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Optically Controlled Femtosecond Polariton Switch at Room Temperature
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Exciton polaritons have shown great potential for applications such as low-threshold lasing, quantum
simulation, and dissipation-free circuits. In this paper, we realize a room temperature ultrafast polaritonic
switch where the Bose-Einstein condensate population can be depleted at the hundred femtosecond
timescale with high extinction ratios. This is achieved by applying an ultrashort optical control pulse,
inducing parametric scattering within the photon part of the polariton condensate via a four-wave mixing
process. Using a femtosecond angle-resolved spectroscopic imaging technique, the erasure and revival of
the polariton condensates can be visualized. The condensate depletion and revival are well modeled by an
open-dissipative Gross-Pitaevskii equation including parametric scattering process. This pushes the speed
frontier of all-optical controlled polaritonic switches at room temperature towards the THz regime.
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Optical and optoelectronic devices have been investigated
in the context of numerous information processing appli-
cations, with the aim of enabling high operation speeds
[1,2]. A core component of such devices are switches which
are based on nonlinear optical effects and have been
investigated in several works [3-5]. The performance of
such devices is typically limited by the strength of the optical
nonlinearity, and can be enhanced using artificial photonic
structures [6]. Taking advantage of the highly nonlinear
interactions between ultrashort optical pulses in dielectrics,
it was shown that electric currents can be steered on sub-
femtosecond timescales, promising signal processing at the
PHz (10" Hz) regime [7]. However, this technique requires
high complexity both in terms of the fabrication of sub-
wavelength structures, and for the high-resolution light-field
manipulations at the attosecond scale, since electron dynam-
ics are sensitive to the subcycle evolution of the optical field.
Moreover, the ultrafast movement of carrier charges induced
by the waveform controlled light field is challenging in
terms of cascadability and integration. In this sense, alter-
native methods for ultrafast switches are of interest towards
real-life applications.
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Meanwhile, rapid progress has been made recently with
exciton polaritons, which are hybrid quasiparticles of
matter and light, and thus are potentially highly applicable
to optoelectronics. Exciton polaritons are formed due to the
strong coupling between microcavity photons and excitons,
with properties inherited from their constituent particles
[8,9]. On the one hand, its photonic nature results in a very
light effective mass [10]. This allows for polaritons to
undergo Bose-FEinstein condensation (BEC) at high temper-
atures [10,11] many orders of magnitude higher than for an
atomic BEC, which usually occurs at nanokelvins [12].
Phenomena such as superfluidity [13], vortex [14], soliton
formation [15,16], and the realization of novel states of
matter [17,18] have been experimentally observed, which
typically are performed at cryogenic temperatures (e.g., for
GaAs or CdSe). However, for practical applications it is
much more desirable to manipulate the polariton wave
packets at room temperature. For this, alternative materials
with higher exciton binding energies are required such that
ambient temperatures (with thermal energy around
26 meV) do not disassociate the excitons. In semiconductor
microcavities with gain mediums such as ZnO, the group
[I-nitrides, and certain perovskites, BEC of polaritons is
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realizable at room temperature [19-21], making them
promising candidates for practical devices. Additionally,
polaritons have strong nonlinear properties that originate
from the Coulomb exchange interaction of their excitonic
parts [22]. This nonlinearity can be taken advantage of for
the purposes of tailoring the polaritons to applications
in optoelectronics.

Several applications of polaritons towards optoelectron-
ics have been experimentally demonstrated. A polariton
light-emitting diode [23] and polariton lasing at power
thresholds orders of magnitude lower than in standard
optical lasers [24] have been realized. Polariton fluids
moving in tailored microcavities were used to demonstrate
an all-optical transistor. AND/OR logical gates were dem-
onstrated in GaAs/AlAs and organic semiconductor micro-
cavities [25,26]. Polariton switches with an operational
speed in the picosecond regime were reported based
on light-induced manipulation of the energy landscapes
[27,28]. A spin-switch based on optical trapping of
polariton condensates was realized for ultralow control
energies [29]. Recently, single-photon based optical
switching and amplification were realized with exciton-
polaritons [30].

