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Microcavity phonon polaritons from the weak to
the ultrastrong phonon–photon coupling regime
María Barra-Burillo 1,6, Unai Muniain2,6, Sara Catalano1, Marta Autore1, Fèlix Casanova 1,3,

Luis E. Hueso 1,3, Javier Aizpurua2,4, Ruben Esteban2,4 & Rainer Hillenbrand 3,5✉

Strong coupling between molecular vibrations and microcavity modes has been demon-

strated to modify physical and chemical properties of the molecular material. Here, we study

the less explored coupling between lattice vibrations (phonons) and microcavity modes.

Embedding thin layers of hexagonal boron nitride (hBN) into classical microcavities, we

demonstrate the evolution from weak to ultrastrong phonon-photon coupling when the hBN

thickness is increased from a few nanometers to a fully filled cavity. Remarkably, strong

coupling is achieved for hBN layers as thin as 10 nm. Further, the ultrastrong coupling in fully

filled cavities yields a polariton dispersion matching that of phonon polaritons in bulk hBN,

highlighting that the maximum light-matter coupling in microcavities is limited to the cou-

pling strength between photons and the bulk material. Tunable cavity phonon polaritons

could become a versatile platform for studying how the coupling strength between photons

and phonons may modify the properties of polar crystals.
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When light strongly couples to matter, new hybrid
modes – polaritons - can emerge, whose coherent
exchange of energy is faster than the decay rate of the

original photonic modes and matter excitations1,2. Typically,
polariton waves are created by placing matter inside an optical
resonator, such as a Fabry–Perot microcavity3,4. The interaction
between visible light and excitonic systems has been widely
explored over the past decades5,6, leading to fundamental and
applied advancements in the field, including the realization of
polariton Bose–Einstein condensates7,8 and various excitonic
LASER systems9. In analogue fashion, strong coupling in the
infrared regime has been explored in semiconductor quantum
wells10–13, polar dielectrics14, and molecular aggregates15. In
particular, strong coupling (SC) between infrared light and
molecular vibrations (vibrational strong coupling, VSC) has
emerged as a new intriguing research topic, after it has been
reported that this phenomenon can lead to modification of fun-
damental material properties, triggering, for example, phase
transitions16 or modifying chemical reactions17,18. In the reported
experiments, strong coupling was achieved by filling classical
Fabry–Pérot microcavities with molecules. Recently, the mole-
cular vibrational strong coupling could be achieved even on the
nanometre scale, by exploiting phonon polaritons in hexagonal
boron nitride (hBN) nanoresonators19 and slabs20, the phonon
polaritons by themselves being the results of strong coupling
between infrared photons and phonons.

The strong and ultrastrong coupling between light and phonons
offers intriguing possibilities for various fundamental studies and
applications, including polaritonic control of THz waves in polar
crystals21, which in combination with microresonators22,23, can be
used for the development of phonon polariton lasers24,25. At
surfaces or on thin layers of polar crystals, strong phonon–photon
coupling can also lead to surface phonon polaritons and hyper-
bolic volume phonon polaritons26,27 that allow for nanoscale
concentration of infrared and terahertz fields, which could lead to
novel communication and sensing technologies28,29, particularly
in form of nanoresonators26,30,31 or by coupling the polaritons
with plasmonic antennas and metasurfaces32–36. Remarkably, a
detailed study and control of the coupling strength between
photons and phonons in classical Fabry–Pérot microcavities is
relatively unexplored terrain. This might be related with the dif-
ficulty to fabricate high-quality thin crystal layers of arbitrary
thickness and place them inside the microcavities. As phonons
have significant influence on many physical properties of
crystals37, such as on electrical and thermal conductivity,
ferroelectricity38,39, and superconductivity40, controlling the cou-
pling strength between infrared photons and phonons in micro-
cavities may become an interesting platform for future
fundamental and applied studies. For example, recent studies
suggest that cavity-mediated strong light-phonon coupling may
trigger quantum phase transitions without the need of an external
pump16,41.

