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ultrathin plasmonic film for
ultrafast optical switching†

Jinghui Yang,ab Yulan Fu a and Xinping Zhang *a

Self-supporting gold nanowire (AuNW) gratings with a thickness of about 200 nm are produced by solution-

processing and flexible-transfer techniques. Such an ultrathin structure is applied as an ultrafast optical

switch that enables low-threshold optical modulation with a high signal contrast and a high signal-to-

noise ratio. Transient energy-band modification in gold under excitation by femtosecond laser pulses is

the main responsible mechanism. For a pump fluence of about 170 mJ cm�2, a modulation depth of

about 10% is achieved for the optical switching signal. Self-supporting metallic plasmonic photonic thin

films with a large area and flexible structures are important for applications in a large variety of

circumstances and on different interfaces for optical signal processing, optical logic circuits, and optical

communication systems.
1. Introduction

A variety of all-optical switches based on metallic plasmonic
nanostructures have been proposed and investigated exten-
sively for potential applications in optical communication,
networking, optical computation, and optical logic circuits.1–5

Design of structures and devices with novel photophysical
properties for low-threshold and low-energy-consumption
applications has always been the focus of this research
eld.6–10 Our recent discoveries revealed that the band-structure
modulation by the strong optical electric eld of femtosecond
laser pulses has been one of the most important photophysical
properties for the optical switching effect.11–13 Such optical
processes induce a red-shi of the threshold for interband
transition in metallic photonic structures, so that optical
extinction spectra by both interband absorption and localized
surface plasmons are modulated strongly. Enhancement in
interband absorption at shorter wavelengths and reduction in
plasmonic optical extinction at longer wavelengths than the
threshold point for interband transitions will thus be observed.
Furthermore, most of the reported plasmonic optical switches
have been metallic photonic structures on solid substrates,
implying rigid and large-scale devices.14–21 Thus, transfer and
miniaturization of this group of devices are other aspects for the
development of plasmonic optical switching techniques.
Recently, we reported a ber-tip-integrated plasmonic optical
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switch for long-range optical signal transmission or remote
signal processing, which enables miniaturization of the device
and exibilization of the signal-delivering system.22 In this
work, we demonstrate exibilization of the device for ultrafast
optical switching and its integration potential on various
surfaces or interfacial structures of different photonic systems,
which greatly expands the application circumstances of such
plasmonic devices. This is realized by a self-supported ultrathin
grating of gold nanowires.
2. Fabrication of self-supported thin-
film (SSTF) AuNW gratings

An ultrathin and exible self-supported lm of a gold nanowire
grating was produced using combined techniques of interference
lithography, solution-processing of colloidal gold nanoparticles,
multistep annealing, and exible transfer, as has been described
in our previous publications.23,24 The whole procedure is
described in detail in Fig. 1. As shown in Fig. 1(a), a photoresist
(PR) grating is produced by interference lithography on a glass
substrate that is coated with a 200 nm indium-tin-oxide (ITO)
buffer layer. An ultraviolet (UV) laser at 360 nm and a positive
photoresist, S1805, are employed in interference lithography. The
produced PR grating has a period of about 450 nm and a modu-
lation depth of more than 200 nm. Then, chemically synthesized
colloidal gold nanoparticles suspended in xylene with a concen-
tration of 100 mg ml�1 were spin-coated onto the PR grating at
a speed of 2000 rpm for 30 s, as shown in Fig. 1(b).

A two-stage annealing process is carried out to metallize the
grating structures. In the rst stage, the sample was heated to
180 �C for 2 minutes in order to sublimate the ligands covering
the surface of the gold nanoparticles and to melt and conne
colloidal gold nanoparticles into the grating grooves, as shown
Nanoscale Adv., 2022, 4, 943–951 | 943
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Fig. 1 Fabrication procedures of the ultrathin optical switch: (a) interference lithography for producing the photoresist (PR) template grating. (b)
Spin-coating of colloidal gold nanoparticles (AuNPs) onto the surface of the PR grating. (c) Annealing at 180 �C and removing the PR through
rinsing with acetone. (d) Annealing at 450 �C to produce the gold nanowire (AuNW) grating. (e) Spin-coating PMMA to cover and connect the
AuNWs. (f) Etching in hydrochloric acid to remove the ITO and to lift the AuNW/PMMA thin film. (g) Transfer of the AuNW/PMMA thin film onto the
PET holder with a large hole.
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View Article Online
in Fig. 1(c). In the second stage, a high annealing temperature
of 450 �C is used and the sample is annealed in a muffle furnace
for about 20 min, which may not only melt the gold completely
to produce continuous gold nanowires but also remove the
photoresist completely, as shown in Fig. 1(d). Then, a thin layer
of polymethyl methacrylate (PMMA) is spin-coated onto the top
surface of the gold nanowire grating, which has a thickness of
about 250 nm and is used to connect all of the gold nanowires,
as shown in Fig. 1(e). In the nal stage, the sample is immersed
in hydrochloric acid (HCl) with a concentration of 20% for more
than 30 min to etch the ITO buffer layer. Thus, the PMMA-
connected gold nanowires are lied from the glass substrate,
as shown in Fig. 1(f), which is what we dene as an ultrathin
plasmonic lm for optical switching applications.