In this paper, we demonstrate a highly controllable
femtosecond polariton switch at room temperature in a
one-dimensional (1D) ZnO whispering gallery microcavity.
Initially, a polariton condensate is formed by nonresonant
pumping (Fig. 1). The population of the polariton con-
densate can then be controlled by sending another optical
pulse at a frequency differing from the pumping pulse,
which depletes the polariton condensate at subpicosecond
timescales. We show that the ultrafast switching dynamics
can be well manipulated by the controlling pulse, support-
ing THz operational speed and high extinction ratio at room
temperature. The dynamics of the subpicosecond switching
of polariton condensates are characterized by a femto-
second angle-resolved spectroscopic imaging technique
[31-33]. We explain the phenomenon by parametric
scattering of the photonic part of the polariton condensate
through a four-wave mixing process [34,35].

In our experiment, two ultrashort laser pulses at two
different wavelengths were utilized to generate the polar-
iton condensate (the pump pulse) and control the con-
densate (the control pulse). As shown in Fig. 1(a), a regular
hexagonal cross section ZnO microwire with smooth facets
forms a high-quality whispering gallery microcavity with
radius of ~1.8 ym. The spot size was ~4 ym for the pump
beam, and ~16 um for the control beam. Figure 1(b) shows
the schematic energy-momentum dispersion of polaritons
in our experiment. A femtosecond pump pulse with a
central wavelength of 350 nm (with photon energy higher
than the ZnO band gap) excites a large population of high-
energy excitons. These hot excitons relax to form an
exciton reservoir, from which the polariton condensate
forms. Because of the hexagonal microcavity supporting
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FIG. 1. (a) The experimental scheme. (b) Schematic energy-

momentum dispersion for the ZnO microwire. Two photons from
the 700 nm control pulse induce stimulated scattering from the
polariton condensate formed at around k,, = 0 on the LP branch.
The idler photon is at a long wavelength of 3.4 ym. (c) The
integrated angle-resolved PL spectrum obtained at 350 nm at the
pump fluence of about 7.0 x 10™* J/cm?. The pump fluence
dependence of (d) the ground-state occupation, the emission
linewidth, and (e) the energy at the maximum of the PL emission
spectra. (f) The integrated angle-resolved PL spectrum obtained
for excitation at 700 nm at the fluence of 3.4 x 1073 J/cm?.

several whispering gallery modes, several lower polariton
(LP) branches are present, each with different energies. The
polariton lifetime is in the regime of picoseconds. The
polaritonic condensation dynamics are explored with fem-
tosecond time resolution as in our previous work, using
photoluminescent (PL) emission spectroscopy in the
Fourier plane [31,32].

Figure 1(c) shows the momentum-resolved PL emission
when the ZnO microwire is illuminated by the 350 nm
pump pulse with fluence ~7.0 x 107* J/cm?, without
application of the control pulse. The PL emission
shows condensation behavior close to k,, = 0. Figures 1(d)
and 1(e) show the pump fluence dependence of the ground-
state occupation, the corresponding linewidth (noted as
full-width at half-maximum, FWHM), and the photon
energy at the maximum of the PL emission spectrum.
For a pump fluence exceeding the condensation threshold
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of ~4.2 x 107* J/cm?, we can see the dramatic increase
of the ground state population and a collapse of the
linewidth, accompanying an energy blueshift. These indi-
cate the formation of a polariton condensate in the strong
coupling regime [10,36-39]. With a pump power of 6Py,
polariton condensates are formed on multiple LP branches
[Fig. 2(a)], involving rich dynamics as was investigated in
our previous work [31]. Femtosecond polariton lasing on
individual LP branches can be clearly observed. Figure 1(f)
shows the dispersion image of the control pulse alone,
without the pump pulse. The control pulses at 700 nm were
guided through a precisely controlled delay stage and
finally propagated collinearly with the pump pulses
towards the microcavity. We observe that LPs can be
excited in the ZnO microcavities through a two-photon
process. This indicates that ZnO has an appreciable non-
linearity which couples the LP and the 700 nm modes.
However, the efficiency of such a process is orders of
magnitude lower than by direct excitation with 350 nm
photons. Hence for the regime that is examined in this
experiment, a polariton condensate cannot be generated by
the control beam alone.

In Fig. 2, we show the time-resolved, momentum-
integrated PL spectra for the pump and control beams
together. Here the pump power is around 6P,. The control
pulse is fixed to a fluence of about 2.9 x 1073 J/cm? and
delayed with respect to the pump pulse by various times.
The arrival time of the pump pulse is defined as the zero
point on the time axis. As seen in Figs. 2(b)-2(f), the PL
emission from multiple LP branches can be efficiently
switched off by the control beam for the various delay times
as marked. The control pulse duration of ~200 fs is
indicated by the gray area. The timing of the turn-off is
almost being synchronized for all the LP branches. The
switching time, defined as the time that the signal decreases
from 90% to 10% of its maximum value is around 390 fs
[as seen particularly in Fig. 2(d)], corresponding to an
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operational speed of about 2.5 THz. Interestingly, con-
densate revivals were observed long after the control pulse
is complete [e.g., after around 4 ps in Fig. 2(c)].