Here we demonstrate infrared microcavities comprising polar
van der Waals (vdW) materials as a versatile test bench to study
the interaction of optical phonons and photons. Importantly, the
layered structure of vdW materials allows for convenient exfo-
liation of high-quality crystalline layers of virtually any thickness
for studying the evolution of the phonon–photon coupling
strengths as a function of layer thickness. Specifically, we study in
this work microcavities containing high-quality layers of hBN,
which is an insulating polar material exhibiting phonons in the
mid-infrared (IR) spectral range42. The experimental reflectivity
of the hBN-microcavity system is well described by electro-
dynamical calculations based on the transfer matrix method43.
Furthermore, by describing this system by two classical coupled
harmonic oscillators44–46, we estimate the coupling strength

between the cavity modes and the phonon excitation. We
demonstrate that strong coupling can be achieved for layers as
thin as a few nanometres, leading to the formation of microcavity
phonon polaritons. We further systematically trace the evolution
from the weak to the ultrastrong coupling (USC) regime47–50.
The high crystal quality and adjustable layer thickness, both
achieved by simple exfoliation, establish microcavities embedding
van der Waals materials as a versatile platform for studying and
tuning the coupling strengths between photons and optical
phonons.

Results
Infrared spectroscopy and analysis of hBN filled microcavities.
We illustrate the microcavities and the infrared reflection spec-
troscopy measurements in Fig. 1. The schematic in Fig. 1a
represents a thin hBN flake sandwiched between two molybde-
num disulfide (MoS2) layers, resulting in a MoS2/hBN/MoS2
dielectric stack, with the hBN flake being located in the middle.
Such heterostructures are fabricated following several steps of
mechanical exfoliation on polydimethylsiloxane (PDMS) and
deterministic transfer51. We use MoS2 as a spacer, as it is spec-
trally flat in the mid-IR spectral region and can be easily obtained
by exfoliation. An optical cavity is formed by placing the MoS2/
hBN/MoS2 dielectric stack in between two gold layers of 20 nm
thickness, fabricated by thermal evaporation. To locate the hBN
flake in the cavity center—where the maximum intensity of the
electric field is expected to occur for odd cavity modes—we chose
MoS2 flakes of ideally the same thickness. Details of the fabri-
cation process can be found in the Methods section. For the
present study, we fabricated cavities embedding hBN flakes of
varying thickness LhBN. For each cavity, the total cavity length Lcav
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Fig. 1 Cavity phonon polariton experiment. a Sketch of the experiment,
illustrating spectroscopy of the infrared light reflected at a microcavity
made of two gold mirrors embedding an hBN slab. b Optical light
microscope image of a representative sample. The arrows mark the
boundaries of the microcavity where the hBN flake is embedded in between
two MoS2 flakes. c Experimental (red) and simulated (black) infrared
reflection spectrum of a cavity embedding a 10 nm thick hBN layer. d Real
part of the in-plane dielectric function of hBN, ε, taken from ref. 19. The
purple area highlights the Reststrahlen band (RB) between the transverse
optical (TO) and longitudinal optical (LO) phonon frequencies.
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was adjusted such that the fundamental cavity resonance ω 1ð Þ
cav

coincides with the frequency of the in-plane transverse optical
(TO) phonon of hBN, ωTO = 1,364 cm–1 (169.1 meV)
(Fig. 1d)26,42. We determined Lcav by calculating the modes of a
virtual cavity (in the following referred as to a bare cavity), for
which we assume a frequency-independent hBN permittivity,
ε ωð Þ ¼ εhBN;1 ¼ 4.52 that neglects the phonon contribution (see
“Supplementary Note 1” for details).

