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Graphene-based strain sensor with sandwich
structure and its application in bowel sounds
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Surgery is one of the primary treatment modalities for gastrointestinal tumors but can lead to postoperative
ileus (POI), which can aggravate pain and increase costs. The incidence of POl can be effectively reduced by
monitoring bowel sounds to assist doctors in deciding the timing of transoral feeding. In this study, we
prepared a flexible strain sensor based on a graphene composite material and tested the feasibility of
sensor monitoring of bowel sounds using simultaneous stethoscope and sensor monitoring. We found
that the time of hearing the bowel sounds (12.0-12.1 s) corresponded to the time of waveform change
monitored by the sensor (12.036 s), and the sound tone magnitude corresponded to the waveform
amplitude. This proves that the application of sensors to monitor bowel sounds is feasible, which opens
up a new field for the application of graphene sensors and provides a new way for clinicians to judge the
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1. Introduction

Gastrointestinal tumors have become a prevalent type of
digestive system disease, and the global cancer statistics in 2018
also show that the incidence and mortality of gastrointestinal
cancer are at the forefront."”® Surgical resection is currently one
of the main treatment methods, but surgery can lead to post-
operative ileus (POI) in patients after surgery.** The presence of
POI will lead to impaired nutrient absorption and water-
electrolyte disturbances, which may further result in serious
complications such as incision prolongation, infection, anas-
tomotic fistula, and aspiration pneumonia, which will eventu-
ally increase postoperative pain and discomfort, further prolong
hospitalization and increase medical costs.*” Therefore,
reducing the incidence of POI is beneficial to patients and has
a catalytic effect on the development of academic and clinical
medicine.

The main manifestations of POI are intolerance of oral
feeding, inadequate venting, and delayed defecation.*® Its
occurrence may be related to many factors, such as anesthetic
drugs, analgesic drugs, the inflammatory response of the body,
and intestinal damage caused by surgery.'® Therefore, most
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patients require continuous infusion of nutritional fluids to
meet their physiological requirements after surgery. Nutritional
fluids are not affordable, and prolonged intravenous infusions
may cause reactions such as redness and pain in the patient’s
arm. Therefore, it is essential to shorten the duration of POI,
current treatment strategies are limited, and relevant studies
have shown that early resumption of oral feeding can reduce the
incidence of POIL.**"*?

However, there is no unified standard to restart feeding, and
it is necessary to find an objective indicator to judge the
recovery of intestinal motility. Currently, we use the patient's
anal discharge as an indicator of the resumption of peristalsis
and the time point for the patient to resume oral feeding, but
this indicator has a lag and uncertainty. Evaluation can also be
performed using gastroscopy, gastrointestinal pressure testing,
and other means, but these are complex and invasive. In addi-
tion, we can also determine the recovery of the intestinal tract
by monitoring bowel sounds, because bowel sounds are
produced by the peristaltic movement of the intestinal tract to
push the intestinal contents and cause the intestinal contents to
hit each other or the intestinal contents to collide with the
intestinal wall, which can reflect the intestinal movement.****
Currently, clinical auscultation of bowel sounds is mainly per-
formed with a stethoscope, but the judgment of the results
depends on the physician's level of experience, and diagnostic
errors can occur.’”® Moreover, studies have shown that the
correct rate of clinician auscultation of bowel sounds is less
than 90%.'%" In addition, Ching et al applied a 3M™
Littmann® 4100 electronic stethoscope to record and analyze
bowel sounds.' the piezoelectric acoustic sensing device
designed by Du et al. can record and classify bowel sounds,"
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and Yin et al. designed a wearable bowel sound monitoring
system to identify bowel sounds.?® However, the above methods
are all monitoring and analysis from the perspective of acous-
tics, yet the research shows that sound is heard when the
intestine can move, but whether it is produced depends on the
presence or absence of gas in the intestine, which means that
when there is no gas in the intestine, intestinal movement can
exist but no bowel sounds are produced.™ Therefore, there is an
urgent need to find a non-invasive monitoring method that can
be used for real-time and accurate monitoring and is easy to
operate.

