG gels exhibit rich colors by reflecting light
through a cholesterol-type structure. A pure 68 wt % HPC gel
was blue-green, but added PEGs tuned the color to a higher
wavelength. The reflectance UV−vis spectra (Figure 2b) show
that TEG-DE addition shifted the peak from 520 nm (blue) to
570 nm (yellowish green). With DEG-EEA and DEG-DA,
further red shifts to 655 nm (orange) and 680 nm (red)
occurred. Notably, the colors produced from the four samples
span a very broad visible spectrum. The red-shift degree clearly
correlates with the PEGs’ unsaturated bond number. DEG-EEA
and DEG-DA with ester and carbon−carbon ends caused a
greater red shift than saturated TEG-DE, while DEG-DA with
four unsaturated bonds exceeds DEG-EEAwith two unsaturated
bonds. The color trend aligns with our hypothesis that PEGs
with different end groups modulate the HPC gel color. We
measured the wavelength peaks at three distinct positions on the
left, middle, and right of each of the four gels. Subsequently, we
conducted a statistical analysis on these wavelength peaks. The
analysis of the wavelength peaks revealed that the composite
gels, with the inclusion of PEGs, exhibited greater color
homogeneity with a smaller standard deviation (Table S1).
In order to elucidate the mechanism of the color response of

the HPC gel structure to PEGs with different end groups, it is
essential to investigate the impact of PEGs on the internal
structure of HPC gels. To achieve this, we employed
glutaraldehyde to cross-link the hydroxyl groups on the glucose
units and immobilize the gel structure, thereby preparing HPC/

Figure 2. (a) Optical visible photographs of chiral liquid crystal gels with different PEG molecules at a viewing angle of 45° perpendicular to the
surface of the film. (b) Reflectance spectra of HPC and PEGs composite gels measured by UV−vis.
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PEG films. The optical graphs of the HPC/PEG composite film
are presented in Figure 3a−d, revealing a spectrum of rainbow
colors that shift from blue to red as the degree of PEG
unsaturation rises. The colors of the HPC/PEGs composite
films (Figure 3a−d) are not as vivid as in Figure 2a because
glutaraldehyde was added for curing and the samples were dried
for the subsequent scanning electron microscopy (SEM)
characterization. Nonetheless, upon visual inspection of the
photographs of the HPC/PEG composite films, a discernible
spectrum of rainbow colors shifting from blue to red can still be
observed as the degree of PEG unsaturation increases. SEM
images obtained at low magnification clearly illustrate the
ubiquitous cholesteric phase throughout the film’s thickness, as
shown in Figure 3e,f. The cholesteric structure of the HPC film
is uniformly aligned, which leads to the observation of uniform
structural colors on the surface of the HPC film. The structural
color is believed to be the result of Bragg reflection. Therefore,
the peak wavelength in the reflectance spectra of solid HPC/
PEGs composite films is related to the pitch length in the way
given by

n P cos= × × (1)

Here λ is the peak wavelength of the reflected light, n is the
average refractive index of the material that is approximately 1.5,
P is the chiral nematic pitch length, and θ is the angle of
incidence light. The refractive indices of the composite HPC/
PEG gels and pure HPC gel are expected to be similar, given the
small amount of added PEG (5% relative to the HPC mass).
The cross-sectional SEM images (Figure 3i−l) show that the

films have regular parallel cholesterol layers with uniform
spacing throughout the films. The distance between the two
layers corresponds to the pitch, which was calculated to be
approximately 320 nm for a pureHPC film (Figure 3i). TEG-DE
readily penetrates the nematic layers due to similar polyhydroxyl
groups and serves as a homogeneous HPC dispersant.
Consequently, the repulsion between negative surface charges
expands the interlayer distance and increases the peak
wavelength of the reflectance spectra. The HPC nanorods
balance this electrostatic repulsion and polyhydroxyl hydrogen
bonding attraction, maintaining the helical arrangement.
Specifically, polar TEG-DE incorporation expands the pitch
from 320 to 380 nm.With unsaturatedDEG-EEA andDEG-DA,
the SEM images show further pitch increases to 440 and 460 nm,
respectively, while the layered structure remains intact. This

Figure 3. (a−d) Optical graphs of HPC/PEGs composite films. (e−h) Low-magnification cross-sectional SEM images. (i−l) Zoomed-in cross-
sectional SEM images. (m−p) High-magnification oblique SEM images. Each row, from left to right, shows HPC, HPC/TEG-DE, HPC/DEG-
EEA, and HPC/DEG-DA.

