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Abstract: Electrically conductive, highly flexible graphene membranes hold great promise for harvest-
ing energy from ambient vibrations. For this study, we built numerous three-dimensional graphene
ripples, with each featuring a different amount of compression, and performed molecular dynamics
simulations at elevated temperatures. These ripples have a convex cosine shape, then spontaneously
invert their curvature to concave. The average time between inversion events increases with com-
pression. We use this to determine how the energy barrier height depends on strain. A typical
convex-to-concave curvature inversion process begins when the ripple’s maximum shifts sideways
from the normal central position toward the fixed outer edge. The ripple’s maximum does not simply
move downward toward its concave position. When the ripple’s maximum moves toward the outer
edge, the opposite side of the ripple is pulled inward and downward, and it passes through the fixed
outer edge first. The ripple’s maximum then quickly flips to the opposite side via snap-through
buckling. This trajectory, along with local bond flexing, significantly lowers the energy barrier for
inversion. The large-scale coherent movement of ripple atoms during curvature inversion is unique
to two-dimensional materials. We demonstrate how this motion can induce an electrical current in a
nearby circuit.

Keywords: graphene; ripples; thermal motion; energy barrier; strain; energy harvesting; molecular
dynamics

1. Introduction

Recent developments in low power-consuming circuit designs have reduced input
power to nanowatts in active mode and picowatts in standby mode. In addition, some
applications operate with an ultra-low duty cycle, which further lowers the overall power
requirement [1]. These breakthroughs make it possible to use ambient vibrations as a power
source instead of batteries [2–4]. Consequently, there is growing interest in developing
power sources that scavenge energy from the local environment [5–8].

Microelectromechanical systems (MEMS) are an attractive approach to energy har-
vesting. For example, a 14 nm thick silicon nitride cantilever is extremely flexible and
will vibrate under the slightest influence. The kinetic energy of the cantilever can be con-
verted into stored electrical charge using an electrical circuit with a rectifier and a capacitor.
Materials thinner than silicon nitride would be better, as the flexural rigidity decreases
with thickness to the third power. The ultimate thinness is found with two-dimensional
(2D) materials and graphene is the most durable of these. A graphene membrane can be
ten times thinner than silicon nitride and, therefore, 1000 times more flexible [9,10]. In
addition, graphene has an extremely high electrical conductivity, thermal conductivity,
and is non-magnetic. We exploit these properties by incorporating freestanding graphene
into an electrostatic circuit such that the graphene membrane serves as the mobile plate
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of a spontaneously varying capacitor. As the graphene moves up and down, a displace-
ment current is produced in a nearby electrical circuit with diodes that are used to charge
storage capacitors. A schematic of our graphene energy harvesting circuit is shown in
Figure 1. As the graphene membrane vibrates up and down, the distance to the fixed
upper plate changes in time. This results in a time-varying capacitance. For a fixed bias
voltage, V, charge will flow on and off the graphene capacitor as its capacitance changes
in time [11]. When charge flows clockwise, it passes through diode one, D1, and charges
storage capacitor one, C1. When charge flows counterclockwise, it flows opposite the bias
voltage, recharging it, charges storage capacitor two, C2, then passes through diode two,
D2. Even though the current is low and, therefore, the diode resistance is high, this circuit
was found to have 50% efficiency when operated at its maximum output power [12]. In
a recent study, the graphene circuit shown in Figure 1 was experimentally tested using
suspended graphene near a fixed metal electrode and shown to induce an electrical current
in the circuit. This result is the motivation for this work [13].
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Figure 1. Graphene energy harvesting circuit using two diodes (D1 and D2), two storage capacitors
(C1 and C2), and a rechargeable battery (V) to charge the graphene-electrode variable capacitor on
the left.

When graphene is suspended, the membrane can be held under tension or compres-
sion. When taut, the vibrational modes produced are the well-studied drumhead vibrations.
For graphene, these modes have very high frequencies [14]. One potential application for
taut membranes is a high Q sensor, an active area of research [15]. Alternatively, when
graphene is compressed, a bump or ripple forms. Its movement is then governed by barrier
crossing events and the vibrations shift to extremely low frequencies [16–19]. This area
of research is in the early stages of development and is gaining attention for its potential
applications [20–23].

When graphene was first suspended in the early 2000s [24–28], it was found to natu-
rally form ripples due to its self-compression stability property [16,29–36]. The geometry
of these ripples has been well-characterized in terms of average height and diameter. For
example, using an in-plane magnetic field, it was found that ripples have a height of
about 0.6 nm and a diameter at around 8 nm [37]. Using atomic force microscopy (AFM)
on ripples held at 400 C, the height was measured at 0.13 nm with a diameter of about
20 nm [37]. Room temperature AFM studies found the height to be around 0.2 nm with a
diameter of 64 nm [38]. Scanning tunneling microscope (STM) studies found the average
height to be around 0.32 nm, with a diameter of about 15 nm [39].