Figure 1b shows an optical microscope image (top view) of a
representative sample, where the arrows mark the microcavity
containing the hBN layer. With a lateral size of typically more
than 25 μm, it is large enough to perform reliable Fourier
transform infrared (FTIR) microspectroscopy (illustrated in
Fig. 1a). In our experiments, we recorded normal-incidence
reflection spectra with an FTIR setup (Bruker Hyperion 2000
infrared microscope coupled to a Bruker Vertex 70 FTIR
spectrometer) that operates with a Cassegrainian objective with
the numerical aperture of NA= 0.4 (not shown in Fig. 1a). An
example spectrum (red curve) is shown in Fig. 1c, which was
obtained from a cavity embedding a 10 nm hBN layer between
510 nm and 370 nm thick MoS2 layers. For frequencies well above
the TO phonon frequency, we see a clear series of reflectivity dips
that can be well matched by electrodynamical calculations
employing the Transfer Matrix (TM) method (black spectrum
in Fig. 1c) at normal incidence. Each of the dips can be attributed
to a specific cavity mode (Supplementary Note 2). Interestingly, at
the TO phonon frequency, both experimental and simulated
spectra reveal a double-dip feature, indicating that coupling
between the hBN TO phonon and the fundamental cavity mode
can be achieved with our heterostructures.

To explore in further detail the coupling between the
fundamental cavity mode and the hBN phonon, we performed a
combined experimental and numerical study of cavities embed-
ding 10 nm, 100 nm, and 1,665 nm thick hBN flakes (for sketches

see insets in Fig. 2b, f, j). We first verify that all three hBN flakes
exhibit a sharp phonon line at ωTO = 1,364 cm–1, by measuring
reflection spectra of the stacks prior to the fabrication of the top
mirror (Fig. 2a, e, i). Additional to the phonon lines, we observe
broader dips, which indicate that the stacks act as detuned open
cavities of a low quality factor. By closing the cavities (i.e.
fabricating the top gold mirror), we clearly see a splitting of the
reflection dip at the TO phonon frequency into two dips that are
shifted to a lower and a higher frequency, ωð1Þ

� andωð1Þ
þ ,

respectively (vertical blue dashed lines in Fig. 2b, f, j). Transfer
matrix calculations match well the experimental reflection spectra
(Fig. 2c, g, k) upon slight modification of the nominal values of the
cavity parameters (see caption of Fig. 2). The need for such
modification is attributed to uncertainties in the thickness and
permittivity measurements. We find that the dip splitting ωð1Þ

þ �
ωð1Þ
� significantly increases with increasing hBN thickness, in the

experiment from 76 cm–1 to 215 cm–1 to 864 cm–1 (Fig. 2b, f, j)
and in the calculations from 68 cm–1 to 213 cm–1 to 860 cm–1

(Fig. 2c, g, k). For comparison, we show in Fig. 2d, h, l transfer
matrix calculations of the bare cavity reflectivity, revealing that the
uncoupled cavity modes indeed nearly perfectly coincide with the
TO phonon frequency of the hBN layers, demonstrating that the
double-dip feature is a consequence of coupling between TO
phonon and the respective fundamental cavity resonance. In the
cavity that is fully filled with hBN (Fig. 2j, k), the TO phonon also
couples with higher-order cavity modes, which leads to the
appearance of additional dips close to the TO phonon frequency
(see discussion of Fig. 5).

We further corroborate the coupling between the TO phonon
and the cavity modes by showing in Fig. 3 the evolution of the
reflectivity spectra as the cavity resonance is detuned from the TO
phonon. For this purpose, we performed TM simulations of the
reflectivity spectra as a function of total cavity length, Lcav, while
keeping fixed the thickness of the hBN layer that is placed in the

Fig. 2 Zoom into experimental and calculated spectra at frequencies close to the TO phonon. a Experimental reflectivity spectrum of the MoS2/hBN/
MoS2 heterostructure placed on the bottom gold mirror (illustrated by inset), measured before the evaporation of the top gold mirror. Measured
thicknesses are 510 nm/10 nm/370 nm. b Experimental reflectivity spectrum of the stack of the panel (a) after closing it with the top Au layer (illustrated
by inset). ωð1Þ