Figure 4. (a) SEM-measured chiral nematic pitch (black) and UV−vis-measured average reflected wavelength of the characteristic peaks (red)
exhibited across films composed of HPC and PEG. (b) Zeta potentials of HPC composite solutions containing PEGs with different end groups.
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demonstrates that the PEG end group polarity promotes the
spacing increase without disrupting the HPC equilibrium or
cholesteric structure. Thus, PEG incorporation occupies free
HPC volume, expanding the periodicity and red-shifting the
structural color, consistent with our assumption. Excitingly,
high-magnification SEM images (Figure 3m−p) reveal the right-
handed helical nanorod structure twisted counterclockwise
along the axis, with horizontal periodic layering preserved after
PEG addition. This verifies that PEGs do not disrupt the
intrinsic HPC cholesteric structure. Notably, the pitch follows
the trend of increasing PEG unsaturation, agreeing with the
associated gel color shifts.
The pitch values determined by SEM and the wavelengths at

the peak reflectance measured from UV−vis spectroscopy
(Figure 4a) generally follow eq 1. To visualize the distribution of
pitches for different samples, we present a histogram in Figure
S1 in the Supporting Information. The discrepancies between
experimental results and eq 1 are mainly attributed to the SEM’s
sensitivity to sample positioning. This sensitivity, in turn, is
influenced by the angle at which the sample is oriented relative
to the electron beam and the detection position. However, it is
essential to note that these variations in SEM measurements do
not diminish the established conclusion that an increase in PEG
unsaturation corresponds to a proportional increase in HPC gel
pitch. This trend remains consistent with the observed color
pattern within the structure.
Investigating the HPC/PEG solutions provides insight into

the influence and mechanism of PEG polarity in inducing
ordered cholesterol arrangements and subsequent spacing
expansion. At 5 wt % TEG-DE, the surface charge decreases
from −9.7 to −13.6 mV (Figure 4b). This implies that PEGs

increase HPC electrostatic repulsion, expanding the cholesteric
spacing and red-shifting the structural color. Strikingly, replacing
TEG-DE with DEG-EEA drops the charge to −25.5 mV, and
further to −29.7 mV with DEG-DA. Thus, higher PEG
electronegativity causes greater HPC/PEG repulsion. We
conclude that the strong PEG negative charge produces
repulsive HPC chain interactions, favoring uniform dispersion
and stable gels. This in turn affects HPC self-assembly into an
ordered chiral nematic phase. The increased PEG polarity
elongates the helical pitch, consistent with the expanded
periodicity observed by SEM. Overall, this elucidates how
tailored PEG electronegativity controls the structural color of
HPC gels.
Periodic structures with varied spacings were constructed

using the repulsive interaction between HPC and PEG,
quantified by the zeta potential. To characterize the chiral
helical structure and interlayer spacing of HPC/PEGs, we
performed POM and CD measurements (see Figure S2 and S3
for the home-built systems). Intermolecular forces induce
molecular structural changes in HPC gels that drastically affect
macroscopic polarized optical properties, as evidenced by POM.
The samples were placed between two orthogonal polarizers,
allowing for the detection of the gels’ polarization conversion
ability. Figure 5a shows that all samples exhibit birefringent,
chiral nematic fingerprint textures and can alter the polarization
of the incident light. Additionally, as the unsaturated bond
number of PEG increased, distinct birefringent color changes
occurred, transitioning from shades of blue and green to orange,
and eventually to red. This is because PEGs modify the
cholesteric layer spacing of the composite gel and change the
optical path through the heterogeneous material. Figure 5c

