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: plastic fiber communication at short wavelengths (violet and ultra-violet), where a conventional

laser is difficult to realize. The dynamic properties of a polariton laser have not been investigated
experimentally. We have measured, for the first time, the small signal modulation characteristics of
a GaN-based electrically pumped polariton laser operating at room temperature. A maximum —3dB
modulation bandwidth of 1.18 GHz is measured. The experimental results have been analyzed with
a theoretical model based on the Boltzmann kinetic equations and the agreement is very good. We
have also investigated frequency chirping during such modulation. Gain compression phenomenon in
a polariton laser is interpreted and a value is obtained for the gain compression factor.

The proposal for generating coherent light by spontaneous emission from a coherent, macroscopic and
degenerate exciton-polariton condensate in a microcavity' was followed by experimental demonstration
of such emission at cryogenic*® and higher temperatures, including room temperature!®-', in a variety
of material systems. The device is commonly termed a polariton laser. Lack of the need for population
inversion, as in a conventional laser, inherently enables coherent emission with thresholds that are gener-
ally 2-3 orders of magnitude lower than those measured for photon lasing in the same device>>71316:18.19,
The characterization of optically or electrically pumped polariton lasers made with a variety of material
systems has enabled a detailed study of the underlying physical processes such as polariton scattering and
Bose-Einstein condensation®-?*, spontaneous symmetry breaking?* and superfluidity® in the condensate.
However, all the results hitherto reported have been obtained under steady state conditions with contin-
uous wave electrical biasing or optical excitation. The small-signal modulation bandwidth of a conven-
tional semiconductor laser is intrinsically limited by gain compression and related hot carrier effects?.
Since polariton lasers operate at much lower injection levels, it is expected that the intrinsic modulation
bandwidth would not be similarly affected”. Other related effects such as chirp and self-pulsation should
be small or non-existent. Dynamic characterization would also elucidate the similarities, or lack thereof,
in terms of key lasing parameters such as differential gain and damping factor and the physical processes
underlying them in a polariton laser.

We have studied experimentally the bulk GaN microcavity diode schematically shown in Fig. 1(a).
Molecular beam epitaxial growth and fabrication of the device are described in Supplementary informa-
tion. All measurements in the present study have been made at room temperature (see Methods). The
measured lower polariton (LP) dispersion is depicted in Fig. 1(b). Analysis of the data with the coupled
oscillator model?® allows us to determine the cavity-to-exciton detuning 6= —10 meV and the Rabi split-
ting 2 = 33 meV. The variation of integrated intensity with current is depicted in Fig. 2(a). The inset to
this figure shows the output spectrum for 220 A/cm? forward current density. A nonlinear threshold is
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Figure 1. Device schematic and polariton dispersion. a, Schematic representation of the bulk GaN-

based microcavity diode. The direction of current injection and polariton emission are shown by arrows. b,
Polariton dispersion characteristics derived from 2 x 2 coupled harmonic oscillator model alongside peak
energy positions of the lower polaritons measured by angle-resolved electroluminescence (see Supplementary
information).

observed in the characteristics at 190 A/cm?, which is very similar to the value previously reported for a
bulk GaN microcavity'®. Furthermore, as previously observed, the slope of the output characteristics in
the pre-threshold region is sublinear (~0.8), which we believe is due to non-radiative recombination and
carrier leakage from the active region. The LP density at threshold is calculated to be 2.28 x 10'°cm™?
using the relation n%, = J,,7/qd where the exciton lifetime of 7=0.57ns, as measured in an identical
sample, is used. This threshold density is significantly smaller than the transparency density
(~3 x 10" cm )% and the Mott density (1 — 2 x 10" cm ™)' reported for GaN. The injection current was
further increased, using pulsed mode bias beyond 1.5kA/cm? and a second non-linear threshold is
observed at 46 kA/cm? (Fig. 2(b)). This non-linearity, which is accompanied by a three-orders-of-magnitude
increase in the output power compared to that in the polariton lasing regime, is due to conventional
photon lasing. The measured variation of the linewidth of the LP emission with injection is plotted in
Fig. 2(c). The minimum linewidth of 1.95meV corresponds to a LP coherence time of 2.12 ps. Beyond
the minimum, the linewidth increases again due to exciton-exciton interactions. Also plotted in Fig. 2(c)
is the measured blueshift of the LP emission peak, caused by polariton-polariton and polariton-exciton
interactions®. To confirm the dynamic condensation of polaritons in the microcavity, the LP population
distribution in k-space both below and above threshold was measured (see Methods). The polariton
occupation in k-space at different injection levels is shown in Fig. 2(d). It is evident that the LP popula-
tion distribution is random below threshold, which transforms to a peaked occupancy at kj~0 above
threshold indicating the formation of a degenerate polariton condensate.
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Figure 2. Polariton laser output characteristics in steady state. a, Integrated electroluminescence (EL)
intensity of the LP emission as a function of injected current density. Inset shows an EL spectra measured
at an injection above the lasing threshold. b, Two threshold lasing behavior showing the non-linearities due
to polariton and photon lasing. The threshold current densities of polariton and photon lasing are indicated
by arrows. ¢, Measured LP emission linewidth and blueshift of LP emission peak as a function of injected
current density. d, LP ground state occupancy for different k, states obtained from angle-resolved EL at
three different injection current densities.