To pick up the gold-nanowire grating, a sheet of polyethylene
terephthalate (PET) is prepared in advance with a circular hole
as large as 5 mm in diameter, which is used as a pick-up holder.
Aer the gold nanowires are transferred onto the PET holder,
they are rinsed in deionized water to remove the remaining HCl.
Fig. 1(g) illustrates the nalized structure.

The top-view and cross-sectional images, respectively, in
Fig. 2(a) and (b) show the scanning electron microscopy (SEM)
944 | Nanoscale Adv., 2022, 4, 943–951
characterization of the AuNWs embedded in the exible PMMA
lm. Thin gold nanowires with a width smaller than 100 nm are
distributed homogeneously with a period of 450 nm in an area
of about 1 cm in diameter. As shown in Fig. 2(b), the PMMA thin
lm has a thickness of about 240 nm, which is identical to the
thickness of the optical switching structure. The free-standing
area of the gold nanowire grating has a diameter of 5 mm,
which is dened by the circular hole in the PET holder. The
three photographs in the inset of Fig. 2(c) not only show the
large-area thin-lm grating structures, but also demonstrate
strong diffractions into different colors. These images were
captured by a digital camera when the structures were illumi-
nated by the ashlight produced by the camera itself. The bright
diffraction pattern in Fig. 2(c) covering the spectral band from
the blue to the red veries the high quality and large-area
homogeneity of the gold nanowire grating, where a white-light
laser beam with a diameter of about 3 mm was sent to the
thin-lm structures and diffracted efficiently into a stable color
pattern. A white screen was placed behind the sample to collect
the diffracted light, so that the diffraction pattern can be
recorded using a digital camera. Aer being transferred, the
thin-lm structure does not exhibit obvious wrinkles or defects.
© 2022 The Author(s). Published by the Royal Society of Chemistry
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Fig. 2 (a) SEM image of the AuNWs on an ITO glass substrate. (b) SEM image of the self-supporting AuNW film. (c) Diffraction patterns of the self-
supporting AuNW film in the visible region.

Paper Nanoscale Advances

O
pe

n 
A

cc
es

s 
A

rt
ic

le
. P

ub
lis

he
d 

on
 0

4 
Ja

nu
ar

y 
20

22
. D

ow
nl

oa
de

d 
on

 3
/1

0/
20

26
 5

:4
8:

07
 A

M
. 

 T
hi

s 
ar

tic
le

 is
 li

ce
ns

ed
 u

nd
er

 a
 C

re
at

iv
e 

C
om

m
on

s 
A

ttr
ib

ut
io

n-
N

on
C

om
m

er
ci

al
 3

.0
 U

np
or

te
d 

L
ic

en
ce

.
View Article Online
Furthermore, the thin-lm structure remains stable on the PET
holder, which constitutes the nal conguration of the optical
switch.
3. Plasmonic resonance modes in the
self-supported AuNW-grating film

Fig. 3 shows the optical extinction spectroscopic response of the
thin-lm AuNW grating. The inset of Fig. 3(a) depicts the
geometry for the measurement. A tungsten halogen lamp
supplies the white-light source, which is incident at an angle of
q aer being collimated and sent through a polarizer. The
polarization perpendicular to the AuNWs is dened as the TM
mode and that along the AuNWs as the TE mode. The optical
extinction is dened by –log10[I(l)/I0(l)], where I(l) and I0(l)
denote the transmission spectrum through the self-supported
thin-lm structure with and without the AuNW grating struc-
tures, respectively. The structure was rotated about an axis
parallel to the AuNWs in the measurement of the angle-resolved
tuning properties.

