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Spontaneous formation of interdigitated array
pattern in wrinkled gold films deposited on
poly(dimethylsiloxane) elastomer

Masashi Watanabe, Ryou Hatano and Chiho Koizumi

In this study, we attempted to produce a gold coating on a glass slide with an interdigitated array (IDA) pattern through a series

of processes including spontaneous pattern formation as a key step instead of using photolithographic micromachining

processes. In the first step, a gold film was formed by sputter deposition onto a strip of poly(dimethylsiloxane) (PDMS)

elastomer. As part of the deposition process, the strip was heated because of the excess kinetic energy of the sputtered atoms.

As the strip cooled to room temperature after the deposition, it thermally shrunk, causing the gold film to wrinkle because of

buckling instability. Most of the wrinkles were oriented in a direction perpendicular to the lengthwise direction of the strip. In

the second step, a glass strip that was narrower than the PDMS strip was placed on the PDMS strip. Sputter deposition of gold

was repeated, resulting in the formation of wrinkles with an IDA pattern. Finally, this pattern was replicated on an elastomeric

stamp surface that was then used for patterning a gold coating on a glass slide using microcontact printing techniques.
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INTRODUCTION

An interdigitated array (IDA) electrode typically consists of two comb-
shaped electrodes that are arranged in an interlocking but separated
manner. Although studies on surface elastic waves by White and
Voltmer1 and on electrochemical analyses by Sanderson and
Anderson2 are representative early studies using IDA electrodes,
current applications of IDA electrodes cover an extremely wide range,
from biosensors to electronics.
In biosensors, IDA electrodes are used for immunoassays,3 detec-

tion of bacteria4 and analyses of biomolecules such as proteins5 and
DNA.6 Various chemicals can also be detected, which include
endocrine disrupters,7 herbicides8 and toxic gases, such as
ammonia,9 formaldehyde10 and nitrogen dioxide.11 As other types of
sensors using IDA electrodes, optical sensors using photoconductors12

and humidity sensors are reported.13

In electronics, IDA electrodes are more accurately called interdigital
transducers. Surface acoustic wave (self-assembled monolayer (SAM))
filters using interdigital transducers are key components for mobile
terminals such as cell phones.14 In microelectromechanical systems,
surface acoustic wave motors15 and electrostatic comb-drive actuators
are reported.16

In chemical engineering at small scale such as lab-on-a-chip
technologies, various unit operations are performed using surface
acoustic waves generated by interdigital transducers, which include
mixing,17 extraction,18 heating19 and manipulation of droplets.20

As other examples of applications, IDA electrodes are employed for
ordering small objects such as cells,21 polymer particles,22 metallic

nanowires23 and carbon nanotubes.24 They can also be used for
electroorganic syntheses.25 Thus, IDA electrodes are versatile compo-
nents in various fields.
In sensing applications, IDA electrodes with a miniature size, that is,

IDA microelectrodes, have various advantages because of their size and
unique shape. Although there are many sensing methods, we describe
capacitive and electrochemical methods, as follows.
In capacitive sensors, the change in the capacitance between two

metal electrodes is measured.26 When analyte molecules react with
probe molecules immobilized between the electrodes, the reaction is
detected as a change in capacitance. As can be seen from the fact that
the capacitance of a plate capacitor is proportional to the electrode
area and is inversely proportional to the distance between the
electrodes, an IDA microelectrode, which has a large effective electrode
area and a small electrode gap, is advantageous for improving
sensitivity.
As described early in the introduction, an IDA microelectrode

consists of two comb-like electrodes. In electrochemical sensors, one
of the electrodes (generator electrode) oxidizes an analyte of interest
and the other (collector electrode) detects the oxidized species and
simultaneously reduces it. The reduced species, which is the same as
the original analyte, diffuses back to the generator electrode. Thus, a
redox cycle forms, which enhances the current so that the sensitivity of
the sensor is significantly improved.27 In addition, when the IDA
electrode is an array of narrow-band electrodes, a steady-state current
can rapidly be achieved, which improves signal-to-noise ratio.2
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Thus, an advantage of IDA microelectrodes is the improvement of the
sensitivity of chemical or biochemical sensors.
Photolithographic micromachining techniques are usually used for