Some dynamic properties of ripples have been studied using scanning probe mi-
croscopy (SPM). However, the shape transformation details of a ripple during curvature
inversion cannot be imaged using SPM, as the process takes place over too large an area
and too short a time for SPM. Molecular dynamics simulations (MDS), on the other hand,
are an ideal method for investigating the evolution of ripple inversion. In this study, we
used MDS to quantify the dynamics of graphene ripples as they invert their curvature. To
achieve this, we first determined the energy required to compress and stretch graphene.
Second, we used the strain–energy relationship to build a double-well potential for a
particular ripple, then investigated the average inversion rate as a function of strain. This
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allowed us to report the energy barrier as a function of compressive strain. Finally, we
derived a detailed picture of the shape transformations the ripple undergoes during the
curvature inversion process through cross-sectional analysis.

2. Materials and Methods

We first created a flat circular lattice of about 7000 carbon atoms arranged in a hon-
eycomb structure. The potential energy of the lattice was found for a number of different
bond lengths in LAMMPS using the AIREBO C-C potential at zero Kelvin. Atomic pairs
were set to interact within three standard deviations of their equilibrium distance [40,41].
The minimum energy of the lattice occurs at a bond length of 0.140 nm. For a lattice com-
pressed or stretched by less than one percent, the potential energy in units of eV follows
∆U = (47) ε2, where ε is the percent strain.

We constructed three-dimensional (3D) ripples starting from the flat circular lattice
and using a bond length smaller than 0.140 nm. Next, inside a radius of 7.5 nm, a third
dimension was added to the carbon atoms using the following cosine function:

z = h cos
[

π

4
1

7.5

√
x2 + y2

]
(1)

where h is the central height of the ripple and x and y are the coordinates of the carbon
atoms. As h increases, the arc length in a vertical plane also increases, which stretches the
bond lengths back to the original 0.140 nm and aids in the simulation’s optimization. We
found that for an original planar strain of −0.7%, the relaxed height of the ripple is about
0.8 nm. An illustration of a ripple with this strain is shown in Figure 2a. An approximate
formula relating the original planar percent strain to the relaxed final height in nm is given
by:

ε = −1.08 h2 (2)
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Figure 2. Ripple construction and the double-well potential: (a) An example graphene ripple
constructed after compressing a flat sheet by 0.7% and adding a third dimension so that the arc length
equals its original uncompressed length; (b) The double-well potential for the ripple. Five ripple
illustrations show the shape at different points along the energy curve. The function precisely fits the
five energy data points found at zero Kelvin by stretching and compressing the lattice by 0.7%.

This formula comes from a simple geometric analysis and computes the strain using
the diameter and smooth arc length of the cosine ripple. After forming the ripple, we retain
a 1.5 nm wide graphene annulus around the ripple at zero height. The annulus is always
fixed in place, its position defines the x− y plane, and it can be seen in the 3D rendering
shown in Figure 2a.

The zero Kelvin potential energy of a −0.7% strained ripple is the double-well po-
tential, as shown in Figure 2b. The two minimums correspond to a convex- and concave-
shaped ripple with equilibrium bond lengths, as also illustrated in Figure 2b. When the
ripple is compressed into a flat lattice, its energy is 23 eV higher. This is the barrier height
between the two minimums at zero height. If the ripple is stretched by 0.7%, starting
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with its relaxed cosine shape [42], its potential energy will increase by 23 eV and equal the
barrier height. These five points precisely fit the double-well potential energy function
given by:

U(z) = ∆U

[
z4

z4
0
− 2

z2

z2
0

]
(3)

where ∆U is the barrier height, z is the central height of the cosine-shaped ripple, and z0
is the central height of the ripple at its minimum energy. This potential energy function
was also found using density functional theory (DFT) [5]. Note that the height of the
energy barrier is about 1000 times larger than room temperature energy (kBT), where kB is
Boltzmann’s constant and T is the absolute temperature. As a result, the ripple will have
an extremely low probability of spontaneously inverting its curvature. However, these
ripples do invert their curvature at room temperature, so it is likely that the shape is never
flat as it goes through the process of inverting its curvature [43].

Next, we constructed numerous 15 nm diameter ripples, each featuring a different
strain, using the method described above. After ripple construction, the ripple temperature
was set to 3000 K and maintained at that temperature using a Nosé–Hoover thermostat.
The equilibrium bond length changed from 0.140 nm at zero K to 0.143 nm at 3000 K. The
equations of motion were integrated using a time step of 1 fs. The system was equilibrated
for 0.5 ns starting from the initial cosine shape. The subsequent trajectory from a production
run of 40 ns was used for analysis in this study.