� and ωð1Þ
þ mark the dips emerging for the coupling between TO phonon and cavity mode. c Simulated reflectivity spectrum of the cavity in

panel (b), using layer thicknesses of 510 nm/10 nm/370 nm. d Simulated reflection spectrum of the cavity of the panel (c), in which hBN was replaced by a
dielectric medium with ε ωð Þ ¼ εhBN;1 ¼ 4.52. The labels ωð1Þ

cav and ωð2Þ
cav mark the first and second-order cavity mode. e–h Same as panels (a–d) for a MoS2/

hBN/MoS2 heterostructure with measured thicknesses 520 nm/100 nm/430 nm and simulated thicknesses 480 nm/100 nm/390 nm. i–l Same as panels
(a–d) for a cavity fully filled with hBN, with measured and simulated hBN thickness 1,665 nm. ΩR ¼ ωð1Þ

þ � ωð1Þ
� in panel l marks the dip splitting. Black and

blue curves show experimental and simulation results, respectively, and purple shaded areas highlight the Reststrahlen band.
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middle of the cavity, LhBN ¼ 10 nm (Fig. 3a, contour plot). We
performed similar calculations for the bare cavity (Fig. 3b,
contour plot) and compare the results. One can observe that the

first (j = 1) and third (j= 3) bare cavity modes (ω
jð Þ

cav in Fig. 3b)
split into an upper and a lower branch when the hBN layer is

included (ω jð Þ
� and ω

jð Þ
þ in Fig. 3a), as recognized by the reflection

dips and their corresponding resonance frequencies (colored
dashed lines in Fig. 3a, b). Most important, the anti-crossing of
the branches at the TO phonon frequency manifests the typical
signature of coupling between two modes. The second cavity
mode, in contrast, does not show any splitting of the reflection
dips and thus reveals the absence of coupling, which can be
explained by the vanishing electric field intensity of this mode in
the cavity center (for further details see discussion of Fig. 4c). The
same analysis and analogue observations were made for the cavity
embedding a 100 nm thick hBN layer (Supplementary Note 3).
Furthermore, we study the dependence of the reflectivity spectra
on the incident angle in Supplementary Note 5.

Evolution of coupling strength with cavity filling factor. For a
quantitative analysis of the coupling between the hBN phonons
and the microcavity photons in the TM calculations, we modeled
the phonon–photon interaction by two coupled harmonic oscil-
lators. One oscillator is associated with the electromagnetic field

of the cavity (characterized by its resonance frequency ω
jð Þ

cav and
decay rate κ ¼ 60 cm–1) and the other one with the hBN phonon
(characterized by its resonance frequency ωTO and decay rate γ ¼
5 cm–1). This model yields the eigenfrequencies ω

jð Þ
þ and ω jð Þ

� as a

function of the known parameters ω
jð Þ

cav, ωTO; κ, γ and the

unknown coupling strength g. Using ω
jð Þ

þ and ω jð Þ
� obtained from

the TM calculations, we can apply the coupled harmonic oscil-
lator model for determining g (see “Methods” section and
“Supplementary Note 2.3”).

We first studied the evolution of the coupling strength with the
hBN layer thickness LhBN. To that end, we calculated g as a
function of the filling factor f ¼ LhBN=Lcav for the first and
second cavity modes (blue and red solid lines in Fig. 4a,
respectively). We observe that g increases with the filling factor
for both modes, more strongly for the first mode, which is a
consequence of the intensity distribution of the electric field
across the cavity (Fig. 4c). The second cavity mode exhibits an

intensity minimum in the center of the cavity, where the hBN
layer is located. Thus, the coupling between hBN phonons and
second cavity mode is generally much smaller than for the first
cavity mode, that exhibits its intensity maximum in the cavity
center. Note that this observation is consistent with the absence of
a polariton gap for the second cavity mode in Fig. 3a. The
interaction between the TO phonon and the second cavity mode
remains weak until the hBN layer is thick enough to sufficiently
overlap with the cavities’ off-center intensity maxima (shown in
right panel of Fig. 4c). A larger coupling strength can also be