fabricating IDA microelectrodes.28 However, there are some reports in
the literature of other fabrication methods that use various printing

techniques, such as inkjet printing,29 laser printing,30 screen printing,31

nanotransfer printing32 and direct ink writing.33 Although photolitho-
graphic techniques can produce IDA microelectrodes with a precisely
controlled shape, they usually require expensive equipment and
multiple time-consuming processes. Stencils for screen printing and
stamps for nanotransfer printing are also fabricated using photolitho-
graphic techniques. In contrast, the fabrication process using inkjet
printing is simple and cost-effective because it does not include
photolithographic processes. However, the resolution of inkjet print-
ing (usually more than 30 μm) seems to be insufficient to fabricate
IDA microelectrodes.34 Although the resolution of direct ink writing
(several μm) is smaller than that of normal inkjet printing, specialized,
sophisticated equipment is required.
In this study, we propose a novel method for fabricating IDA

microelectrodes. In this method, a spontaneously formed IDA pattern
of wrinkles of thin, gold films is used for fabricating stamps for
microcontact printing. Such wrinkle formation is based on a
phenomenon called buckling instability35 and microcontact printing
is one of the well-known techniques, called soft lithography.36

Buckling instability has attracted much attention as a strategy for
controlling surface topography on micro- and nanometer scales since
1998 when Bowden et al. reported a simple method to form micro-
wrinkles of thin gold films on top of thick poly(dimethylsiloxane)
(PDMS) elastomers.37 When compressive stress in a stiff, thin film on
a soft, thick substrate exceeds a certain critical value, regular wrinkles
form owing to buckling instability.35 As material for the stiff, thin
films, gold,37,38 platinum39 and aluminum40 can be employed.
Silica-like thin films that are formed on the surface of PDMS through
exposure to oxygen plasma,41 ultraviolet light42,43 or acidic
solution44–47 are also used. For a soft, thick substrate, PDMS is one
of the commonly used materials, probably because a microscopically
flat surface is easily obtained by casting a liquid precursor of PDMS on
a plate followed by vulcanizing the precursor. Various methods to
generate compressive stress in stiff, thin films are known. For example,
thermal shrinkage,37 mechanical force48 or swelling with appropriate
solvents49 is utilized.
Wrinkles formed because of buckling instability exhibit various

patterns as well as simple stripes.48 Patterns reported so far include
herringbone,50 spoke,51 target51 and checkerboard patterns.43,52

However, to the best of our knowledge, IDA patterns have not yet
been reported, whereas IDA microelectrodes are widely used for
various applications, as described above.
In particular, some applications of chemical and biochemical

sensors, such as point-of-care testing toward hazardous agent detec-
tion, food inspection and clinical diagnostics, must be disposable.53–55

We believe that inexpensive, disposable, single-use IDA microelec-
trodes are useful for these applications for the following reason. An
electrode that is used repeatedly to analyze multiple samples must be
sufficiently cleaned before each use in order to prevent cross-
contamination.56 However, complete cleaning is difficult in analytical
applications, such as point-of-care testing for clinical diagnostics and
on-site environmental analysis, because cleaning facilities are often
unavailable. Therefore, we believe that there is a demand for relatively
inexpensive IDA microelectrodes that are disposable. Presently,
commercially available IDA microelectrodes are mainly produced
using photolithographic micromachining techniques, causing these
electrodes to not be sufficiently low-cost, and therefore unsuitable for
disposable use. In this study, we attempted to do away with costly
photolithographic processes to produce IDA electrodes. Instead,
we used cost-effective, spontaneous formation of IDA patterns of
wrinkles. Although this attempt has not yet been satisfactorily

Figure 1 Schematic diagram of procedure to form wrinkled gold films
with interdigitated array pattern. (a, b) First and second deposition of gold.
(c) Finally obtained wrinkles with interdigitated pattern. PDMS, poly
(dimethylsiloxane); PMMA, poly(methyl methacrylate).
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accomplished, we were able to obtain some promising results that
suggest the possibility of developing inexpensive IDA microelectrodes.