3. Results
3.1. A. Bistable Ripples

The cross-sectional profile of a typical equilibrated cosine-like shaped ripple is shown
in Figure 3a. This line profile features several kinks. When graphene is held at high
temperatures, kinks appear because of its extremely flexible carbon bonds [44]. For this
reason, the more meaningful strain values reported in this manuscript are found using
Equation (2), which assumes a smooth arc.
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profile of a ripple; (b) Central height of a highly compressed ripple in time; (c) Central height of a
lightly compressed ripple in time; (d) Central height of a bistable ripple in time.
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We tracked the central height of the ripple in time. One such example is shown in
Figure 3b. For this ripple, the strain is −0.78%. It is trapped in a concave shape for the
entire 4 ns shown. Another ripple with strain −0.13% is shown in Figure 3c. In this case,
the strain is too low to be bistable at the temperature of the simulation. When the ripple
strain is between these extremes, it can invert its curvature multiple times within a 4 ns
time interval. One example is shown in Figure 3d. In order to test the integrity of our
simulation methods, we successfully reproduced similar ripple curvature inversion results
previously published [43].

3.2. B. Average Time between Inversion

We narrowed the strain values to those that yield bistable ripples that invert their
curvature on a time scale accessible for this study. We then created 10 more ripples with
similar but varying strains and ran 40 ns MDS for each. For all these simulations, we
found the average time between curvature inversions, then plotted this time versus the
calculated strain found using Equation (2), as shown in Figure 4a. As expected, the larger
the compressive strain, the longer the ripple stays on one side. The average time, 〈t〉, to
cross a barrier height, ∆U, is given by Kramers’ rate [45]:

〈t〉 ∝ e
∆U
kBT (4)
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(b) Barrier height vs. strain.

The best fit to the average time between flips yields ∆U = (3.4) ε2 for the barrier
height, which is shown in Figure 4b.

Using the energy barrier results shown in Figure 4b, we constructed the double well
potential for a ripple with strain −0.7%. This ripple has an energy barrier of 1.6 eV, as
illustrated in Figure 5a. DFT calculations for graphene membranes were carried out in
another study and show a similar energy barrier to what we found [5]. This barrier height
is 14 times smaller than the energy barrier for flat graphene featuring the same strain
(23 eV). This leads to the conclusion that uniform flattening is not the mechanism behind
inversion. The ripple could alter its shape to look like the illustration in Figure 5b. Here,
the ripple maximum has been shifted to the right, as the other half of the ripple starts the
inversion process. Next, we tested this mechanism using the MDS datasets.
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3.3. C. Physical Transformation during Ripple Inversion

To study the shape transformations, we first identified all the inversion events in a
particular ripple simulation by plotting the central height over time, as shown in Figure 6a.
Root-mean-square deviation (RMSD) analysis confirms the atom positions have stabilized
within the first 0.2 ns. The initial time data are not included in the plot. After stabilizing,
the ripple’s height is positive in the beginning, then flips 6 times during the next 8 ns. To
track the larger structure of the ripple, we also recorded the height of the ripple along
both the x-axis and y-axis every picosecond. From these datasets, we determined the (x, y)
coordinate for the maximum height in time. Next, for the 6 ps prior to the first ripple
curvature inversion, we plotted the (x, y) coordinate of the maximum height as shown in
Figure 6b. The ripple maximum begins near the center of the ripple (0,0), then shifts to
the edge of the ripple just before inversion. This process of starting near the center and
moving toward the edge was repeated for all the ripple curvature inversions, as shown
in Figure 6c–g. Given that a large displacement of the maximum away from center and
toward the edge occurs just prior to inversion for every event shown in Figure 6, we believe
that this displacement triggers ripple curvature inversion.

Next, we analyzed the shape of the ripple in time. This was carried out by using
regression analysis on the cross-sectional datasets taken in both the x- and y-directions. For
convenience, we redrew Figure 6a in Figure 7a. Cross-sectional datasets were extracted
every picosecond and fit with both a cosine function with its maximum z-displacement at
(0,0) and a sine function with its minimum z-displacement at (0,0). The resulting goodness-
of-fit values (R2) are shown for each function in time, as the ripple inverts. Early on, the
goodness-of-fit for cosine is close to one, while sine is close to zero, as shown in Figure 7b.
Here, the ripple has the normal cosine shape. As time progresses, the quality of the cosine
fit decreases, while the quality of the sine fit increases. Therefore, the ripple now takes on a
shape more like that shown in Figure 5b. At the end of the time series, the cosine fit returns
to nearly one, and the ripple has fully inverted. This sequence of shape changes, from
cosine to sine and back to cosine, is repeated for all ripple inversion processes, as shown
in Figure 7c–g. This change in the goodness-of-fit occurs in either the x- or y-direction; in
some cases, it occurs in both directions. Only 8 ns of tracking data are shown in Figure 7a
for conciseness. However, we completed the same analysis on 40 ns of data and confirmed
the same correlation between the cross-sectional shape change and inversion. From these
data, we believe that the shape transformation from cosine to sine, then back to cosine, is a
key process for ripple curvature inversion.
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4. Discussion