To investigate and analyze the dynamic characteristics of the polariton laser, we have measured the
small signal modulation response of the device. The modulation response at various injection levels is
shown in Fig. 3(a). A —3dB modulation bandwidth of 1.18 GHz was measured at an injection current
density of 5.4 Jy and the resonance frequency, f,, at this injection level is 0.9 GHz. The solid curves
in Fig. 3(a) represent the modulation response calculated in accordance with the transfer function
described in the Methods section. Emission is stimulated in a conventional photon laser, whereas in the
polariton laser polariton-polariton scattering is stimulated once the occupation is unity. The separation
of stimulation and emission in a polariton laser leads to coherent emission without the requirement for
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Figure 3. Dynamic characteristics of polariton laser. a, Frequency response derived from measured time
resolved electroluminescence at different DC injection levels. The solid lines represent the corresponding
frequency responses calculated from the modulation transfer function (see Methods). Inset shows the
measured transient response of the polariton laser to a high speed switching pulse at J=5.4J;,. b, Measured
resonance frequency as function of nf;’l/ %, where 175 is the steady-state ground state occupancy at k= 0.
The solid line shows the calculated values from equation (2) for the given scattering rate, b and polariton
lifetime, 7;p. ¢, Variation of the damping factor as a function of the square of the resonance frequency. d,
measured linewidth of LP emission peak as a function of the small signal modulating frequency, under a
fixed DC bias of 1.15 J,.

population inversion. Iorsh et al.*” have theoretically investigated the small-signal modulation behavior
of II-nitride electrically pumped polariton lasers. According to their theory, the resonance frequency of
the modulation response, wy(pol), in the framework of the Boltzmann kinetic model (see Methods for
details), is given by:
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b 00
wg, (pol) = 2 — (ngp — ny)
TLp (1)

where n;; is the steady-state polariton density at k; ~ 0,b is the polariton-polariton scattering rate beyond
threshold and 7, is the LP radiative lifetime. In equation (1), we have added the term 7, as compared
to the expression in?’. This term accounts for the fraction of the polariton states which have been trapped
in localized states and dislocations and do not contribute to the laser kinetics. Of course, the right
hand-side of equation (1) should always be positive within the limits of validity of this model, i.e., con-
Vg%N »
T

Here v,, dg/dn, N, and 7, are the photon group velocity, differential gain, photon density in the ca:?ity
and cavity photon lifetime, respectively. Gain and differential gain are related to stimulated emission in
a photon laser. Polariton lasing arises from stimulated polariton scattering with excitons, free carriers or
phonons. This results in gain, which may be described by the negative imaginary part of the refractive
index. Gergel' et al. have described gain induced by exciton Bose condensation and have derived the
complex dielectric function explicitly>’. Phenomenologically, therefore, a differential gain in a polariton
laser may be expressed as,

ditions above threshold. Equation (1) is similar in nature to that for a photon laser, where wﬁ ~

A
dn ve N\ Trp (2)