EXPERIMENTAL PROCEDURE

Materials
A precursor of the PDMS elastomer (KE-103), a curing agent (CAT-103) and a
silicone oil (KF-96H-10000CS) were purchased from Shin-Etsu Chemical Co.,
Ltd. (Tokyo, Japan). Thin glass slides (18× 18mm2, ca 0.15mm thick) were
acquired from Matsunami Glass Ind., Ltd. (Osaka, Japan). Thiourea and iron
(III) sulfate were obtained from Wako Pure Chemical Industries, Ltd. (Osaka,
Japan). Temperature-indicating labels were supplied from NiGK Corporation
(Kawagoe, Japan).

Preparation of PDMS elastomer
The precursor of the PDMS elastomer (KE-103) and the curing agent
(CAT-103) were mixed in a weight ratio of 100:5 and degassed under vacuum.
The mixture was cast on a poly(methyl methacrylate) plate. Vulcanization of
the mixture proceeded at room temperature for 3 days. The obtained 1.2-mm-
thick PDMS sheet was then cut into a strip of 0.85mm wide and 14mm long.
Onto this PDMS strip, gold was deposited, as described in the next section.

Deposition of gold onto PDMS strips
A small amount of silicone oil was applied to a poly(methyl methacrylate) plate
(18× 30mm2, 2mm thick) and then a piece of the PDMS sheet (9× 22mm2,
1.2 mm thick) was placed on the plate (Figure 1a). After a minute, quantity of
silicone oil was applied to the PDMS sheet, a PDMS strip (0.85 × 14mm2,
1.2 mm thick) was carefully placed in the center of the PDMS sheet. The PDMS
strip was then heated at 100 °C for 1 h to remove strains in the PDMS sample.
Sputter deposition of the gold was carried out using a DC sputtering coater

(IB-3, Eiko Engineering, Co., Ltd., Hitachinaka, Japan) at a deposition rate of
1.8 nmmin− 1. The potential difference and current between the gold target and
the sample stage were controlled to be 980 V and 3.0mA, respectively. The
deposition rate was estimated based on the data that the manufacturer of the
coater provided.
Sputter deposition was repeated twice. During the first deposition, both ends

of the PDMS strip were covered with polyethylene films of 2 mm wide as masks
so as to not deposit gold on these parts (see Figure 1a, circled magnified figure).

After the deposition, a 40-μm-thick polyethylene ribbon was placed at each end
of the PDMS strip and a glass strip (ca 0.50mm wide, 18mm long and
0.15mm thick) was put on the ribbons (Figure 1b). The position of the strip
was carefully adjusted to the center axis of the PDMS strip by observing the
glass and PDMS strips using a light microscope. Finally, the second deposition
was performed. A wrinkled gold film with IDA pattern was formed on the
surface of the PDMS strip (Figure 1c).

Microcontact printing
Elastomeric stamps were fabricated by replicating a mold consisting of the
PDMS strip covered with the wrinkled gold film. First, a mixture of the PDMS
precursor (KE-103) and the curing agent (CAT-103) in a weight ratio of 100:5
was cast on the mold (Figure 2a), followed by curing at 45 °C for 1 h. The
vulcanized PDMS elastomer, that is, the negative replica (Figure 2b) was easily
separated from the mold because the gold film prevented the replica from
sticking to the mold. During this separation, the gold film transferred from the
mold to the negative replica. Next, the mixture was cast on the negative replica
and cured at 45 °C to obtain a positive replica (Figure 2c). In this replication,
the positive replica was also easily separated from the negative replica. The
positive replica was additionally cured at 100 °C for 1 h. Finally, the residual
gold film on the positive replica was removed by soaking it in an etching
solution57 (an aqueous mixture of 0.25 M thiourea, 0.25 M iron (III) sulfate and
0.038 M sulfuric acid; Figure 2d). The obtained replica was used as a stamp in
the next step.
The stamp was soaked in an ethanol solution of 1-eicosanethiol (1.5mM) for

a few minutes, followed by drying in air.36 A glass slide that was pretreated with
1,1,1,3,3,3-hexamethyldisilazane was coated with gold using sputter deposition.
The stamp was brought into contact with the slide for ca 0.5 s. The slide was
then immersed in the previously described etching solution at room tempera-
ture and rinsed with water. The resulting gold pattern was observed using a
light microscope.