The primary path for the ripple curvature inversion process as determined by MDS is
illustrated in Figure 8. We begin with a cosine-shaped convex ripple, as shown in Figure 8a.
Due to random collective motion, the maximum of the ripple (marked with a red circle)
begins to move away from the center and toward the fixed edge, as shown in Figure 8b. As
the maximum moves to the right, the carbon atoms on the left side are pulled inward and
downward toward the x–y plane (z = 0). These carbon atoms eventually cross the plane of
the fixed outer edge. Now, the cross-sectional shape of the ripple is best described as a sine
function (ripple minimum is marked with a green circle), as shown in Figure 8c. Finally, the
ripple maximum suddenly flips from above the central fixed plane to below, and the ripple
is concave, as shown in Figure 8d. This is the dominant pathway for ripple inversion.

Membranes 2021, 11, x FOR PEER REVIEW 10 of 14 
 

 

4. Discussion 
The primary path for the ripple curvature inversion process as determined by MDS 

is illustrated in Figure 8. We begin with a cosine-shaped convex ripple, as shown in Figure 
8a. Due to random collective motion, the maximum of the ripple (marked with a red circle) 
begins to move away from the center and toward the fixed edge, as shown in Figure 8b. 
As the maximum moves to the right, the carbon atoms on the left side are pulled inward 
and downward toward the x–y plane (z = 0). These carbon atoms eventually cross the 
plane of the fixed outer edge. Now, the cross-sectional shape of the ripple is best described 
as a sine function (ripple minimum is marked with a green circle), as shown in Figure 8c. 
Finally, the ripple maximum suddenly flips from above the central fixed plane to below, 
and the ripple is concave, as shown in Figure 8d. This is the dominant pathway for ripple 
inversion.  

 
Figure 8. Conceptual illustration of the shape transformation through curvature inversion: (a) The 
maximum of the ripple moves from center to right; (b) Curvature is low on the left side. Local atoms 
are pulled down toward the fixed frame; (c) The left side passes through the x–y plane and the ripple 
forms a sine-like shape; (d) The left sub-ripple has pulled the right sub-ripple down. A single ripple 
is formed below the x-y plane. 

For comparison, we calculated the energy barrier from elastic theory [46–48]. To do 
this, we started with the ideal cosine shape and transitioned to the ideal sine shape shown 
in Figure 5b. The energy barrier from elasticity theory is significantly lower than what we 
found when the ripple simply flattens during the inversion process. However, elasticity 
theory overestimates the energy barrier by a factor of three to four compared to the results 
for MDS shown in Figure 4b. The reason for this is thought to be due to the sine shape 
being too ideal for what happens to the shape of the ripple as it passes through the fixed 
outer frame. Some evidence for this can be seen in the goodness of fit for the sine shape as 
it never reaches unity. One benefit of performing the MDS is that it removes the need to 
guess the precise shape of the ripple as it inverts its curvature. 

The timescale for the curvature inversion process is remarkably short, at about 20–30 
ps. During this time, the ripple height changes by 1.6 nm, which is significantly larger 
than the bond length. This yields an average speed of about 700 m/s. It is also noteworthy 
that the carbon atoms are moving together. This type of collective movement is like snap-
through buckling [21,49–51]. This relatively large-area, high-speed movement has poten-
tial for small-scale energy harvesting [52,53]. 

Figure 8. Conceptual illustration of the shape transformation through curvature inversion: (a) The
maximum of the ripple moves from center to right; (b) Curvature is low on the left side. Local atoms
are pulled down toward the fixed frame; (c) The left side passes through the x–y plane and the ripple
forms a sine-like shape; (d) The left sub-ripple has pulled the right sub-ripple down. A single ripple
is formed below the x-y plane.

For comparison, we calculated the energy barrier from elastic theory [46–48]. To do
this, we started with the ideal cosine shape and transitioned to the ideal sine shape shown
in Figure 5b. The energy barrier from elasticity theory is significantly lower than what we
found when the ripple simply flattens during the inversion process. However, elasticity
theory overestimates the energy barrier by a factor of three to four compared to the results
for MDS shown in Figure 4b. The reason for this is thought to be due to the sine shape
being too ideal for what happens to the shape of the ripple as it passes through the fixed
outer frame. Some evidence for this can be seen in the goodness of fit for the sine shape as
it never reaches unity. One benefit of performing the MDS is that it removes the need to
guess the precise shape of the ripple as it inverts its curvature.