Figure 5. (a) POM images of HPC composite gels with different PEGs. (b) CD images of HPC composite gels with different PEGs. (c)
Mechanism diagram of POM imaging of composite gels. (d) Mechanism diagram of CD measurement of composite gels.
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illustrates how the polarization of light was altered after it
interacted with the gels.
We also performed the CD experiments. The expression to

retrieve CD spectra is given by40

i
k
jjjjj

y
{
zzzzz

R R
R R

CD arctan LCP RCP

LCP RCP
=

+ (2)

where RLCP and RRCP are the reflectances of left-handed
circularly polarized (LCP) and right-handed circularly polarized
light (RCP) light through the sample, respectively. The
reflectance of the CD was investigated, taking into account the
limited absorption of light by the material, which showed
agreement with prior detection. In the data derived from the CD
experiments (Figure 5b), it is evident that all composite gels
exhibited pronounced negative peaks on reflected CD spectra,
substantiating the formation of right-handed cholesterol helices
within the HPC gels (Figure 5c). It is noteworthy that the
wavelength corresponding to the peak of the CD aligns with the
observed coloration of the HPC/PEG gels, as documented
through conventional optical microscopy and POM. Notably,
even with the introduction of diverse PEGs, the composite gels
maintained distinct, well-defined peaks. This observation
suggests that the inclusion of PEGs primarily impacted the
intermolecular chain spacing of the HPC polymers while
concurrently preserving their inherent chiral attributes. As
illustrated in Figure 5d, the difference in absorptions of different
circularly polarized light after its interaction with the gel medium
is depicted, resulting in a discernible wavelength shift in the CD
spectra.

By manipulating the degree of PEG unsaturation, the HPC/
PEG gel exhibits the capability to span the complete RGB (red,
green, and blue) spectrum. This excellent color controllability,
coupled with the gel’s inherent flexibility, facilitates our
exploration of its utility as a sensor, encompassing applications
such as temperature, tension, and pressure sensors. The primary
objective of our study is to investigate the gel’s responsiveness,
sensitivity, and reversibility when subjected to various stimuli.
Toward this goal, we first conducted temperature tests on two
distinct gel formulations. From 25 to 35 °C, the HPC/TEG-DE
gel exhibited a vivid green to yellow shift (Figure 6a). At 15 °C,
the gel turned blue, and returning to 25 °C reinstated the green
color. Excitingly, this reversible tuning occurred regardless of the
temperature change order and start point. Testing HPC/DEG-
EEA gels revealed the same red-shift with heating and a blue-
shift with cooling. Thus, temperature reversibly expands and
contracts the composite gel spacing, as exhibited in Figure 6a
and Supporting Video S1. However, some minor, tolerable
wavelength shifts can be observed from the CD spectrum.
Consequently, the discrepancy observed between the calculated
and measured resonance wavelengths may stem from inherent,
permissible factors, such as nonuniformity of the gels and the
exact temperature of the roomwhen conducting the experiment.
Furthermore, we noticed the same wavelength shifts in both
POM measurements and CD experiments, which are in good
agreement. This exemplary color reactivity and precise
reversibility to temperature changes highlight the gels’ potential
for tunable colorimetric temperature sensors and indicators. The
mechanism enables a noncontact, self-reporting system for
tracking real-time temperature fluctuations in residential,

Figure 6. (a) Reversible color response of HPC/TEG-DE and HPC/DEG-EEA gels (left and right side of each photograph) subjected to
continuous cycling between 15, 25, and 35 °C. (b) Reversible structural color change of HPC/TEG-DE under stretching and releasing. (c)
Reversible structural color change of HPC/DEG-EEA under pressing and releasing. The right side of each figure corresponds to the schematic
diagrams of reversible structural changes of HPC periodicity under different environmental stimuli.
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industrial, and biomedical applications. Moreover, the distinc-
tive color responsiveness to slight temperature variations
provides opportunities for high-resolution thermal mapping
and detection devices. Overall, the simplistic sustainable wood-
derived platform exhibits a promising functionality.
To evaluate the structural color response under deformation,

a wearable strain sensor was developed using theHPC/TEG-DE
gel encased in transparent rubber (Figure 6b and Supporting
Video S2). Stretching causes the color to shift from green to blue
due to the structure contraction and reflected wavelength
change. Releasing the strain reverts the periodicity and color to
the original state, showing fully reversible tuning. The
application of pressure to HPC/DEG-EEA induces a discernible
transition in its color, shifting from orange to yellow-green, and
subsequently returning to its original orange hue upon release
(see Figure 6c and Supporting Video S3). These reversible color
alterations can be attributed to compression or expansion of the
liquid crystal structure induced by pressure, as elucidated in the
schematic on the right side of Figure 6. In summary, both
temperature variation and mechanical manipulation of the
cholesteric spacing give rise to reversible shifts in coloration.
Upon consolidating these various phenomena, an observation of
paramount significance is the enduring color stability exhibited
by the gels even subsequent to undergoing numerous cycles of
reversible stimulations.
It is crucial to underscore the consistent homogeneity in the