The optical extinction spectroscopic response of the self-
supporting AuNW lm was measured in a spectral range from
450 nm to 900 nm. Fig. 3(a) shows the measurement results for
normal incidence. As shown in Fig. 3(a), for TM polarization,
© 2022 The Author(s). Published by the Royal Society of Chemistry
Fano coupling of the localized surface plasmon in the AuNWs
with the Rayleigh anomaly and with the waveguide resonance
mode can be observed, which are highlighted by the red circle
(590 nm) and red triangle (647 nm), respectively. In contrast,
these two features change from dips in the optical extinction
spectrum to peaks for TE polarization, as highlighted by the
black circle (578 nm) and the black triangle (638 nm), implying
no Fano coupling between the LSP and the Rayleigh/waveguide
resonance modes. The waveguide is supplied by the PMMA thin
lm. It needs to be noted that the optical switching effect is
mainly based on the optical modulation on the LSP of the gold
nanowires, and therefore, we care more about the spectral
location of the LSP. According to the red spectrum in Fig. 3(a),
we can estimate a LSP spectrum extending from 500 to about
650 nm, which is centered in the range between 550 and
600 nm, as indicated by the dashed green curve.

Fig. 3(b) demonstrates the angle-resolved tuning properties
of the optical extinction spectrum for TE and TM polarizations,
where the angle of incidence is increased from 0 to 20�. For TE
polarization, three major spectral features can be observed,
which appear as optical extinction peaks and shi upon
changing the angle of incidence. The spectrum peaking at
638 nm splits into two peaks that shi in opposite directions.
This is obviously a waveguide mode excited by the AuNW
Nanoscale Adv., 2022, 4, 943–951 | 945
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Fig. 3 (a) Optical extinction spectra of the self-supporting AuNW
grating measured at normal incidence for TE (black) and TM (red)
polarization. The dashed green curve roughly shows the resonance
spectrum of localized surface plasmons for TM polarization. (b) Angle-
resolved tuning properties of the optical extinction spectra for TE and
TM polarizations.
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grating in the PMMA lm. The other feature that peaked at
578 nm can be explained as the Rayleigh anomaly and evaluated
by lR¼ neffL, where lR¼ 578 nm is the resonance wavelength,L
¼ 450 nm is the grating period, and neff is the effective refractive
index with the AuNWs half-buried in PMMA. These three
features can nd their correspondence in the measurement
results for TM polarization. However, spectral dips, instead of
peaks, are observed for these spectral features for TM polari-
zation, where their Fano coupling with the LSP of the AuNWs is
the responsible mechanism. The spectral dip at 647 nm splits
into two branches and evolves in opposite directions. The right
one becomes peaks at wavelengths longer than 700 nm, because
the LSP resonance spectrum does not cover the waveguide
mode anymore. This mechanism also applies to the Rayleigh
anomaly centered at 590 nm at normal incidence. It needs to be
noted that under strong optical excitation by femtosecond
pulses, we did not observe any obvious modication in the
waveguide resonance mode, since PMMA is found to have
a weak nonlinear optical response. On this basis, the waveguide
resonance mode and its Fano coupling with the LSP did not
contribute much to the optical switching effect, as will be
demonstrated in Section 4.
946 | Nanoscale Adv., 2022, 4, 943–951
4. Low-threshold ultrafast optical
switch