Examination of the surface of the wrinkled gold film
The surface was observed using a light microscope (MELUX-2-1L, Kyowa
Optical Co., Ltd., Kanagawa, Japan). The surface profile was measured using a
laser surface profiler (LT-9000, Keyence Corporation, Osaka, Japan) that
scanned the surface linearly.

Measurement of Young’s modulus and coefficient of thermal
expansion of PDMS elastomer
Young’s modulus and the coefficient of linear thermal expansion of the PDMS
elastomer were measured using a thermomechanical analyzer (TMA/SS6100,
Seiko Instruments, Chiba, Japan) in tensile mode.

RESULTS AND DISCUSSION

Control of wrinkle orientation
Gold was deposited onto a PDMS strip using a DC sputtering
technique for 35min at a deposition rate of 1.8 nmmin− 1. As shown
in Figure 3, a well-ordered stripe pattern was observed on the top
surface of the PDMS strip using a light microscope. The sinusoidal
profile measured by a surface profiler indicated that the stripe pattern
had substantially a regularly wrinkled surface topography (Figure 4).
The white and ocher-colored parts of the microscope image (Figure 3)
indicate the valleys (that is, concave parts) and peaks (that is, convex
parts) of the wrinkles, respectively. The wavelength, λ, and the
peak-to-valley amplitude, A, of the wrinkles were 37 μm and 1.1 μm,
respectively (Figure 5). In this section, we will first discuss the cause of
the wrinkling and then the mechanism of the orientation of the
wrinkles.
The cause of the wrinkling has already been explained by many

groups describing a force balance35 or an energy balance58 between the
bending of a stiff, thin film and the stretching of a soft, thick substrate
(Figure 5). Compressive stress exceeding some critical value induces
wrinkling of the surface. This phenomenon is called buckling

Figure 2 Schematic diagram of procedure to fabricate an elastomeric
stamp by replicating the pattern of a wrinkled gold film. PDMS, poly
(dimethylsiloxane).
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instability. In this study, the stiff, thin film and the soft, thick substrate
corresponded to the deposited gold (thickness hf= 64 nm, Young’s
modulus Ef= 80 GPa,59 Poisson’s ratio νf= 0.4259) and PDMS

(Young’s modulus Es= 0.89 MPa, Poisson’s ratio νs= 0.4837), respec-
tively. Compressive stress originated from the thermal shrinkage of the
PDMS because the PDMS strip was heated because of the excess
kinetic energy of the sputtered atoms and then cooled to room
temperature after the deposition. The temperature of the surface of the
PDMS strip during sputter deposition was around 80 °C, which was
roughly measured using a temperature-indicating label. The coefficient
of linear thermal expansion of the PDMS employed in this study was
3.1× 10− 4 K− 1. From these results, the strain induced by the thermal
shrinkage was estimated to be around 1.9%.

Figure 3 Light microscope images of gold film obtained using sputter
deposition. The left diagram illustrates the observation position for each
image (a–e). PDMS, poly(dimethylsiloxane). A full color version of this figure
is available at Polymer Journal online.

Figure 4 Profile of wrinkled gold film deposited onto poly
(dimethylsiloxane) strip.

Figure 5 Schematic diagram of mechanism of wrinkling of gold film on top
of poly(dimethylsiloxane) (PDMS) substrate.