The timescale for the curvature inversion process is remarkably short, at about
20–30 ps. During this time, the ripple height changes by 1.6 nm, which is significantly
larger than the bond length. This yields an average speed of about 700 m/s. It is also
noteworthy that the carbon atoms are moving together. This type of collective movement
is like snap-through buckling [21,49–51]. This relatively large-area, high-speed movement
has potential for small-scale energy harvesting [52,53].
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We can utilize the MDS data to predict the current produced by the thermal movement
of the graphene. We imagine forming a parallel plate capacitor with a time-varying
capacitance given by C(t) = εA

z(t)+1.5 , where ε is the permittivity, A = 177 nm2 is the area of
the graphene, and z(t) is the height of the graphene shown in Figure 7a; the fixed frame
of the graphene is placed 1.5 nm away from the upper electrode shown in Figure 1. As
the graphene moves, the distance between the ripple and the electrode varies with time,
as shown in Figure 9a. This distance was chosen so that the graphene does not contact
the electrode. The capacitance varies with time, as shown in Figure 9b. If we set the bias
voltage to 1 V, then the charge, Q(t) = C(t) V, on the capacitor will also vary in time, as
shown in Figure 9c. The rectified current varies with time, as shown in Figure 9d. Here, the
current flowing is on the order of a nanoamp.
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5. Conclusions

We studied the dynamics of graphene ripples using molecular dynamics simulations
(MDS). The ripples are made by compressing flat graphene, then allowing the graphene
to relax into the third dimension. For a range of strain values, the ripples are bistable
and invert their curvature on a timeframe accessible with MDS. The transition rate for
barrier crossing was found to be exponential in strain. Using the average transition rate,
along with Kramers’ formula, we determined the height of the barrier in the double-well
potential as a function of strain. The energy barrier is much lower than what one would
expect if the ripples uniformly flattened before crossing. Using cosine and sine regression
analysis on cross-sections of the ripple, we showed that the ripple distorts its shape to
allow only part of the ripple to pass through the fixed frame at a time. Finally, we used the
movement of the graphene to create a variable capacitor, which then induced a current to
flow in a nearby circuit, thereby quantifying the energy harvesting promise of this system.



Membranes 2021, 11, 516 11 of 12

Author Contributions: Conceptualization, P.M.T.; methodology, J.M.M. and P.M.T.; software, J.M.M.;
validation, F.H., M.N.G. and P.M.T.; formal analysis, J.M.M. and P.M.T.; investigation, J.M.M.;
resources, P.M.T.; data curation, J.M.M.; writing—original draft preparation, J.M.M. and P.M.T.;
writing—review and editing, F.H. and M.N.G.; visualization, J.M.M. and P.M.T.; supervision, P.M.T.;
project administration, P.M.T.; funding acquisition, P.M.T. All authors have read and agreed to the
published version of the manuscript.

Funding: This research was supported by the Walton Family Charitable Support Foundation, grant
number RG3178.

Institutional Review Board Statement: Not applicable.

Informed Consent Statement: Not applicable.

Data Availability Statement: The data that support the findings of this study are available from the
corresponding author upon reasonable request.

Conflicts of Interest: The authors declare no conflict of interest. The funders had no role in the design
of the study; in the collection, analyses, or interpretation of data; in the writing of the manuscript, or
in the decision to publish the results.

References
1. Hanson, S.; Seok, M.; Lin, Y.-S.; Foo, Z.; Kim, D.; Lee, Y.; Liu, N.; Sylvester, D.; Blaauw, D. A Low-Voltage Processor for Sensing

Applications with Picowatt Standby Mode. IEEE J. Solid-State Circuits 2009, 44, 1145–1155. [CrossRef]
2. Roundy, S.; Wright, P.K.; Rabaey, J. A study of low level vibrations as a power source for wireless sensor nodes. Comput. Commun.

2003, 26, 1131–1144. [CrossRef]
3. Wang, L. Vibration Energy Harvesting by Magnetostrictive Material for Powering Wireless Sensors. Ph.D. Thesis, North Carolina

State University, Raleigh, NC, USA, 2008.
4. Tong, C. Introduction to Materials for Advanced Energy Systems; Springer International Publishing AG: Cham, Switzerland, 2019.
5. Lopez-Suarez, M.; Rurali, R.; Gammaitoni, L.; Abadal, G. Nanostructured graphene for energy harvesting. Phys. Rev. B 2011, 84,

161401. [CrossRef]
6. El Mahboubi, F.; Bafleur, M.; Boitier, V.; Dilhac, J.-M. Energy-harvesting powered variable storage topology for battery-free

wireless sensors. Technologies 2018, 6, 106. [CrossRef]
7. Torres, E.O.; Rincon-Mora, G.A. Electrostatic Energy Harvester and Li-Ion Charger Circuit for Micro-Scale Applications. In

Proceedings of the 2006 49th IEEE International Midwest Symposium on Circuits and Systems, San Juan, PR, USA, 6–9 August
2006; pp. 65–69.