To achieve this purpose, we attempted to start from the
perspective of monitoring the intestinal movement itself and
explored the feasibility of using sensors prepared from nano-
materials for monitoring application by utilizing the combina-
tion of medicine and materials science. With this research
direction, we have noticed that graphene is now a popular
player in the field of materials science and condensed matter
physics. Graphene is a two-dimensional atomic crystal with
high electrical conductivity, excellent mechanical properties,
and flexibility as an advanced nanomaterial,>** which shows
great potential in developing advanced sensors.”**® Graphene
has high sensitivity and is one of the optimal nanomaterials for
pressure and strain sensing applications.*”*® The monitoring of
signals such as respiration rate,****' pulse,*>** heart rate,* blood
glucose,*® blood pressure,*® body temperature,**** and electro-
cardiogram,* electroencephalogram,” electromyography®**
has been reported based on graphene and its derivatives or
graphene composite sensors, which proves that graphene is
well suited for sensing applications. The sensor with a sandwich
structure designed by Xu et al. can monitor subtle and large
body movements such as pulse and knee flexion, demonstrating
the potential for versatile applications.® Polyurethane is
a polymer material that is commonly used as a matrix for
composite materials and many studies have demonstrated that
PU-nanocomposites can improve mechanical properties, elec-
trical conductivity, and sensitivity.>® The strain sensor based on
elastomeric/graphene sheet composite film designed by Meng
et al. can monitor body movements such as pulse, finger
movements, forearm muscle movements, and provides a simple
manufacturing method of the composite film sensor.*® The
sensor developed by Lv et al. using polyurethane has high
sensitivity and large strain range, and the gloves developed
based on this can recognize different gestures.** In addition, the
graphene woven fabrics thin-film sensor made by Wang et al.
achieved high precision acquisition and recognition of sound
signals,” which in essence is achieved by monitoring the
laryngeal muscle movement, and the film cracks internally
when stretched thus leading to an increase in resistance by
reducing the conductive path. This study also found that the
waveform is almost the same when the subject does the same
movement with or without sound, which is similar to the theory
of our study. Moreover, the suspended SFG designed by Qiao
et al. exhibited good acoustic detection skills,*® and the MXene
nanoflakes-based artificial eardrum designed by Gou et al. had
excellent acoustic sensing ability.*” Therefore we believe that the
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strain sensor containing graphene nanoplatelets can monitor
intestinal movement and make an accurate and objective.

In this study, we fabricated a flexible strain sensor based on
PU/GNP composite material and selected the optimal thickness
of the composite film through experiments on conductive
performance, mechanical properties, and sensitivity. Also, the
flexibility, stability and response time of the sensor were
examined before performing the monitoring of bowel sounds.
The stethoscope was chosen to be performed simultaneously
with the sensors, and the feasibility of monitoring was verified,
and it was found that different intensities of bowel sounds
could be distinguished. This study has opened up new horizons
for graphene applications and provided a new method for the
evaluation of intestinal motility, and we believe that the sensor
has great potential in intestinal monitoring.

2. Experimental section
2.1 Materials

Graphite Intercalation Compounds (GICs) were purchased from
Shandong Qingdao Huatai Company. The encapsulation
material used in this study is a polyurethane (PU) with a thick-
ness of 0.04 mm, which is commercially available and widely
used in the medical and leather industries. The conductive
adhesive used in this experiment was ordered from Shenzhen
Huijia Tape Products Factory.

2.2 Fabrication of GNP film

Graphene nanoplatelets (GNPs) are prepared using a published
thermal expansion-ultrasonic method.*** Briefly, the graphite
intercalation compounds are thermally expanded in a muffle
furnace preheated and warmed to 700 °C for 1 min and cooled
in the air to obtain worm-like expanded graphene, then the
graphene is prepared after 4 h of sonication and drying. The
graphene is added to a glass mold of size 102 x 102 mm and
then pressed for the first time with a smooth-surfaced iron
block and then pressed for 2.5 min at a pressure of 1.4 MPa
using a hydraulic press to form a more compact stack of GNP
films, as shown in Fig. 1.

2.3 Fabrication of composite strain sensor

Fig. 1 illustrates the fabrication of a strain sensor based on a PU/
GNP composite film. The GNP film and the PU film are first cut
to the appropriate size, then the GNP film is placed in the
central area of the PU film, the wires are fixed to the two ends of
the GNP film with conductive tape, and finally, the other PU film
is covered on the other side of the GNP film. The PU-GNP-PU
sandwich strain sensor was therefore prepared. The average
thickness of the PU film is 0.10 £ 0.002 mm, the thickness of the
GNP film is determined by the amount of GNPs added, while the
thickness of the composite film is the sum of the two, that is.
The thickness of the composite film depends on the weight of
the GNPs. In this experiment, five thicknesses of GNP film were
prepared 0.12 mm, 0.14 mm, 0.16 mm, 0.18 mm, and 0.20 mm
thicknesses were used for the subsequent experiments.