The important aspect of this equation is that the differential gain is large for a large scattering rate b
and small 7,5, i.e. a large coupling strength and a negative detuning. It may be noted that the small-signal
modulation response depicted in Fig. 3(a) is damped. The damping factor ~4 can be derived from anal-
ysis of the modulation response. For large resonance frequency, the damping factor in a polariton laser
is given by ,(pol) = wp7 >’ In a well-designed photon laser damping is generally a result of gain
compression due to the accumulation of hot carriers in the active region and subsequent spectral and
spatial hole burning. In a polariton laser, such damping can be caused by saturation of the oscillator
strength by phase space filling®? at high injection levels and the decrease of the Rabi oscillation frequency
and the resultant exciton-photon coupling. Hence the damping factor can be expressed as,

va(pol) = Kf? (3)

where K= 47?7, p. Including gain compression, the K-factor of a polariton laser may phenomenologically
be expressed as,

€
o p—" ST Tip [s]

2yb/7p (4)

where the gain compression factor ¢, is dimensionless. To obtain the numerical dependence of resonant
frequency on the polariton occupation number and the value of €, we must evaluate the exciton-exciton
scattering rate. This can be extracted from the simple three level rate equations of the polariton laser
(details discussed in Methods). The value of b is obtained by setting the threshold current density to the
experimentally observed value of 190 A/cm?. This gives us b= 0.7 x 107'2 ps~, which is very close to
the value obtained in the simulations®. Figure 3(b) shows a plot of the measured resonance frequency
versus the square root of the polariton occupation in the ground state. The solid line represents analysis
of the data in accordance with equation (1). The value of n;= 1.1 was obtained from the fitting of the
experimental data to equation (1). The damping factor ~, is plotted against the square of the resonance
frequency in Fig. 3(c). From the slope of this plot, a value of K=5.02ns is derived. The intrinsic —3 dB
modulation bandwidth of the polariton laser, given by f_;;5=2%? /K, is determined to be 1.77 GHz.
The differential gain is calculated to be 1.89 x 10~*cm™" from equation (2) using the values of b and 7,
quoted above. Finally, the gain compression factor is derived from equation (4) to be £,,=2.78 x 107*.
In comparison, the differential gain and gain compression factor of GaN-based red-emitting InGaN/GaN
quantum dot lasers are reported to be 5.3 x 107" cm? and 2.87 x 10~ 7 cm?, respectively®*. The K-factor
reported for a similar green emitting quantum dot laser is 1.24ns and the corresponding gain compres-
sion factor and differential gain are 1.22 X 107 cm?® and 3 x 1077 cm? respectively®.

Frequency chirping in a semiconductor photon laser is generally a result of periodic modulation of
the refractive index of the gain medium due to injection of carriers. Chirp is small in lasers having a
large differential gain, such as quantum dot lasers®, in which the carrier injection levels are small. Chirp
manifests itself in the broadening of the emission spectra. With an injection carrier density of ~10°cm™3
in the polariton laser the estimated shift of the emission peak, AX ~0.056 A. The data shown in Fig. 3(d)
indicate that the expected near-zero chirp is within the measurement error limits. This is advantageous
for possible modulated polariton laser applications.
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In conclusion, we have investigated the small-signal electrical modulation characteristics of a polar-
iton laser for the first time. The measurements were conducted at room temperature. The variation of
the resonance frequency, derived from the measured modulation response, with polariton occupation in
the ground state was analyzed with a rate equation model from which the polariton-polariton scattering
rate is derived. The linewidth of coherent emission beyond threshold exhibits negligible broadening with
high frequency modulation, which indicates that chirp is negligible. While the modulation bandwidth
and damping are derived from the measured modulation response, differential gain and gain compres-
sion in a polariton laser are phenomenologically defined, calculated and interpreted in terms of lasing
parameters.

Methods

Photoluminescence measurements. Photoluminescence measurements were performed on a bulk
GaN-on-sapphire sample at 25 and 300K using a 325 nm He-Cd laser. The quality factor of the microcav-
ity was estimated from microphotoluminescence measurements made at 300 K. The experimental details
are provided in the Supplementary information.

Polariton dispersion and light-current characteristics. The polariton dispersion characteristics
were determined from angle-resolved electroluminescence measurements (see Supplementary informa-
tion). The lower polariton (LP) transition is clearly seen at all angles, with its spectral position approach-
ing the X, resonance at large angles. No other transitions, including the upper polariton (UP), were
discernible in the spectra.