Fig. 3 Strong coupling in a cavity filled with 10 nm of hBN. a TM simulated reflectivity spectra of a cavity with a 10 nm thick hBN layer in its
center (illustrated by inset) as a function of the total cavity thickness Lcav. The dashed curves show the cavities’ eigenmode frequencies ωðjÞ

þ and ωðjÞ
� as a

function of Lcav. The reddish areas in (a) and (b) mark the Reststrahlen band of the hBN in-plane phonon. b TM simulated reflectivity spectra of a bare
cavity (illustrated by inset) as a function of cavity thickness Lcav. The dashed curves show the cavities’ eigenmode frequencies ωðjÞ

cav as a function of Lcav.

Fig. 4 Evolution of the coupling strength as a function of the cavity filling
factor. a Coupling strength g between the TO phonon and the bare-cavity
modes, for an hBN layer of thickness LhBN in the middle of a cavity of
thickness Lcav, as sketched in the inset. The calculated evolution of g for
varying LhBN is shown for the first (blue solid line) and the second (red solid
line) cavity modes. The coupling strengths corresponding to the strong
coupling regime are highlighted by the beige area, and the green area
corresponds to the ultrastrong coupling regime. Purple symbols indicate the
experimental coupling strength gexp obtained from Fig. 2. b Zoom into
the panel (a) for small filling factors LhBN=Lcav, showing the calculated (blue
line) and experimental (purple symbol) coupling strength g for the first
cavity mode. The analytical approximation g � 332

ffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffi
LhBN=Lcav

p
cm−1 is

shown by black dots. c Sketch of the intensity distribution of the electric
field of the first and second cavity modes. We note that the hBN layer is
placed at the maximum of the intensity of the first cavity mode and at the
minimum for the second cavity mode.
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achieved for the second cavity mode by distributing the hBN layer
near the positions where the intensity of this mode is maximum52

(we discuss the dependence of the coupling strength on the layer
position in Supplementary Note 7). Interestingly, the coupling
strength g for both the first and second cavity mode can be well
approximated by an analytical expression obtained by a
microscopic theory that is described in Supplementary Note 6.

We can identify the weak and strong coupling regimes in
Fig. 4a according to the fulfillment of the conditions g

κþγ <
1
4

(blank area) and g
κþγ >

1
4 (beige area), respectively1,5,53. For the

first cavity mode, remarkably, the strong coupling regime starts
for f ¼ LhBN=Lcav ≈ 0.0025, which corresponds to hBN slabs of
about 3 nm thickness (about four atomic hBN layers). Moreover,
the usual condition for ultrastrong coupling, g/ωTO > 0.147,54

(highlighted by the green area in Fig. 4), is fulfilled for hBN layers
of thickness LhBN > 148 nm. Interestingly, we find that g saturates
for the first-order mode when f > 0.8 and for the second-order
mode when f > 0.9. The maximum coupling strength is obtained
for both modes when the cavity is fully filled with hBN, with

gmax ¼
ffiffiffiffiffiffiffiffiffiffiffiffiffiffiffi
ω2
LO�ω2

TO
4

q
¼ 428 cm–1 being exclusively determined by

the materials’ Reststrahlen band (RB) defined by the TO and LO
phonon frequencies (for further discussion see below). In this
case, the ratio gmax/ωTO reaches up to 0.31. These results show the
versatility of the hBN-filled microcavities to explore the different
light-matter coupling regimes, ranging from weak to ultrastrong
coupling.

Figure 4b shows a zoom into Fig. 4a for small filling factors
(when the intensity distribution can be assumed homogeneous
within the hBN), where we observe that the evolution of the
coupling strength of the first cavity mode scales with

ffiffiffiffiffiffiffiffiffiffi
LhBN

p
(solid dots) for small thicknesses. This behavior is consistent with
the well-known scaling law of strong coupling55–57, g � ffiffiffiffi

N
p

,
where N is the number of oscillators, which in the case of an hBN
slab is proportional to LhBN (see “Supplementary Note 6.2” for the
derivation of a simplified analytical expression for very small and
very large filling factors).