Figure 6 Light microscope images of wrinkled gold films of (a) 18, (b) 37,
(c) 110 and (d) 173 nm in thickness. (e) Relationship between thickness of
gold film and wrinkle wavelength. A full color version of this figure is
available at Polymer Journal online.
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It is known that the wrinkle wavelength, λ, theoretically follows the
equation.35

l ¼ 2phf
1� ns2ð ÞEf

3 1� nf 2ð ÞEs

� �1
3

ð1Þ
The wavelength calculated using this equation was 12 μm, whereas that
measured based on the light microscope image (Figure 3) was 37 μm.
These values were of the same order, although the measured one was
around three times greater than the calculated one. A similar
difference was also reported by Bowden et al.37 They attributed the
difference to the thermal crosslinking of PDMS at the surface during
deposition of the gold. Recently, such modification of PDMS surfaces
was reported using X-ray photoelectron spectroscopy by Casper et al.60

Figure 6 shows the relationship between the thickness of the gold
film and the wrinkle wavelength. The wavelength, λ, was proportional
to the thickness, hf, which was qualitatively consistent with Equation 1.

Next, we discuss a possible mechanism controlling the orientation
of the wrinkles. During the sputter deposition, the PDMS elastomer is
heated and thus thermally expanded (Figure 7a). When the PDMS
elastomer is cooled to room temperature, it shrinks. We believe that
the orientation of wrinkles is based on the following mechanism. If the
entire volume of PDMS elastomer shrinks homogeneously, the entire
gold film will wrinkle (Figure 7b). However, by deforming as shown in
Figure 7c, the compressive stress in the region near the edge is
relieved. Therefore, the gold film does not wrinkle near the edges.
Thus, when the distance between both edges of the sample is
sufficiently short, no wrinkles form, or wrinkles form in only a small
region limited to the center of the sample (Figure 7c). In contrast,
when the distance is long, wrinkles form, as depicted in Figure 7d.
Therefore, when a narrow and long strip of PDMS is used (see
Figure 7e), wrinkles oriented form in the direction parallel to the
x-axis because the distance between both edges of interest is long.
However, wrinkles parallel to the y-axis do not form because, in this
case, the distance between both edges of interest is short. As a result,
only wrinkles parallel to the x-axis are observed. Although this is a
qualitative explanation of the mechanism of the orientation of the
wrinkles, Bowden et al. expressed the mechanism in more theoretical
terms.37

Formation of wrinkles with IDA pattern
In order to obtain wrinkles with an IDA pattern, we planned to create
an arrangement where an array of wrinkles with wavelength λ was put
between two other arrays of wrinkles with wavelength 2λ, as shown in
Figure 8. As described in the previous section, such an array of
wrinkles can be easily obtained using narrow and long PDMS samples.
In addition, the wavelength can be controlled by simply changing the
thickness of the gold film.
The experimental procedure is briefly summarized as follows (see

Figure 1). First, a gold film was deposited onto a PDMS strip typically

Figure 7 Schematic diagrams of a possible mechanism controlling the
orientation of wrinkles. PDMS, poly(dimethylsiloxane).

Figure 8 Schematic diagram of a method to create an interdigitated array
pattern.
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0.85mm wide. By this deposition, an array of winkles (wavelength= λ)
was formed (Figure 1a). A glass strip 0.5-mm wide, which was used as
a mask during the sputter deposition, was then placed on the PDMS
strip (Figure 1b). The glass strip was slightly lifted above the PDMS
strip so as not to damage the gold film formed by the previous
deposition. Finally, gold deposition was performed again to create the
side arrays of wrinkles whose wavelength was 2λ (Figure 1c).
Figure 9 shows an example of the wrinkles obtained using the

above-mentioned procedure. The first deposition was conducted for
35min and the second one was for 57.5min. Although we could not
obtain wrinkles with a perfectly IDA pattern over the entire surface of

Figure 9 Light microscope images of gold film formed by repeating sputter
deposition twice. The observation positions on the sample (a–e) were the
same as those in the left diagram of Figure 3. A full color version of this
figure is available at Polymer Journal online.