In the investigation of the ultrafast optical switching effects,
a femtosecond pump–probe system was employed to measure
the transient absorption (TA) spectroscopic response of the self-
supporting AuNW grating lm. The pump laser pulses are
supplied by an optical parametric amplier and are centered at
600 nm, having a pulse duration of about 150 fs and a repetition
rate of 1 kHz. A small portion of the 800 nm pulses directly
output from the Ti:sapphire amplier is sent to a quartz cell
containing heavy water with a thickness of 3 mm to produce
supercontinuum pulses extending from 340 to 1200 nm, which
are used as the probe pulses.25 The transient absorption spec-
trum dened as DA(l) is measured as a function of the time
delay (Ds) between the pump and probe pulses. The pump
pulses centered at 600 nm induce a rough peak excitation of the
LSP, as shown by the dashed blue line in Fig. 3(a). The pump
and probe laser beams have diameters of about 1 mm and 600
mm, respectively, and they have a separation angle of about 7
degrees. To avoid the interference effect between the pump and
probe pulses,26 we use orthogonal polarizations for the pump
and probe pulses, i.e. the TE-pump/TM-probe or TM-pump/TE-
probe scheme. For comparison, we also include the measure-
ment results for the TE-pump/TE-probe and TM-pump/TM-
probe schemes in Fig. S1 in the ESI.† In Fig. S1(a) and (b),†
for the TE-pump/TE-probe and TM-pump/TM-probe schemes,
respectively, oscillation in the TA dynamics can be observed for
probing at 588.8 and 612.1 nm within the rst 500 fs, which
clearly results from the interference effect. However, for other
probing wavelengths, we can observe excellent optical switching
signals by the TA dynamics, as shown in Fig. S1(c) and (d)† for
the TE-pump/TE-probe and TM-pump/TM-probe schemes,
respectively.

Fig. 4(a) and (b) show the TA spectra at different delays for
the TM-pump/TE-probe and TE-pump/TM-probe schemes for
normal incidence of the probe beam. A pump uence of 173 mJ
cm�2 was used for all of the measurements in Fig. 4. In Fig. 4(a),
the TA spectra at Ds¼ 0, 0.6, 0.65, 2, 3, 5, and 18 ps are included
for the spectral range from 418 to 760 nm. Strong TA spectral
features centered at about 489.3, 553.8, and 670 nm are
observed, where the signal at 553.8 nm is a dip in the TA
spectrum with negative transient absorption. Strong optical
excitation by femtosecond laser pulses induces a redshi of the
threshold for interband transitions,11,27–31 so that the interband
absorption becomes enhanced in the spectral band with shorter
wavelengths than the threshold, corresponding to the feature at
489.3 nm (magenta triangle). Meanwhile, the plasmonic band is
pushed to the red, producing a le-negative and right-positive
TA spectrum, as highlighted by the red and blue triangles. It
needs to be noted that this effect is a generally existing mech-
anism for metallic nanostructures and is thus applicable to
both TE and TM polarizations. However, this mechanism is
more sensitive and obviously observed around the threshold
point due to the steep falling and rising band edges, which
explains the strongest TA signals at 489.3 and 553.8 nm. In
© 2022 The Author(s). Published by the Royal Society of Chemistry
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Fig. 4 (a) TA spectra at different delays for a pump wavelength of 600 nm and for the TM-pump/TE-probe scheme. (b) TA spectra at different
delays for a pump wavelength of 600 nm and for the TE-pump/TM-probe scheme. (c) TA dynamics at 489.3, 553.8, and 670 nm for the TM-
pump/TE-probe scheme and fittings using functions of first-order exponential decay. (d) TA dynamics at 489.3, 553.8, and 641.1 nm for the TE-
pump/TM-probe scheme and fittings using functions of first-order exponential decay.
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contrast, the transient spectroscopic response is weak at the
falling edge of the plasmonic band, which generally varies
slowly with increasing wavelength and can be observed for both
TE and TM polarizations in Fig. 4(a) and (b), respectively.

Fig. 4(b) shows the TA spectra for the TE pump and TM probe
at delays of 0, 0.45, 0.6, 2, 3, 5, and 18 ps. Again, three prom-
inent spectral features can be observed to peak at 489.3, 553.8,
and 641.1 nm. The largest negative signal at 553.8 nm is
observed at Ds¼ 0.45 ps, which is 200 fs earlier than that for the
TM-pump/TE-probe scheme, implying a faster rising speed of
the signal. The dip signal at 553.9 nm is enhanced considerably,
which is increased from 38 mOD to 45 mOD, corresponding to
about 18% enhancement. This veries the more efficient exci-
tation of the LSP in the AuNWs for TM than for TE polarization.
However, the TM pump is actually more efficient at excitation.
Therefore, the efficiency is not an optimized value for the TE-
pump/TM-probe scheme. In practice, to avoid the interference
between the pump and probe pulses, we had to avoid the TM-
pump and TM-probe scheme. Therefore, we have to compro-
mise between TM excitation and TM probing to achieve a better
efficiency.