To identify the coupling regime for the experimental spectra
shown in Fig. 2, we determine the coupling strength according to
gexp ¼ ðωð1Þ

þ � ωð1Þ
� Þ=2 where ωð1Þ

þ � ωð1Þ
� is the experimental dip

splitting (indicated in Fig. 2l). This approach53,58 is valid because
(i) the coupling strength g is large and (ii) the cavity and phonon
resonances match well, i.e. ωð1Þ

cav � ωTO (see “Methods”). Plotting
gexp in Fig. 4a (purple symbols), good agreement with the
theoretical values (blue solid line) is found, verifying that strong
coupling between microcavity photons and phonons can be
indeed achieved experimentally with layers of a polar material as
thin as 10 nm.

Ultrastrong coupling in fully filled cavities. To further illustrate
and explore the regime of maximum coupling strength, we per-
formed a systematic experimental and theoretical study of cavities
fully filled with hBN (Fig. 5a). Analogously to Fig. 3, we calculated
reflection spectra (contour plots) and eigenmode (i.e. resonance)
frequencies (dashed lines) as a function of the cavity (i.e. hBN)
thickness LhBN ¼ Lcav. By comparison with the spectra and
eigenmodes of the corresponding bare cavities (Fig. 5b), we
clearly recognize the anti-crossing between the hBN phonon
(ωTO) and all cavity modes59 (ωðjÞ

cav with j ¼ 1, 2, 3...), yielding the
polaritonic eigenmodes ωðjÞ

þ and ωðjÞ
� (contrary to Fig. 3, where

coupling is observed only for odd j). Further, a much larger
spectral separation of the upper and lower polariton branches
occurs as compared to Fig. 3a (LhBN ¼ 10 nm), yielding a
polaritonic gap spanning the whole RB (reddish area in Fig. 5a,

b). We determine a Rabi splitting of ΩR � 2g ¼ 856 cm–1, which
lies well inside the ultrastrong coupling regime (g/ωTO ¼ 0.31),
and which is larger than the RB (246 cm–1). We experimentally
confirm the calculations by measuring reflectivity spectra of dif-
ferently thick cavities that are fully filled with hBN (Fig. 5c). The
spectral positions of the reflectivity dips are plotted in Fig. 5a (red
symbols), showing an excellent agreement with the calculated
spectra and cavity eigenmodes. We note that the experimental
reflectivity spectra exhibit a set of thickness-independent dips at
around 819 cm–1 (yellow dots in Fig. 5a), which stem from the
out-of-plane phonon of hBN32. This phonon appears in the
experimental spectra due to the focused illumination of the cavity
using a Cassegrainian objective, yielding electric field components
perpendicular to the hBN layer. Therefore, these field compo-
nents can couple with the out-of-plane hBN phonon, as opposed
to the case of normal incidence, in which the electric field can
only couple with the in-plane phonon (see “Supplementary
Note 4”).

Discussion
To analyze and discuss the dispersion of the microcavity phonon
polaritons, ωðkÞ, we extracted the wavevector k from the reflec-
tivity spectra according to