The light-current (L-I) characteristics of the device were determined by recording the electrolumines-
cence in the direction normal to the distributed Bragg reflector (DBR) mirrors (zero angle) as a function
of continuous wave injection current. Two methods were used to record the L-I characteristics. In the
first the integrated intensity of the polariton emission was plotted as a function of forward bias current.
In the second, the output power was directly measured with a power meter. Both techniques yielded
identical trends in the characteristics.

Polariton occupation in k-state. The polariton occupation in k-space at different injection levels
was measured by angle-resolved electroluminescence, using a digital readout angular mount having a
precision of 0.1°. Below threshold, the number of polaritons per k-state is estimated from the LP electro-
luminescence integrated intensity by taking into account the radiative lifetime. At and above threshold,
the occupation is calculated from the output power measured with a power meter.

The polarlton occupation number per k| state is calculated by wusing the formula,
I, = N (k) ‘c 0 ‘ M
M is the number of transverse states included in the detection cone, and |C(k)|* is the photon fraction
at a wave vector k; . The number of states within the detection cone is given by M = D*/16(k,A6)? where
D is the diameter of the emission spot, k,=27/\ and A is the detection half angle.

, where 7 is the collection efficiency, 7./ ‘C k|| 1s the radiative lifetime of LPs,

Transient response and chirp. The experimental setup for the measurement of the transient
response of the device consists of the following: GSG probe, bias tee, optical fiber, single photon detec-
tor, single photon counter, AC pulse generator, DC source meter, triple grating monochromator, Peltier
cooler and temperature controller. The transient response was measured by superimposing a small-signal
periodic switching pulse (1-3mV) on different DC bias voltages set above the polariton lasing threshold.
The modulation response was derived by the fast Fourier transform (FFT) of the measured transient
response, which was recorded using a monochromator (resolution 0.03nm), a high-speed single photon
detector and a single photon counter. The RC effect of the microcavity diode was taken into account in
the modulation response.

In measuring chirp of the polariton laser, we recorded the average broadening of the coherent emis-
sion spectra under small signal (2mV) pulsed bias condition above threshold (1.15 J,) for different
modulation frequencies.

Modulation transfer function. The response at different injection levels is analyzed by the response
function:

M (f)[

1
2 2V (N2
=)+ G (5
where v, is the damping factor and f, is the resonance frequency.

Rate equations. In the steady state the occupation numbers of the polariton ground state nyp , res-
ervoir occupation number n.° and the number of free carriers in the system n; can be obtained from
the following Boltzmann kinetic equation set:
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.S ny
o= LS _ Mo _ Wns
q Teh
nOO
0=WnX — =2 — bn>*(1 + n3);
TX
nOO
0=——"2 4 bn*(1 + n3);
TLp (6)

where ] is the current density, g is the electron charge, S is the contact surface area equal to 138 pm?, W
is the exciton formation rate equal to 0.01ps™! (ref. 27), and are 7,,= 1ns,7,=0.6ns, 7;,=0.58 ps are
the free carrier, exciton and ground state polariton lifetimes.

References

1.

2.

w

12.

13.
14.

15.
16.
17.
18.
19.
20.
21.
22.
23.
24.
25.
26.
27.
28.

29.
30.

31.

32.

33.

34.

35.

Imamoglu, A., Ram, R. ], Pau, S. & Yamamoto, Y. Nonequilibrium condensates and lasers without inversion: Exciton-polariton
lasers. Phys. Rev. A 53, 4250 (1996).

Bhattacharya, P, Xiao, B., Das, A., Bhowmick, S. & Heo. Solid state electrically injected exciton-polariton laser. J. Phys. Rev. Lett.
110, 206403 (2013).

. Schneider, C. et al. An electrically pumped polariton laser. Nature 497, 348 (2013).
. Huang, R. et al. Exciton-polariton lasing and amplification based on exciton-exciton scattering in CdTe microcavity quantum

wells. Phys. Rev. B 65, 165314 (2002).

. Deng, H., Weihs, G., Snoke, D., Bloch, ]. & Yamamoto, Y. Polariton lasing vs. photon lasing in a semiconductor microcavity. Proc.

Natl. Acad. Sci.USA 100, 15318 (2003).

. Lagoudakis, P. G., Martin, M. D., Baumberg, J. J., Malpuech, G. & Kavokin, A. Coexistence of low threshold lasing and strong

coupling in microcavities. J. Appl. Phys. 95, 2487 (2004).