The most obvious difference between the TA spectra in
Fig. 4(a) and (b) is the spectral dip at about 636 nm in Fig. 4(a),
© 2022 The Author(s). Published by the Royal Society of Chemistry
which becomes weakened and is red-shied to 658 nm in
Fig. 4(b). This feature is the transient response of the waveguide
resonance mode for TE polarization and its Fano coupling with
localized surface plasmons for TM polarization, which is
stronger and sharper for TE than for TM polarization, as
dened in Fig. 3(a) by the black and red triangles. However,
neither of them introduced strong optical modulation or made
an important contribution to the optical switching signals.
Therefore, we do not focus our investigations on these features.

Fig. 4 (c) and (d) show the TA dynamics for the TM-pump/TE-
probe and TE-pump/TM-probe schemes, respectively. In
Fig. 4(c), TA dynamics at 489.3, 553.9, and 670 nm are plotted
and tted using rst-order exponential decay. Lifetimes of 4.5,
4.8, and 4.9 ps are measured for these optical switching signals
at 489.3, 553.9, and 670 nm, respectively. Apparently, the signals
at 489.3 and 553.9 nm have better contrast than that at 670 nm.
This means that the response of bandstructure modulation is
more sensitive than that of the plasmon to the optical excita-
tion, leading to higher optical switching efficiency and relatively
higher speed.

It is known that for optical excitation there are generally
three stages for plasmon-electronic dynamics: a pure electronic
process (<500 fs), electron–phonon interaction process (0.5–5
Nanoscale Adv., 2022, 4, 943–951 | 947
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ps), and phonon–phonon interaction process (>5 ps, lasts for
more than 100 ps).32 In our ttings to the experimental data, we
use the tail of the dynamic curve starting from 0.5 ps and
stopping at 18 ps. Therefore, the dominant process is the elec-
tron–phonon interaction, where the long slow-variation tail for
phonon–phonon interactions can be taken as the baseline of
the dynamics. It is thus reasonable to t the tail of the dynamics
using a rst-order exponential decay function. Although the
electron–phonon interaction is the dominant process for nearly
all of the measured dynamics, different electronic excitation
processes are involved at different wavelengths. At wavelengths
shorter than 520 nm, interband electronic excitation is the
dominant process, and for longer wavelengths the plasmonic
electronic oscillation/scattering and intraband excitation play
more important roles. These factors determine different decay
lifetimes at different wavelengths.

Compared with the TM-pump/TE-probe scheme, optical
switching signals exhibit a larger amplitude and faster speed for
the TE-pump/TM-probe, as shown in Fig. 4(b). In addition to the
enhancement of the modulation depth from 38 to 45 mOD,
there is an increase of more than 700 fs in the switching speed.
The decay lifetime is reduced from 4.8 ps to 4.1 ps at 553.8 nm.
As mentioned above, TM-polarized light excites electronic
oscillations mainly with plasmonic resonance, while TE-
polarized excitation corresponds to more bandstructure
modulation. This applies to both the pump and probe pulses.
The balance between the pump and probe schemes determines
the nal performance of the optical switching signal. Now that
the bandstructure modulation is more sensitive to optical
excitation than the LSP, strong TE-polarized excitation with
weak TM probing produces stronger and faster optical switch-
ing signals. Moreover, compared with the TE-pump, the TM-
pump induces additional strong localized surface plasmons,
so that the electronic processes are delayed by further oscilla-
tion dynamics, which is in the order of a few hundreds of
femtoseconds. This agrees well with the lifetime difference
between the two pump–probe schemes.

To verify that our experiments are still within the linear
response range of the plasmonic nanostructures, we measured
Fig. 5 (a) TA dynamics as optical switching signals at different pump flu
amplitude and decay lifetime as a function of pump fluence.