© 2022 The Author(s). Published by the Royal Society of Chemistry
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Fig.1 Schematic diagram of strain sensor preparation and testing.

2.4 Characterization

A scanning electron microscope (SEM, JEOL JSM-7800F) at an
accelerating voltage of 5 kV was used to present cross-sectional
and surface images of the composite films. The thickness of the
graphene nanoplatelets was analyzed using an atomic force
microscope (AFM, Dimension ICON2-SYS, Brook Corporation,
USA) by selecting two positions on each graphene nano-
platelets, measuring at least five sheets, and then determining
the average value to obtain the thickness of graphene
nanoplatelets.

The mechanical properties were measured using an Instron
tensile testing machine of a composite film of size 40 mm x
20 mm at a strain rate of 20 mm min " and a scale distance of
30 mm at room temperature, while the FLUKE data acquisition
unit was applied jointly and then the stress-strain graph and
the resistance change-strain graph were obtained.

The sensitivity of the strain sensor is expressed in terms of
the rate of change of resistance versus tensile strain, and the
strain acquisition of the composite film with the size of 40 mm
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x 20 mm was carried out with an Instron stretching machine at
a speed of 20 mm min " and a gauge length of 30 mm.

The fluke data acquisition unit was used to measure the
resistance of the strain sensor simultaneously during the tensile
test, and then the data was processed to obtain a graph of the
sensitivity performance of this sensor. The cyclic stretching test
was performed on the flexible strain sensor under 143% strain
for 1000 cycles at a frequency of 0.23 Hz, and the reproducibility
of the stability of the sensor was checked by comparing the
change in the difference between the waveform shape and the
rate of change of resistance before and after 100 cycles.

3. Results and discussion
3.1 Morphological analysis

3.1.1 Morphological of graphene nanoplatelets. The results
of AFM is shown in Fig. 2a and we can see the average thickness
of the graphene nanoplatelets prepared in this experiment is
measured as 3.816 + 0.059 nm (Fig. 2b). This study shows that
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Fig. 2 Morphology of graphene nanoplatelets: (a) high-resolution AFM image and (b) the thickness of GNP sheet.
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each graphene nanoplatelets is composed of 3-5 graphene
layers, and the graphene thickness is about ~1 nm,* which is
closer to the theoretical thickness indicating that our prepared
graphene nanoplatelets is of good quality and has a thin and
uniform thickness.

3.1.2 Morphology of PU/GNP composite film. The thick-
ness of the graphene films we prepared was 0.12 mm, 0.14 mm,
0.16 mm, 0.18 mm, and 0.20 mm, accordingly we selected the
graphene film with intermediate thicknesses to observe the
morphology in this section. We determined that the thickness
of the PU film was fixed at 0.1 mm, so the scanning electron
microscopy (SEM) imaging of the cross-section was performed
for the PU/GNP composite film with a thickness of 0.26 mm, as
shown in Fig. 3. Fig. 3a shows the cross-sectional morphology of
the composite film, showing the laminar structure consisting of
GNP film and PU film. Fig. 3b and ¢ show that GNP was com-
pacted and stacked tightly to form a conductive network. The
surface morphology of the GNP film was imaged by SEM using
an unencapsulated graphene film with a thickness of 0.16 mm.
Under high magnification, images Fig. 3d-f show the surface
morphology of the GNP film; Fig. 3d shows the good surface
integrity of the GNP film and the tiny cracks and pores formed
by the GNPs stacked on top of each other. These micro-cracks
and pores will extend when the graphene film is subjected to
stresses and other effects, which leads to a change in the
conduction path and thus a change in resistance. Fig. 3e shows
that the graphene film is made up of many flaky graphene
nanoplatelets overlapping each other, thus forming a large
number of conductive paths; Fig. 3f enlarges the tight stacking
and overlapping between the graphene nanoplatelets, which
makes the graphene film have good electrical conductivity.
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Fig. 4 Electrical conductivity for different thicknesses of GNP films.

3.2 Electrical conductivity

The conductivity of graphene film is affected by the size of their
cross-sectional area, and the size of the mold to which the
conductivity measurement instrument adheres to the sample is
fixed, so we measured the conductivity of the prepared gra-
phene film of all thicknesses. Fig. 4 shows that the conductivity
becomes smaller as the thickness of the graphene film
increases, implying that the thinner the graphene film is, the
more stable its internal structure is and the better its conduc-
tivity. This may be because the increasing thickness of graphene
films causes the internal structure to become inhomogeneous,
which affects the electrical conductivity.