. Bajoni, D. et al. Polariton laser using single micropillar GaAs-GaAlAs semiconductor cavities. Phys. Rev. Lett. 100, 047401 (2008).
. Nomura, M., Kumagai, N., Iwamoto, S., Ota, Y. & Arakawa, Y. Laser oscillation in a strongly coupled single-quantum-dot-

nanocavity system. Nature Phys. 6, 279 (2010).

. Guillet, T. et al. Polariton lasing in a hybrid bulk ZnO microcavity. Appl. Phys. Lett. 99, 161104 (2011).
10.
. Christmann, G., Butté, R, Feltin, E., Carlin, J. & Grandjean, N. Room temperature polariton lasing in a GaN/AlGaN multiple

Christopoulos, S. et al. Room-Temperature Polariton Lasing in Semiconductor Microcavities. Phys. Rev. Lett. 98, 126405 (2007).

quantum well microcavity. Appl. Phys. Lett. 93, 051102 (2008).

Kéna-Cohen, S. & Forrest, S. R. Room-temperature polariton lasing in an organic single-crystal microcavity. Nature Photon 4,
371 (2010).

Das, A. et al. Room temperature ultralow threshold GaN nanowire polariton laser. Phys. Rev. Lett. 107, 066405 (2011).

Das, A. et al. Room temperature strong coupling effects from single ZnO nanowire microcavity. Opt. Express 20 (11), 11830—
11837 (2012).

Daskalakis, K. S. et al. All-dielectric GaN microcavity: Strong coupling and lasing at room temperature. Appl. Phys. Lett. 102,
101113 (2013).

Heo, J., Jahangir, S., Xiao, B. & Bhattacharya, P. Room-temperature polariton lasing from GaN nanowire array clad by dielectric
microcavity. Nano Lett. 13 (6), 2376 (2013).

Li, F et al. Fabrication and characterization of a room-temperature ZnO polariton laser. Appl. Phys. Lett. 102, 191118 (2013).
Bhattacharya, P. et al. Room temperature electrically injected polariton laser. Phys. Rev. Lett. 112, 236802 (2014).

Baten, M. Z. et al. GaAs-based high temperature electrically pumped polariton laser. Appl. Phys. Lett. 104, 231119 (2014).
Deng, H. et al. Quantum degenerate exciton-polaritons in thermal equilibrium. Phys. Rev. Lett. 97, 146402 (2006).

Kasprzak, J. et al. Bose-Einstein condensation of exciton polaritons. Nature 443, 409 (2006).

Balili, R, Hartwell, V., Snoke, D., Pfeiffer, L. & West, K. Bose-Einstein condensation of microcavity polaritons in a trap. Science
316, 1007-1010 (2007).

Das, A., Bhattacharya, P, Heo, ]., Banerjee, A. & Guo, W. Polariton Bose-Einstein condensate at room temperature in an Al(Ga)
N nanowire-dielectric microcavity with a spatial potential trap. Proc. Natl. Acad. Sci. USA. 110, 2735 (2013).

Baumberg, . J. et al. Spontaneous polarization buildup in a room-temperature polariton laser. Phys. Rev. Lett. 101, 136409 (2008).
Amo, A. et al. Superfluidity of polaritons in semiconductor microcavities. Nature Phys. 5, 805-810 (2009).

Bhattacharya, P. et al. In(Ga)As/GaAs self-organized quantum dot lasers: DC and small-signal modulation properties. IEEE
Trans. Electron Devices 46, 871 (1999).

Torsh, L. et al. Generic picture of the emission properties of III-nitride polariton laser diodes: Steady state and current modulation
response. Phys. Rev. B 86, 125308 (2012).

Hopfield, J. J. Theory of the Contribution of Excitons to the Complex Dielectric Constant of Crystals. Phys. Rev. 112 (5), 1555—
~1567. (1945-1946).

Fang, W. & Chuang, S. L. Theoretical prediction of GaN lasing and temperature sensitivity. Appl. Phys. Lett. 67, 751 (1995).
Peyghambarian, N. ef al. Blue shift of the exciton resonance due to exciton-exciton interactions in a multiple-quantum-well
structure. Phys. Rev. Lett. 53, 2433 (1984).