948 | Nanoscale Adv., 2022, 4, 943–951
the pump uence dependence of the optical switching signals.
Considering that the pump uence at 800 nm is more than one
order higher than that at 600 nm, the measurement results for
800 nm pumping are more reasonable to justify the damage
threshold of the plasmonic structure. Therefore, we show in
Fig. 5(a) the pump uence dependence of the TA dynamics
(optical switching signal) at 533.5 nm for the TE-pump/TM-
probe scheme. When the pump uence is increased from 1.2
to 4.6 mJ cm�2, the absolute amplitude of the negative optical
switching signal increases from jDAj ¼ 21.9 to 47.3 mOD. If we
plot the variation of the signal amplitude as a function of pump
uence, as shown by the solid circles in Fig. 5(b), we may nd
that the variation has a precise linear relationship for a pump
uence below 2.5 mJ cm�2, according to the linear tting results
(dashed red line), implying stable optical switching operation.
However, as the pump uence is increased to 4.6 mJ cm�2, the
linear dependence cannot be maintained further, implying
saturation of the process or damage to the structures. Mean-
while, we have also tted the tails of the TA dynamics in Fig. 5(a)
using the function of exponential decay and consequently
determined the lifetimes of these dynamic processes, which are
2.16, 2.61, 3.77, and 4.33 ps for the pump uences of 1.2, 1.7,
2.5, and 4.6 mJ cm�2, respectively. This dependence is plotted
in Fig. 5(b) by empty squares. Again, a roughly linear relation-
ship can be justied for the pump uence below 2.5 mJ cm�2, as
demonstrated by the dashed blue line. For higher pump u-
ence, the optical switching signal tends to decay faster, again
implying saturation of the signal or damage to the structures.
These measurement results with reasonable analysis dene an
upper limit for the excitation strength of this optical switch.
Using the dashed red line in Fig. 5(b), we estimate such a limit
for pump uence to be about 3.2 mJ cm�2, as indicated by the
red circle.

Although the excitation strength at 600 nm is much weaker
than that at 800 nm, it is still necessary to make a comparison
between the experimental results. The plot of the optical
switching signal as TM-polarized TA dynamics at 553.8 nm for
TM pumping at 600 nm with the pump uence increased from
10 to 33, 72, 102, and 180 mJ cm�2 is shown in Fig. S2(a).† Since
ences for 800 nm pumping and 533.5 nm probing. (b) Optical signal

© 2022 The Author(s). Published by the Royal Society of Chemistry
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Fig. 6 (a) TA spectra based on the TE-pump/TM-probe scheme for pumping at 600 and 800 nm with a pump fluence of 170 mJ cm�2 and 2.5
mJ cm�2, respectively. (b) TA dynamics at 559.7 and 539.3 nm for pumping at 600 and 800 nm, respectively.

Paper Nanoscale Advances

O
pe

n 
A

cc
es

s 
A

rt
ic

le
. P

ub
lis

he
d 

on
 0

4 
Ja

nu
ar

y 
20

22
. D

ow
nl

oa
de

d 
on

 3
/1

0/
20

26
 5

:4
8:

07
 A

M
. 

 T
hi

s 
ar

tic
le

 is
 li

ce
ns

ed
 u

nd
er

 a
 C

re
at

iv
e 

C
om

m
on

s 
A

ttr
ib

ut
io

n-
N

on
C

om
m

er
ci

al
 3

.0
 U

np
or

te
d 

L
ic

en
ce

.
View Article Online
the pump uence at 600 nm is much lower than that at 800 nm,
we basically observe a linear dependence of the optical switch-
ing signal on the pump uence, as shown by the plot in
Fig. S2(b).†
5. On- versus off-resonance pumped
optical switching

To understand the low-threshold performance of the ultrathin
optical switch, we compare the optical switching performance
for excitation pulses at 600 and 800 nm, which are within and
outside the resonance spectrum of the LSP. Fig. 6(a) and (b)
show the TA spectra (at maximum amplitude) and dynamics (at
peak wavelength), respectively, where TE-pumping at 600 and
800 nm pulses with different pump uences has been employed
for TM-probing. Although there is a redshi of the TA spectrum
for pumping at 600 nmwith respect to that at 800 nm, where the
dip maximum shis from 539.3 to 559.7 nm, these two spectra
are quite similar in their shapes and amplitudes, implying the
involvement of quite similar photophysics. However, a pump
uence of 2.5 mJ cm�2 is employed for 800 nm pumping and
170 mJ cm�2 for 600 nm pumping, implying more than one
order reduction (a factor of 14.7) in the threshold or more than
one order enhancement in the efficiency of the optical switch.
Moreover, for 800 nm pumping, due to the off-resonance exci-
tation with more than one-order higher pump uence, the
thermal effect induced electron–photon and phonon–phonon
scattering processes, as well as the consequent lattice-
expansion effect, are much stronger than those for 600 nm
pumping. All of these effects favor a larger red-shi of the
surface plasmons for 800 nm pumping. However, it is under-
standable that such a thermal-effect-induced red-shi is much
less spectrally selective than the on-resonance excitation at
600 nm, and therefore, it applies to nearly the whole spectrum.