Fig. 3

29106 | RSC Adv, 2022, 12, 29103-29112

(a—c) Cross-sectional morphology of the composite film; (d—f) surface morphology of the GNP film.

© 2022 The Author(s). Published by the Royal Society of Chemistry
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3.3 Mechanical performance

Fig. 5a shows the change in resistance of the sensor.
The sensor is stretched to deform the composite film, which
leads to a change in the connection state between GNPs
causing microcracks and disconnection between GNPs. At
this time, the overlap area between GNPs in the PU will be
reduced, and the connection between them can also remain
unchanged.

Fig. 5b displays the curves of tensile strength and elongation
strain versus PU/GNP composite film thickness. Fig. 5¢ shows
the curves of Young's moduli of GNP composite films with
different thicknesses. As the thickness of the composite film
increases, the elongation strain decreases but the tensile
strength and Young's moduli increase. 0.22 mm composite film
has the highest elongation strain, and 0.30 mm has the lowest
elongation strain with a decrease of about 48%. This result may
be because the higher graphene content increases the stiffness,
resulting in a decrease in strain with increasing thickness.
0.30 mm composite film has the maximum tensile strength with
an increase of about 5.4%, probably due to the increase in
thickness that enhances the strength of the composite film.
Fig. 5b shows that the elevation of tensile strength and the
decrease of strain for the graphene composite film with
a thickness of 0.26 mm is within the acceptable range.

3.4 Sensing properties of strain sensor

Sensitivity is the most critical performance of strain sensors,
and here we use the relationship between resistance change rate
and tensile strain to study the sensitivity of strain sensors.
Fig. 6a shows the change in resistance versus tensile strain for
composite films of different thicknesses. The results show that
the resistance change rate increases with increasing strain.
When the strain is the same, the rate of change of resistance
increases with increasing thickness of the composite film,
which means that 0.30 mm composite film has the highest rate
of change of resistance and 0.22 mm has the most minor
change in resistance. In addition, the measurement range of the
composite film with a thickness of 0.30 mm is the smallest, and
the measurement range of the rest of the films does not differ
significantly. Fig. 6b is the GF calculated by the result in Fig. 6a.
In summary, the composite film with 0.26 mm thickness has

View Article Online

RSC Advances

both a large measurement range and the highest resistance
variation.

Based on the above studies, the 0.26 mm thick composite
film not only has excellent electrical conductivity, but also has
relatively ideal mechanical properties and high sensitivity.
Therefore, we only selected the 0.26 mm thick composite film as
a representative for bending test, cyclic tensile test, response
time test and bowel sound monitoring.

Fig. 6¢c shows the change in resistance of the 0.26 mm
thickness composite film at different bending angles. It can be
seen that the resistance increases with increasing angle, indi-
cating that the composite film has good flexibility and can
withstand large strains without loss of performance.

As shown in Fig. 6d, we found that the waveform of the
resistance change did not fluctuate much during 1000 cycles,
while the waveform shape of the 20 cycles before and after was
roughly the same. We randomly selected the three maximum
values of the resistance change in the 20 cycles before and after,
and obtained that the difference between the maximum values
of the resistance change before and after the 20 cycles was 0.02,
and the difference change rate was 7%, indicating that the
sensor has good stability and reproducibility. The flexibility is
mainly due to the relatively good elasticity of the PU film.

Fig. 6e shows the test results of the response time of the
strain sensor. By comparing the two load-unload curves of
resistance change rate and strain, it can be seen that there are
different levels of delays in the sensor's stress application and
release phases. The response times at the initial strain, highest
strain point, and no strain were 0.020 s, 0.011 s and 0.016 s,
respectively, indicating the fast response capability of the
sensor.

3.5 Application to bowel sound monitoring

In this experiment, a composite film with optimal mechanical
properties and high sensitivity was selected as a strain trans-
ducer for monitoring bowel sounds.

Under normal circumstances, the bowel sounds in healthy
adults are about 4-5 times per minute and are typically charac-
terized by a considerable variation in frequency sound and tone.*
Fig. 7a is a schematic diagram of bowel sound monitoring using
sensors and stethoscopes. Regarding the choice of the moni-
toring site, Craine et al. suggested that the bowel sounds should
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Young's moduli of GNP composite films with different thicknesses.
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be auscultated in the ileocecal and subxiphoid regions.*
However, to avoid interference from heart sounds and abdominal
aortic pulsations, we chose to monitor in the ileocecal region.
Both conventional and commercial electronic stethoscopes were
applied for simultaneous monitoring with the sensor to test the

feasibility of sensor monitoring of bowel sounds.