Figure 10 Light microscope images of gold films with well-ordered
interdigitated array patterns. The patterns had (a) glide symmetry and
(b) line symmetry. A full color version of this figure is available at Polymer
Journal online.
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the sample, well-ordered patterns (that is, defect-free IDA patterns)
were observed in some limited areas (Figure 10). Although reprodu-
cibility of such a well-ordered pattern was also not very high, we could
achieve it 19 times by repeating the experiment 54 times.
The thickness of gold film in the center part (see Figure 8) was

63 nm (= 1.8 nmmin− 1 × 35min). That in the side part was 166.5 nm
(= 1.8 nmmin− 1 × (35+57.5) min). Thus, the ratio of film thickness
of the center part to that of the side part was 1:2.6. Because the wrinkle
wavelength was proportional to the thickness of the gold film
(Figure 6e) and the intended ratio of the wavelength of the center
part to the side part was 1:2 (Figure 8), the best ratio of the film
thickness would theoretically be concluded to be 1:2. However, the
experimentally optimized ratio was 1:2.6. This discrepancy might be
attributed to the fact that the second deposition was carried out onto
an already wrinkled gold film, not onto a flat film.
The obtained IDA pattern included two types, type 1 and type 2 (see

the schematic diagrams in Figure 10). Type 1 had glide symmetry,
whereas type 2 had line symmetry. Type 1 was more frequently
observed than was type 2, implying that type 1 might be more stable
than type 2. However, the reason for this result has not yet been
sufficiently clarified. Further investigation is necessary from the
perspective of mechanics of materials.

Transfer of the IDA pattern of the wrinkles to a glass slide using
microcontact printing techniques
As described in the introduction, we have intended to utilize the
wrinkles with iIDA pattern for producing IDA microelectrodes. In

order to transfer the pattern to a glass slide, we used a technique called
microcontact printing where a stamp made from PDMS and self-
assembled monolayers (SAMs) of alkanethiols were employed.36

First, a replica of the wrinkled gold film was fabricated by casting a
liquid precursor of PDMS elastomer on the wrinkled film (Figure 2a),
followed by vulcanizing it. Because the obtained replica (Figure 2b)
was a negative one, replication was repeated again using the negative
replica as a mold. During this replication step, the gold film
transferred from the negative replica to the positive one, as depicted
in Figure 2c. The transferred gold film was then removed using wet
etching (Figure 2d).57 The obtained replica (Figures 11a and b) was
used as a stamp in the next step.
The height of the surface at the center part of the stamp did not

seem to be much different from that at the side part, based on the light
microscope image where both parts were in clear focus (Figure 10;
normal light microscopes are known to have shallow depths of focus).
In addition, because the stamp was made from PDMS, which is a
compliant, elastic material, such a small difference in height would not
affect the stamped pattern very much.
The stamp that had preabsorbed 1-eicosanethiol was brought into

contact with a glass slide coated with gold to form a SAM of 1-
eicosanethiol with an IDA pattern. By means of wet etching to remove
the gold coating outside the area patterned by SAM,57 an IDA pattern
appeared on the glass slide (Figure 11c).
Unfortunately, the patterned gold coatings were often peeled off

during the rinsing step with water after the etching. This problem
might result from the lack of an adhesion layer between the coating
and the glass slide. Although an adhesion layer, which is normally
obtained by depositing titanium or chromium, is used in a typical
patterning protocol,36 any equipment to prepare such an adhesion
layer was unfortunately not available to us.

CONCLUSION

We have shown that an IDA pattern can spontaneously form on a
wrinkled gold film deposited on a PDMS strip. Such a relatively
complex pattern is obtained by using a gold film having different
thicknesses. That is, the gold film on the PDMS strip is divided into
three sections: the center section and two side sections. The thickness
in the side sections is thicker than that in the center section. By
optimizing the ratio between these thicknesses, wrinkles with an IDA
pattern are obtained. In addition, the pattern of wrinkles can be
transferred to a gold coating on a glass slide by means of microcontact
printing techniques. Such a patterned gold coating is potentially useful
as IDA microelectrodes for chemical and biochemical sensors.
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