Gergel, V. A,, Kazarinov, R. E. & Suris, R. A. Optical Properties of an Exciton Condensate in a Semiconductor. Sov. Phys. JETP
26, 2 (1968).

Schmitt-Rink, S., Chemla, D. S. & Miller, D. A. B. Theory of transient excitonic optical nonlinearities in semiconductor quantum-
well structures. Phys. Rev. B 32, 10 (1985).

Frost, T, Banerjee, A. & Bhattacharya, P. Small-signal modulation and differential gain of red-emitting (\ = 630 nm) InGaN/
GaN quantum dot lasers. Appl. Phys. Lett. 103, 211111 (2013).

Frost, T. et al. Monolithic Electrically Injected Nanowire Array Edge-Emitting Laser on (001) Silicon. Nano Lett. 14, 4535-4541
(2014).

Mi, Z., Bhattacharya, P. & Fathpour, S. High-speed 1.3pm tunnel injection quantum-dot lasers. Appl. Phys. Lett. 86, 153109
(2005).

Acknowledgements
The work at the University of Michigan was supported by the National Science Foundation under the
MRSEC program (Grant No. DMR-1120923) and by Grant No. ECS-1220705. A. K. acknowledges the

SCIENTIFIC REPORTS | 5:12915 | DOI: 10.1038/srep11915 7



www.nature.com/scientificreports/

support of the Engineering and Physical Sciences Research Council (EPSRC), UK. T. E. acknowledges
the support provided by a National Science Foundation Graduate Research Fellowship. Epitaxial growth
and device fabrication were done in the Lurie Nanofabrication Facility, a member of the National
Nanotechnology Infrastructure Network funded by the National Science Foundation.

Author Contributions

PB. initiated the project. P.B., T.F, S.D. and M.Z.B. designed the experiments. T.F. grew the heterostructure.
M.Z.B. fabricated the microcavity diode. M.Z.B., T.E and S.D. conducted the measurements. P.B., M.Z.B.
and T.F analyzed the collected data. LI. and A.K. did the theoretical modeling. The manuscript was
written by PB., AK. and LI

Additional Information
Supplementary information accompanies this paper at http://www.nature.com/srep

Competing financial interests: The authors declare no competing financial interests.

How to cite this article: Zunaid Baten, M. et al. Small-signal modulation characteristics of a polariton
laser. Sci. Rep. 5, 11915; doi: 10.1038/srep11915 (2015).

This work is licensed under a Creative Commons Attribution 4.0 International License. The

Tam images or other third party material in this article are included in the article’s Creative Com-
mons license, unless indicated otherwise in the credit line; if the material is not included under the
Creative Commons license, users will need to obtain permission from the license holder to reproduce
the material. To view a copy of this license, visit http://creativecommons.org/licenses/by/4.0/

SCIENTIFIC REPORTS | 5:12915 | DOI: 10.1038/srep11915 8


http://www.nature.com/srep
http://creativecommons.org/licenses/by/4.0/

	Small-signal modulation characteristics of a polariton laser
	Introduction
	Methods
	Photoluminescence measurements
	Polariton dispersion and light-current characteristics
	Polariton occupation in k-state
	Transient response and chirp
	Modulation transfer function
	Rate equations

	Additional Information
	Acknowledgements
	References



 
    
       
          application/pdf
          
             
                Small-signal modulation characteristics of a polariton laser
            
         
          
             
                srep ,  (2015). doi:10.1038/srep11915
            
         
          
             
                Md Zunaid Baten
                Thomas Frost
                Ivan Iorsh
                Saniya Deshpande
                Alexey Kavokin
                Pallab Bhattacharya
            
         
          doi:10.1038/srep11915
          
             
                Nature Publishing Group
            
         
          
             
                © 2015 Nature Publishing Group
            
         
      
       
          
      
       
          © 2015 Macmillan Publishers Limited
          10.1038/srep11915
          2045-2322
          
          Nature Publishing Group
          
             
                permissions@nature.com
            
         
          
             
                http://dx.doi.org/10.1038/srep11915
            
         
      
       
          
          
          
             
                doi:10.1038/srep11915
            
         
          
             
                srep ,  (2015). doi:10.1038/srep11915
            
         
          
          
      
       
       
          True
      
   