29108 | RSC Adv, 2022, 12, 29103-29112

Fig. 7b shows the waveforms of the sensor-monitored bowel
sounds, which were created by finding the waveforms corre-
sponding to the change in sensor resistance based on the time
when electronic stethoscope heard the bowel sounds. Fig. 7b is
the waveform graph produced by intercepting in chronological

order for comparison with Fig. 7c-e. Fig. 7c is a graph of the

© 2022 The Author(s). Published by the Royal Society of Chemistry
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audio collected the audio data shows that the onset time of
hearing bowel sounds is 12.0-12.1 s, while the onset time of
waveform change in the first green box in Fig. 7b (marked by the
blue dot) is 12.036 s, which is strong evidence to confirm that
the flexible strain sensor can monitor bowel sounds. The audio
data shows an end time of about 13 s, while the waveform ends
at about 15 s, which corresponds to bowel movements when
bowel sounds are not present, as mentioned in the previous
section. Fig. 7d is an audio map collected by the electronic
stethoscope, which corresponds to the second green box in Fig. 7b.
Fig. 7e is an audio map collected by the electronic stethoscope,
which corresponds to the third green box in Fig. 7b. Comparing the
audio intensities in Fig. 7c—e combined with Fig. 7b, it can be found
that the amplitude of the bowel sounds corresponds to the pitch of
the bowel sounds heard, which shows that the flexible strain sensor
can also distinguish bowel sounds of different intensities. For the
waveform in Fig. 7b with obvious resistance change but not
circled, it means that the bowel sounds is not heard by
auscultation at the corresponding time. However, this does not
conclude that these waveforms are not bowel sounds because
there are limitations in stethoscope auscultation, and
combined with the characteristics of the sensor we guess that
the sensor is more sensitive than the stethoscope in monitoring
bowel sounds.

Fig. 7f-g is a graph of the waveform amplitude data of bowel
sounds monitored by a sensor. Fig. 7f shows the maximum and
minimum bowel sounds waveform amplitude values. The
minimum values range from 0.02 to 0.81, with 98.33% of the
minimum values falling within the range of 0.02-0.60. In
addition, it can be observed that the maximum value of the
bowel sound amplitude varies greatly, Since the bowel sound
itself is highly variable, the analysis of the available data
suggests that more experiments are needed further to refine the
reference range of the maximum value. Fig. 7g is the amplitude
difference data plot, ranging from 0.03 to 4.95. The average
amplitude differences is 1.06, and most of the difference data
can be included when the difference range is set to 0.03-1.06.
According to the available data, we preliminarily defined the
reference ranges of minimum and difference values of bowel
sound amplitude as 0.02-0.60 and 0.03-1.06, respectively.

Thus, flexible strain sensors based on graphene structures
can monitor bowel sounds and differentiate between different
intensities of bowel sounds, which provides a new way to
determine the functional condition of the intestine, but more
data need to be collected to continue to revise the reference
ranges of the minimum and difference values of bowel sounds
amplitude. In addition, we suggest that the clinical application
of graphene sensors should be combined with the patient’'s own
perception to make a comprehensive evaluation of intestinal
recovery, so that the time point of transoral feeding can be
selected more accurately, thus effectively shortening the time of
POI and giving full play to the auxiliary role of the sensors.

4. Conclusion

In brief, we have prepared flexible strain sensors based on
polyurethane-graphene structures using a simple method that

29110 | RSC Adv, 2022, 12, 29103-29112

View Article Online

Paper

is easy to operate and low cost. Conductivity, mechanical
properties, and sensitivity tests were performed after preparing
composite films of different thicknesses, and then the best
contestant was selected to proceed to the next step. Bending
tests, cyclic tensile tests, and response time tests were also
performed, which demonstrated fast response capability and
the excellent flexibility and stability of the sensor. In the
application stage, we used the sensor and stethoscope for
simultaneous monitoring, confirming the feasibility of the
sensor to monitor bowel sounds and distinguishing bowel
sounds of different intensities. In addition, we also prelimi-
narily defined the reference range of the minimum and differ-
ence values of the bowel sound amplitude. In conclusion, strain
sensors based on graphene composite structure have a broad
prospect in clinical intestinal function monitoring and expand
new realms for the application of graphene.
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