8. Wang, Z.L.; Wu, W. Nanotechnology Enabled Energy Harvesting for Self Powered Micro/Nanosystems. Angew. Chem. Int. Ed.
2012, 51, 11700–11721. [CrossRef]

9. Abdelghany, M.; Ledwosinska, E.; Szkopek, T. Theory of the suspended graphene varactor. Appl. Phys. Lett. 2012, 101, 153102.
[CrossRef]

10. AbdelGhany, M.; Mahvash, F.; Mukhopadhyay, M.; Favron, A.; Martel, R.; Siaj, M.; Szkopek, T. Suspended graphene variable
capacitor. 2D Mater. 2016, 3, 041005. [CrossRef]

11. Philp, S.F. Vacuum-Insulated, Varying-Capacitance Machine. IEEE Trans. Electr. Insul. 1977, 12, 130–136. [CrossRef]
12. Harerimana, F.; Peng, H.; Otobo, M.; Luo, F.; Gikunda, M.N.; Mangum, J.M.; Labella, V.P.; Thibado, P.M. Efficient circuit design

for low power energy harvesting. AIP Adv. 2020, 10, 105006. [CrossRef]
13. Thibado, P.M.; Kumar, P.; Singh, S.; Ruiz-Garcia, M.; Lasanta, A.; Bonilla, L.L. Fluctuation-induced current from freestanding

graphene. Phys. Rev. E 2020, 102, 042101. [CrossRef] [PubMed]
14. Littman, W. Properties of the Euler-Bernoulli beam equation and the Kirchoff plate equation related to controllability. In

Proceedings of the 28th IEEE Conference on Decision and Control, Tampa, FL, USA, 13–15 December 1989; Volume 2283, p. 2286.
15. Bunch, J.S.; van der Zande, A.; Verbridge, S.S.; Frank, I.W.; Tanenbaum, D.M.; Parpia, J.M.; Craighead, H.G.; McEuen, P.L.

Electromechanical resonators from graphene sheets. Science 2007, 315, 490–493. [CrossRef]
16. Fasolino, A.; Los, J.H.; Katsnelson, M.I.; Fasolino, A.; Los, J.H.; Katsnelson, M.I. Intrinsic ripples in graphene. Nat. Mater. 2007, 6,

858–861. [CrossRef]
17. Breitwieser, R.; Hu, Y.C.; Chao, Y.C.; Tzeng, Y.R.; Liou, S.C.; Lin, K.C.; Chen, C.W.; Pai, W.W. Investigating ultraflexible

freestanding graphene by scanning tunneling microscopy and spectroscopy. Phys. Rev. B 2017, 96, 085433. [CrossRef]
18. Gammaitoni, L.; Hanggi, P.; Jung, P.; Marchesoni, F. Stochastic resonance. Rev. Mod. Phys. 1998, 70, 223–287. [CrossRef]
19. Dutta, P.; Horn, P.M. Low-Frequency Fluctuations in Solids-1-F Noise. Rev. Mod. Phys. 1981, 53, 497–516. [CrossRef]
20. Yamaletdinov, R.D.; Ivakhnenko, O.; Sedelnikova, O.V.; Shevchenko, S.N.; Pershin, Y.V. Snap-through transition of buckled

graphene membranes for memcapacitor applications. Sci. Rep. 2018, 8, 3566. [CrossRef] [PubMed]
21. Lindahl, N.; Midtvedt, D.; Svensson, J.; Nerushev, O.A.; Lindvall, N.; Isacsson, A.; Campbell, E.E.B. Determination of the Bending

Rigidity of Graphene via Electrostatic Actuation of Buckled Membranes. Nano Lett. 2012, 12, 3526–3531. [CrossRef] [PubMed]

http://doi.org/10.1109/JSSC.2009.2014205
http://doi.org/10.1016/S0140-3664(02)00248-7
http://doi.org/10.1103/PhysRevB.84.161401
http://doi.org/10.3390/technologies6040106
http://doi.org/10.1002/anie.201201656
http://doi.org/10.1063/1.4757991
http://doi.org/10.1088/2053-1583/3/4/041005
http://doi.org/10.1109/TEI.1977.297965
http://doi.org/10.1063/5.0021479
http://doi.org/10.1103/PhysRevE.102.042101
http://www.ncbi.nlm.nih.gov/pubmed/33212603
http://doi.org/10.1126/science.1136836
http://doi.org/10.1038/nmat2011
http://doi.org/10.1103/PhysRevB.96.085433
http://doi.org/10.1103/RevModPhys.70.223
http://doi.org/10.1103/RevModPhys.53.497
http://doi.org/10.1038/s41598-018-21205-3
http://www.ncbi.nlm.nih.gov/pubmed/29476169
http://doi.org/10.1021/nl301080v
http://www.ncbi.nlm.nih.gov/pubmed/22708530


Membranes 2021, 11, 516 12 of 12

22. Scharfenberg, S.; Mansukhani, N.; Chialvo, C.; Weaver, R.L.; Mason, N. Observation of a snap-through instability in graphene.
Appl. Phys. Lett. 2012, 100, 21910. [CrossRef]

23. Baumgarten, L.; Kierfeld, J. Shallow shell theory of the buckling energy barrier: From the Pogorelov state to softening and
imperfection sensitivity close to the buckling pressure. Phys. Rev. E 2019, 99, 022803. [CrossRef] [PubMed]