Figure 3 shows the dependence on the control pulse
fluence at a fixed pumping power of about 6P. The
control pulses arrive at about 2.4 ps for the measurements
shown in Figs. 3(b)-3(d). At high control pulse fluences,
we observe that a very high extinction ratio can be attained.
Taking the data shown in Fig. 3(b) as an example, by setting
the appropriate background level in the observed dynamics,
we obtain an extinction ratio of above 50 dB. We note that
the pump power needed for polariton condensation is
relatively low compared to other types of lasers where
population inversion is required. The intensities of both the
pump and the control beam in our work in absolute
terms are still very low, equating to very low energy
consumption levels. We observe that the duration of the
off-state increases with the control beam fluence. To avoid
sample damage, we did not further increase the control
beam fluence for the measurements presented in Fig. 3.
Nevertheless, systematic control-fluence-dependent mea-
surements of the polaritonic switching dynamics have been
performed for a fixed pump power and are shown in Sec. V
of the Supplemental Material [40]. A cutting off time within
300 fs can be obtained.

We found that the “off” time of the switch increases
almost linearly with increasing control fluence, and the
extinction ratio shows a monotonic increasing first and
being saturated at around 60 dB. The saturation of the
extinction ratio is due to a nearly complete depletion of the
polaritonic population through the parametric scattering
process.

The switching times as shown in Figs. 2 and 3 and 3 were
all in the subpicosecond regime. Similar ultrafast switching
behavior was also realized by using an 800 nm femto-
second laser pulses as the control pulses (see the section [V
in the Supplemental Material [40] for further details). We
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FIG. 2. Control pulse delay dependence of polariton condensate population for fixed control power. The pump power is ~6Pg,. The
fluence of the control pulse is about 2.9 x 10~3 J/cm?. (a) The time-resolved, momentum-integrated PL spectra. The integrated signal
from all the LP branches to the time axis with (b) no control pulse, control pulse with delay at (c) 1.7, (d) 2.3, (e) 3.0, and (f) 4.5 ps. The
duration and the arrival time of the control pulses are indicated by the gray areas.
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Control pulse power dependence of polariton condensate population for fixed control pulse delay at 2.4 ps. Color images

shown are the time-resolved, momentum-integrated PL spectra. The pump power is ~6 Py, for all cases with (a) no control pulse, control
pulse fluence at (b) 2.3 x 1073 J/cm?, (c) 3.4 x 1073 J/cm?, (d) 5.7 x 1073 J/cm?. The blue curves represent the integrated signal from
all the LP branches. The blue arrows indicate the times where the polariton is switched off. The black arrow in (c) indicates the 6 orders
of magnitude (OOM) difference between the “on” and the “off” states.

attribute the ultrafast switch-off of the polariton condensate
to parametric scattering from the LP modes to the control
pulse mode. As shown in Fig. 1(b), ZnO supports a
nonlinear process such that two photons from the
700 nm control pulse can be converted to a LP mode with
energy ~390 nm. When there are both a large LP and
700 nm photon population, the reverse process of a LP
being converted to two 700 nm photons is bosonically
enhanced and opens a strong channel for scattering of the
LPs. We note that polariton-parametric-scattering-based
phenomena producing entangled signal and idler pairs
and realization of polariton inversion were reported in a
different context [45,46].

To confirm this picture of polariton switching, an open-
dissipative Gross-Pitaevskii (GP) equation coupled to an
incoherent reservoir and the four-wave mixing modes were
used to simulate the dynamics. To model the polariton
condensation, we consider the LP mode amplitude y to be
coupled to an incoherent reservoir density np [43,44]. The
incoherent reservoir is in turn coupled to a population of
high-energy excitons np, which is initially excited by the
pump laser. Photonic parametric scattering (which is
based on a different physical process compared to the
polaritonic parametric scattering explored in previous work
[31]) is considered to occur between the polariton
condensate and the 700 nm control pulse ¢. To satisfy

energy conservation, the parametric scattering requires
another photon at an infrared wavelength, according to
hwy + hw, = hw, + hw;, where ;5 correspond to the
photon frequencies at wavelengths of 700 nm, 390 nm, and
3.4 um, respectively. This 3.4 ym idler mode amplitude is
denoted £. The equations governing the dynamics are
written as