coloration of all composite gels, both prior to and following
exposure to environmental stimuli. This unequivocally demon-
strates the effectiveness of PEG doping in the context of HPC gel
applications. This assertion finds support in one of the
microscopic sections within the SEM images (Figure 3e−h),
where the microstructure of HPC composite membranes
exhibits a notably enhanced regularity following the addition
of PEGs. This heightened regularity can be directly attributed to
the polarizing effect of PEGs on the alignment of the HPC
cholesteric phase. Another noteworthy advantage is that the
incorporation of PEGs broadens the range of color variation for
HPC gels in response to environmental conditions. While the
color shift range for pure HPC gels spans from blue-green to
colorless, for HPC/TEG-DE, HPC/DEG-EEA, and HPC/
DEG-DA, it extends from yellow-green, orange, and red to
colorless, respectively. This enhanced regularity can be
unequivocally attributed to the influence exerted by PEG’s
polarization on the ordering of the HPC cholesteric phase.
Overall, the manipulation of PEG polarization stands as a critical
factor in facilitating multifunctional sensing capabilities within
the composite gel. This exemplary multifunctional capability
highlights the significant potential of these sustainable cellulose-
based materials for smart devices. The intricate colorimetric
responsiveness to strain promises application in biocompatible
skin-attachable sensors for real-time health monitoring and
human−machine interfaces. Moreover, the distinctive pressure-
induced color variations provide opportunities for interactive
touch/stress sensing technologies. Overall, the simplistic
natural-wood-derived platform exhibits impressive dynamic
optical properties that are suited for next-generation sensors
and displays.

CONCLUSIONS
In summary, our research has successfully yielded innovative
fixed-color organic photonic gels, demonstrating their potential
as effective colorimetric sensors. A key discovery in our work is
the identification of an interesting mechanism for adjusting the

internal nanostructure of these gels. This is achieved through the
incorporation of PEGs with specially designed end-group
polarities. This work shows that the reflectance spectrum of
hydroxypropyl cellulose gels can be controlled by adjusting the
degree of unsaturation in PEGs. Importantly, this process does
not alter the chiroptical properties, namely, the inherent
handedness of the gel’s structure. Furthermore, these gels
exhibit dynamic and reversible color changes in response to
various stimuli, such as temperature fluctuations and applied
tensile forces, highlighting their versatility.
Notably, the introduction of PEGs with varying polarities not

only enhances color uniformity but also expands the spectrum of
color variations achievable within the HPC composite gels. This
feature adds functionality to our photonic gels and makes them
highly adaptable for diverse applications. The gels’ ability to self-
assemble into liquid crystal structures in highly viscoelastic
systems, without the need for precise helical alignment, offers a
special platform for investigating solvent-dependent kinetic
processes. Moreover, the inherent moldability of these gels
provides possibilities for creating structurally colored materials
with customizable shapes, making them well-suited for potential
applications in wearable technology.
A significant advantage of these cellulose-derived gels over

conventional synthetic thermotropic systems lies in their
sustainable and nontoxic nature, addressing both economic
and environmental concerns. Our findings not only contribute
to a deeper understanding of the mechanisms behind dynamic
structural color tuning but also showcase the practicality of a
simple, sustainable, and cellulosic material. This work presents a
pathway for the development of smart multifunctional
technologies that leverage the stretchability and reversible
optical properties of these organic photonic gels.

METHODS AND EXPERIMENTAL DETAILS
Chemicals and Materials. Hydroxypropyl cellulose (HPC) was

supplied byNIPPON SIDACO., LTD, with a relative molecular weight
(Mw) of 40000. Tetraethylene glycol dimethyl ether (TEG-DE, Mw =
222), diethylene glycol ethyl ether acrylate (DEG-EEA,Mw = 188), and
diethylene glycol diacrylate (DEG-DA,Mw = 214) were purchased from
Sigma-Aldrich Co. Ltd. Hydrochloric acid (HCl, 37%) and
glutaraldehyde were purchased from Fisher Scientific. All remaining
chemicals were of analytical grade and were employed without any
additional purification steps.
Preparation of HPC/PEG Gels. Water (2.35 g) was vigorously

mixed with HPC (5.00 g) using a Mixer centrifugal stirrer (3500 rpm, 5
min) to produce an initial HPC solution of 68 wt %. The different end-
group PEGs (TEG-DE, DEG-EEA, and DEG-DA) were each added to
the HPC solution at 5 wt % (relative to the mass of HPC) and dispersed
as before (3500 rpm, 5 min).
Optical Characterization of HPC/PEG Gels. 1 g of HPC or