24. Meyer, J.C.; Geim, A.K.; Katsnelson, M.I.; Novoselov, K.S.; Booth, T.J.; Roth, S. The structure of suspended graphene sheets.
Nature 2007, 446, 60–63. [CrossRef]

25. Zan, R.; Muryn, C.; Bangert, U.; Mattocks, P.; Wincott, P.; Vaughan, D.; Li, X.; Colombo, L.; Ruoff, R.S.; Hamilton, B.; et al.
Scanning tunnelling microscopy of suspended graphene. Nanoscale 2012, 4, 3065–3068. [CrossRef]

26. Klimov, N.N.; Jung, S.; Zhu, S.; Li, T.; Wright, C.A.; Solares, S.D.; Newell, D.B.; Zhitenev, N.; Stroscio, J.A. Electromechanical
Properties of Graphene Drumheads. Science 2012, 336, 1557–1561. [CrossRef]

27. Xu, P.; Yang, Y.; Barber, S.D.; Ackerman, M.L.; Schoelz, J.K.; Qi, D.; Kornev, I.; Dong, L.; Bellaiche, L.; Barraza-Lopez, S.; et al.
Thibado, Atomic control of strain in freestanding graphene. Phys. Rev. B 2012, 85, 121406. [CrossRef]

28. Zhao, X.; Zhai, X.; Zhao, A.; Wang, B.; Hou, J.G. Fabrication and scanning tunneling microscopy characterization of suspended
monolayer graphene on periodic Si nanopillars. Appl. Phys. Lett. 2013, 102, 201602. [CrossRef]

29. Illing, B.; Fritschi, S.; Kaiser, H.; Klix, C.L.; Maret, G.; Keim, P. Mermin–Wagner fluctuations in 2D amorphous solids. Proc. Natl.
Acad. Sci. USA 2017, 114, 1856–1861. [CrossRef] [PubMed]

30. Abedpour, N.; Neek-Amal, M.; Asgari, R.; Shahbazi, F.; Nafari, N.; Tabar, M.R.R. Roughness of undoped graphene and its
short-range induced gauge field. Phys. Rev. B 2007, 76, 195407. [CrossRef]

31. Gazit, D. Correlation between charge inhomogeneities and structure in graphene and other electronic crystalline membranes.
Phys. Rev. B 2009, 80, 161406. [CrossRef]

32. San-Jose, P.; González, J.; Guinea, F. Electron-Induced Rippling in Graphene. Phys. Rev. Lett. 2011, 106, 045502. [CrossRef]
33. Guinea, F.; le Doussal, P.; Wiese, K.J. Collective excitations in a large-d model for graphene. Phys. Rev. B 2014, 89, 125428.

[CrossRef]
34. Bonilla, L.L.; Ruiz-Garcia, M. Critical radius and temperature for buckling in graphene. Phys. Rev. B 2016, 93, 115407. [CrossRef]
35. Bonilla, L.; Carpio, A. Ripples in a graphene membrane coupled to Glauber spins. J. Stat. Mech. Theory Exp. 2012, 2012, P09015.

[CrossRef]
36. Ruiz-Garcia, M.; Bonilla, L.; Prados, A. Ripples in hexagonal lattices of atoms coupled to Glauber spins. J. Stat. Mech. Theory Exp.

2015, 2015, P05015. [CrossRef]
37. Lundeberg, M.B.; Folk, J. Rippled Graphene in an In-Plane Magnetic Field: Effects of a Random Vector Potential. Phys. Rev. Lett.

2010, 105, 146804. [CrossRef] [PubMed]
38. Ishigami, M.; Chen, J.H.; Cullen, W.G.; Fuhrer, M.S.; Williams, E.D. Atomic Structure of Graphene on SiO2. Nano Lett. 2007, 7,

1643–1648. [CrossRef] [PubMed]
39. Geringer, V.; Liebmann, M.; Echtermeyer, T.; Runte, S.; Schmidt, M.; Rückamp, R.; Lemme, M.C.; Morgenstern, M. Intrinsic and

extrinsic corrugation of monolayer graphene deposited on SiO2. Phys. Rev. Lett. 2009, 102, 076102. [CrossRef] [PubMed]
40. Available online: http://lammps.sandia.gov (accessed on 15 February 2018).
41. Dhaliwal, G.; Nair, P.B.; Singh, C.V. Uncertainty analysis and estimation of robust AIREBO parameters for graphene. Carbon 2019,

142, 300–310. [CrossRef]
42. Bao, W.; Miao, F.; Chen, Z.; Zhang, H.; Jang, W.; Dames, C.; Lau, C.N. Controlled ripple texturing of suspended graphene and

ultrathin graphite membranes. Nat. Nanotechnol. 2009, 4, 562–566. [CrossRef] [PubMed]
43. Ackerman, M.L.; Kumar, P.; Neek-Amal, M.; Thibado, P.M.; Peeters, F.M.; Singh, S. Anomalous Dynamical Behavior of Freestand-

ing Graphene Membranes. Phys. Rev. Lett. 2016, 117, 126801. [CrossRef]
44. Deng, S.; Berry, V. Wrinkled, rippled and crumpled graphene: An overview of formation mechanism, electronic properties, and

applications. Mater. Today 2016, 19, 197–212. [CrossRef]
45. Kramers, H.A. Brownian motion in field of force and diffusion model of chemical reactions. Physica 1940, 7, 284–304. [CrossRef]
46. Davini, C.; Favata, A.; Paroni, R. A new material property of graphene: The bending Poisson coefficient. EPL 2017, 118, 26001.