% = rnp —ygng — Rngly ], (2)
%: p(;) — yrhp — I'np, (3)
ili—(f = P,(1) — %bco — 2kp"y ¢, (4)
g:—%fﬂwwd)z- (5)

Here P(¢) is the pump laser power; R is the reservoir-
condensate scattering rate; y, Y&, ¥, 7. are the decay rate of
the LPs, the excitons, the 700 nm control pulse and the idler
photons, respectively; k represents the parametric scattering
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FIG. 4. Numerical simulation of the optical switch using an
open-dissipative Gross-Pitaevskii equation. (a) Comparison of
the simulated and the experimentally measured polariton signal
obtained from the data shown in Fig. 3(b). (b) The calculated
dynamics for polariton condensation and the parametric scatter-
ing process for the various participating modes as labeled.
(c) Effect on polariton revival as a function of control pulse
intensity.

rate in the parametric scattering process. Further details of
the theoretical model are presented in the Sec. VIII of the
Supplemental Material [40].

A comparison of the numerical and experimental results
[obtained from the data presented in Fig. 3(b)] is shown
in Fig. 4. Excellent agreement between the theory and
experiment is obtained. Because of the nearly synchronous
turn-off of the polariton branches as seen in Figs. 3 and 4,
we consider that this is a reasonable approximation in the
context of modeling the polariton switch.

The populations of the pump exciton, the incoherent
reservoir, polariton condensate, control pulse, and the idler
mode of the calculated dynamics are shown in Fig. 4(b).
Initially, the pump excites hot excitons (yellow) which
populate the incoherent reservoir (blue). Once there is
sufficient population in the reservoir, condensation takes

place, and there is a nonlinear gain of the condensate
population (red), along with a sharp drop in the reservoir
population. When the control beam at 700 nm arrives
(green), the polariton signal drops dramatically towards
zero, accompanied by the generation of a very weak idler
beam (purple). Because of the low intensity and the
midinfrared wavelength of the idler, this was out of the
range of detection. The long relaxation time of hot excitons
allows the exciton reservoir to be repopulated, from which
a new polariton condensate can form again when the action
of the control pulse has ended. We numerically confirm that
by varying the intensity of the control pulse, the duration of
the “off” state can be adjusted [Fig. 4(c)].

In summary, we have realized an all-optically controlled
THz polaritonic switch at room temperature based on the
optical manipulation of polariton condensates in a 1D ZnO
whispering gallery microcavity. A switching time of few
hundreds of femtoseconds can be reached by parametric
scattering of the polariton condensate by a time-delayed
control pulse at different wavelengths. The off-state dura-
tion can be precisely tuned by the control power, and an
extinction ratio of over 60 dB can be achieved. After the
polariton population is switched off, a revival of the
polariton population occurs at the picosecond timescale,
which we attribute to the presence of remnant excitons
which can again condense. We were able to explain
quantitatively the effect by a parametric scattering model,
where the polariton population is depleted due to a bosoni-
cally enhanced nonlinear two-photon process to the control
mode. Such a two-photon process was confirmed to exist in
the reverse direction.

To our knowledge, the ultrafast operation time and the
high extinction ratios that we have achieved exhibit some of
the most advanced characteristics for a room-temperature
polariton-based switch. Compared to approaches based on
gating by light-induced excitonic potentials [27,47], our
switching speeds are about 100 times faster. Recent work
reported an ultrafast polaritonic switch realized in an
organic microcavity at room temperature [26] where a
subpicosecond switching time and an extinction ratio of
about 50 were achieved. Compared to this, our scheme can
realize an all-optically controlled femtosecond polaritonic
switching with a much higher extinction ratio of over
60 dB. We expect that our reported values are not at the
fundamental limit, since the hybrid nature of polaritons
provides a novel route for the manipulation of polariton
dynamics at a much shorter timescale, based on the
photonic part of polaritons. Our technique gives promise
for high-speed polaritonic operating devices working in the
strong-coupling regime at room temperature. Combined
with the superfluid characteristics of polaritons with low-
power dissipation, the mechanism reported in this work can
be extended to other microcavity systems which could help
to overcome the speed limits of polariton-based digital
communication devices.
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