Fig. 6(b) shows the comparison between the TA dynamics
measured at 539.3 nm for 800 nm pumping and 559.7 nm for
600 nm pumping, with the corresponding spectral position
© 2022 The Author(s). Published by the Royal Society of Chemistry
highlighted by the black and red triangles in Fig. 6(a), respec-
tively. These two dynamic curves have nearly equal amplitudes,
although they are measured at very different pump uences,
conrming again the much-enhanced working efficiency.
According to Fig. 3(b), 600 nm is within the resonance spectrum
of the LSP of the AuNWs, while 800 nm is far outside the
resonance spectrum. Thus, the much-enhanced efficiency can
be attributed to the on-resonance excitation of the LSP.

If we evaluate the efficiency of an ultrafast optical switch by
the ratio between the signal amplitude and the pump uence, we
obtain an efficiency of 45 mOD/170 mJ cm�2 ¼ 264.7 mOD mJ�1

cm2 for our ultrafast optical switch, which is much higher than
the previously reported values. An optical modulation depth of
24% was reported for a photorefractive VO2/Au hybrid structure
using a pump uence of 15 mJ cm�2, which can be converted to
an efficiency of 8 mOD mJ�1 cm2.33 A transient optical modula-
tion of 15% was achieved in a self-organized metasurface of gold
nanowires grown on silica for a pump uence of 10 mJ cm�2,
corresponding to an efficiency of about 7 mOD mJ�1 cm2.34 Our
enhancement is even much higher when compared with the
results in ref. 35 and 36. All of these comparisons justify an
apparently much lower threshold and much higher efficiency of
our ultrafast plasmonic optical switch here.

Furthermore, ttings to the dynamic curves using the rst-
order exponential decay function reveal that pumping at
800 nm results in faster dynamics than at 600 nm. Pumping at
800 nm produces optical switching signals with a speed of
about 3.77 ps. However, upon pumping at 600 nm, we achieve
an optical switching speed of about 4.13 ps, which is about 360
fs slower. Therefore, on-resonance pumping leads to consider-
ably enhanced optical switching efficiency and signal ampli-
tude; however, the speed of the signal is slightly reduced.
6. Conclusions

An ultrafast optical switch is achieved using an ultrathin AuNW
grating based on a self-supporting scheme. A modulation depth
of about 45 mOD (�10%) for the transmission of visible pulses
Nanoscale Adv., 2022, 4, 943–951 | 949
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is obtained using a pump uence of only 170 mJ cm�2 for 150 fs
excitation pulses at 600 nm, corresponding to an efficiency of
more than 260 mOD mJ�1 cm2. Transient modulation of the
bandstructure of gold with high sensitivity by optical excitation
is the main responsible mechanism. On-resonance excitation of
the LSP of the AuNWs is responsible for the enhancement of the
optical switching efficiency by a factor larger than 14.7. Such
a self-supporting thin-lm optical switch not only enables
exibly integrable plasmonic optical switching devices, but also
makes it possible to transfer such structures onto various solid
surfaces of other devices or systems. This is signicant for
greatly expanding the application circumstances and condi-
tions of the plasmonic optical switch in optical signal process-
ing, optical communication, and optical logic circuit systems.
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F. Vallée, J. Lermé, M. Gaudry, E. Cottancin, M. Pellarin
and M. Broyer, Ultrafast electron-electron scattering and
© 2022 The Author(s). Published by the Royal Society of Chemistry
energy exchanges in noble-metal nanoparticles, Phys. Rev.
B: Condens. Matter Mater. Phys., 2004, 69, 195416–195513.

30 P. Guo, R. D. Schaller, J. B. Ketterson and R. P. H. Chang,
Ultrafast switching of tunable infrared plasmons in
indium tin oxide nanorod arrays with large absolute
amplitude, Nat. Photonics, 2016, 14, 1–8.

31 C. Voisin, N. D. Fatti, D. Christolos and F. Vallee, Ultrafast
electron dynamics and optical nonlinearities in metal
nanoparticles, J. Phys. Chem. B, 2001, 105, 2264–2280.
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and F. Buatier de Mongeot, Self-organized plasmonic
metasurfaces for all-optical modulation, Phys. Rev. B:
Condens. Matter Mater. Phys., 2015, 91, 235440.
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