HPC/PEG gel was spread and encapsulated between two glass slides.
The reflectance values of the gels were recorded using a UV−vis
spectrophotometer (Shimadzu UV-1900, Japan) in the wavelength
range of 400−700 nm. Three spectroscopic measurements were taken
at different locations across each sample and averaged.
Polarized Optical Microscopy (POM).White light was generated

by a tungsten lamp (Luxte fiber optic light source universal series 1300).
The light was collimated by 2 lenses (Thorlab) and 2 irises (Thorlab),
which formed a 4f system. Then it passed the first linear polarizer. A
10× objective lens (Olympus) focused the light on the sample and then
collected the reflected light. A beam splitter directed the reflected light
to the collection path of the setup. An orthogonal linear polarizer was
placed before a CCD camera (Lumenera) that captured the POM
image.
Circular Dichroism (CD). A laser beam with a tunable wavelength

from 400 to 800 nm was produced by a Coherent Chameleon Compact
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OPO laser system. The laser was collimated by 2 lenses and 2 irises,
which formed a 4f system. It passed through a quarter waveplate
(Thorlab) to generate left- and right-handed circularly polarized light.
Then it was focused on the sample with a convex lens (focal length of 50
mm, Thorlab) and collected with the same lens. A beam splitter
directed the reflected light to the collection path of the setup, and a
spectrometer (Horiba iHR550) was used to obtain the spectra. All
experiments were conducted twice separately for left- and right-handed
circularly polarized light. The CD spectra were obtained by using eq 2.
Zeta Potential. The HPC and HPC/PEG solutions were prepared

separately, keeping the HPC concentration at 0.05 wt %, where the
mass ratio of HPC to PEGwas constant. The zeta potentials of theHPC
and PEG composite solutions were measured with a Zetasizer Nano
instrument (ZS-90, Malvern Instruments, U.K.). All measurements
were conducted by using freshly prepared samples and were then
averaged across three instances.
Scanning Electron Microscopy (SEM). In order to observe the

internal structure of HPC/PEG, the gel was cured into a thin film by
using glutaraldehyde cross-linking. Glutaraldehyde (0.3 g) was first
diluted in aqueous HCl (0.5 M, 2.1 g). This acidic glutaraldehyde
solution was subsequently added to dry HPC (5.0 g) and immediately
mixed with a planetary centrifuge at 3500 rpm for 5 min. Mixing was
then continued in a planetary centrifuge with or without the addition of
PEGs (TEG-DE, DEG-EEA, or DEG-DA) under the same conditions
(3500 rpm for 5min). This was followed by degassing via centrifugation
at 4000g for 1 h. Finally, the gel was coated on a glass slide with a Doctor
Blade Coater (1.5mm spacing) and placed in an oven at 70 °C for 2 h to
obtain HPC/PEG films. The surface and cross-sectional morphologies
of the sputter-coated crystalline films were observed using a field
emission scanning electron microscope (SEM, S3700 Hitachi Ltd.
Japan) at an accelerating voltage of 10 kV. The determination of layer
spacing within the composite film was conducted with Nano Measure
software, with a minimum of 50 measurements taken to calculate the
average value.
Applications. Temperature Response Testing. HPC/TEG-DE

and HPC/DEG-EEA gels were selected to evaluate the color responses
to temperature changes. The gels were sandwiched between the slides
and sealed with Parafilm. They were imagedwith a camera at 15, 25, and
35 °C to assess color shifts.
Mechanical Stretching Evaluation. An HPC/TEG-DE gel was

encapsulated in transparent double-sided tape and subjected to
stretching and release while the color changed.
Mechanical Compression Evaluation. An HPC/DEG-EEA gel

coated on slides and sealed with Parafilm underwent stepwise
compression and pressure release while imaging color alterations.
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