[CrossRef]
47. Wei, Y.; Wang, B.; Wu, J.; Yang, R.; Dunn, M. Bending Rigidity and Gaussian Bending Stiffness of Single-Layered Graphene. Nano

Lett. 2013, 13, 26–30. [CrossRef]
48. Koskinen, P.; Kit, O.O. Approximate modeling of spherical membranes. Phys. Rev. B 2010, 82, 235420. [CrossRef]
49. Neek-Amal, M.; Xu, P.; Schoelz, J.; Ackerman, M.; Barber, S.; Thibado, P.; Sadeghi, A.; Peeters, F. Thermal mirror buckling in

freestanding graphene locally controlled by scanning tunneling microscopy. Nat. Commun. 2014, 5, 4962. [CrossRef] [PubMed]
50. Das, K.; Batra, R.C. Pull-in and snap-through instabilities in transient deformations of microelectromechanical systems. J.

Micromech. Microeng. 2009, 19, 035008. [CrossRef]
51. Overvelde, J.; Kloek, T.; D’Haen, J.J.A.; Bertoldi, K. Amplifying the response of soft actuators by harnessing snap-through

instabilities. Proc. Natl. Acad. Sci. USA 2015, 112, 10863–10868. [CrossRef]
52. Harne, R.; Wang, K.W. A review of the recent research on vibration energy harvesting via bistable systems. Smart Mater. Struct.

2013, 22, 023001. [CrossRef]
53. Ramlan, R.; Brennan, M.J.; Mace, B.R.; Kovacic, I. Potential benefits of a non-linear stiffness in an energy harvesting device.

Nonlinear Dyn. 2010, 59, 545–558. [CrossRef]

http://doi.org/10.1063/1.3676059
http://doi.org/10.1103/PhysRevE.99.022803
http://www.ncbi.nlm.nih.gov/pubmed/30934269
http://doi.org/10.1038/nature05545
http://doi.org/10.1039/c2nr30162h
http://doi.org/10.1126/science.1220335
http://doi.org/10.1103/PhysRevB.85.121406
http://doi.org/10.1063/1.4807139
http://doi.org/10.1073/pnas.1612964114
http://www.ncbi.nlm.nih.gov/pubmed/28137872
http://doi.org/10.1103/PhysRevB.76.195407
http://doi.org/10.1103/PhysRevB.80.161406
http://doi.org/10.1103/PhysRevLett.106.045502
http://doi.org/10.1103/PhysRevB.89.125428
http://doi.org/10.1103/PhysRevB.93.115407
http://doi.org/10.1088/1742-5468/2012/09/P09015
http://doi.org/10.1088/1742-5468/2015/05/P05015
http://doi.org/10.1103/PhysRevLett.105.146804
http://www.ncbi.nlm.nih.gov/pubmed/21230858
http://doi.org/10.1021/nl070613a
http://www.ncbi.nlm.nih.gov/pubmed/17497819
http://doi.org/10.1103/PhysRevLett.102.076102
http://www.ncbi.nlm.nih.gov/pubmed/19257693
http://lammps.sandia.gov
http://doi.org/10.1016/j.carbon.2018.10.020
http://doi.org/10.1038/nnano.2009.191
http://www.ncbi.nlm.nih.gov/pubmed/19734927
http://doi.org/10.1103/PhysRevLett.117.126801
http://doi.org/10.1016/j.mattod.2015.10.002
http://doi.org/10.1016/S0031-8914(40)90098-2
http://doi.org/10.1209/0295-5075/118/26001
http://doi.org/10.1021/nl303168w
http://doi.org/10.1103/PhysRevB.82.235420
http://doi.org/10.1038/ncomms5962
http://www.ncbi.nlm.nih.gov/pubmed/25230052
http://doi.org/10.1088/0960-1317/19/3/035008
http://doi.org/10.1073/pnas.1504947112
http://doi.org/10.1088/0964-1726/22/2/023001
http://doi.org/10.1007/s11071-009-9561-5

	Introduction 
	Materials and Methods 
	Results 
	A. Bistable Ripples 
	B. Average Time between Inversion 
	C. Physical Transformation during Ripple Inversion 

	Discussion 
	Conclusions 
	References