k ¼ jπ
Lcav

; ð1Þ

assuming perfect metal mirrors and where Lcav is the cavity length
at which the eigenmode of order j and frequency ω is found (see
“Methods”). In Fig. 6a, b we compare ωðkÞ for the cavity that is
fully filled with hBN (obtained from Fig. 5) and the cavity
embedding a 10 nm thick hBN layer (obtained from Fig. 3),
respectively (calculations are shown by black curves and experi-
mental values by black symbols). Note that for the fully filled
cavity, all modes j were considered, whereas for the cavity filled
with 10 nm of hBN we considered only the first mode (j ¼ 1).
Both dispersions feature anti-crossing, separating into a lower
and an upper microcavity phonon polariton branch, with large
Rabi splitting amounting to ΩR � 856 cm–1 and ΩR � 63 cm–1,
respectively. To appreciate the dramatic coupling strengths
between infrared microcavity modes and phonons with respect to
typical molecular vibrations50, we show in Fig. 6c, d the calculated
polariton dispersions obtained (analogous to Figs. 3 and 5) for
cavities embedding molecules that possess C=O vibrations.
Specifically, we consider the ensemble of C=O oscillators of
poly(methyl methacrylate) (PMMA), whose electromagnetic
response is described by the dielectric function provided in
Supplementary Note 1. Clear anti-crossing can be observed for
the cavity fully filled with PMMA (Fig. 6c), but the Rabi splitting
ΩR � 159 cm–1 is more than five times smaller than that of the
cavity fully filled with hBN. For the cavity filled with a 10 nm
thick PMMA layer, we do not find anti-crossing (Fig. 6d),
revealing that the system is in the weak coupling regime, in
contrast to the strong coupling regime achieved with a 10 nm
thick hBN layer (Fig. 6b). We note that the C=O vibrations are
rather strong and that many molecular vibrations can be much
weaker. To demonstrate the coupling between microcavity modes
and weaker molecular oscillators by way of an example, we
reduced the oscillator strength in the permittivity model of C=O
by a factor of 100 and recalculated the dispersions. In both the
partially and fully filled cavity we do not observe anti-crossing
(Fig. 6e, f), highlighting that for weak molecular oscillators strong
coupling cannot be achieved by placing them into a microcavity.

We finally compare the dispersions of the material in the fully
filled cavities with the bulk polariton dispersion of the same
material, ω kð Þ ¼ c kffiffiffiffi

εm
p , where c is the speed of light and εm
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dielectric function of the filling material (green solid lines in
Fig. 6a, c, and e). Interestingly, we find that the polariton dis-
persion obtained from fully filled cavities is identical to that of the
bulk polariton dispersion of the filling material60, independent of

whether phonon or molecule oscillators (weak or strong) are
embedded into the cavity. The maximum splitting is determined
exclusively by the material properties as clearly shown by the
analytical expression of g in the Supplementary Note 6 and is also

Fig. 5 Ultrastrong coupling in cavities fully filled with hBN. a Reflectivity spectra of a cavity fully filled with hBN (illustrated by inset) as a function of
cavity thickness Lcav. The dashed curves show the cavities’ eigenmode frequencies ωðjÞ

þ and ωðjÞ
� as a function of Lcav. Red and yellow symbols show the

spectral position of the experimental reflectivity dips extracted from panel (c). The reddish areas in a and b mark the Reststrahlen band of the in-plane
phonon of hBN. b Reflectivity spectra of a bare cavity (illustrated by inset) as a function of cavity thickness Lcav. The dashed curves show the cavities’
eigenmode frequencies ωðjÞ

cav as a function of Lcav. c Experimental reflectivity spectra of cavities fully filled with hBN (vertically offseted). Cavity thicknesses
(from bottom to top) are: 1,080 nm, 1,500 nm, 1,665 nm, 1,900 nm, 2,100 nm, 2,500 nm.

Fig. 6 Polariton dispersions. aMeasured (black symbols) and calculated (black curves) phonon polariton dispersion obtained from hBN layers that fully fill

the cavity. Green curves show the bulk phonon polariton dispersion of hBN. Red dashed lines indicate the light cones ω kð Þ ¼ kcffiffiffiffiffiffiffiffiffiffiffi
εðω¼0Þ

p and kð Þ ¼ kcffiffiffiffiffiffiffiffiffi
εhBN;1

p ,

where εðω ¼ 0Þ= 6.29 and εhBN;1 = 4.52 are the low- and high-frequency permittivities. The Reststrahlen band of bulk hBN is marked by the purple area.

b Calculated (black curves) phonon polariton dispersion obtained from cavities that are filled with a 10 nm thick hBN layer. c Calculated (black curves)
polariton dispersion obtained for cavities that are fully filled with molecules exhibiting a C=O vibration. Green curves show the bulk polariton dispersion of
the filling material. d Dispersion for a 10 nm thick molecular layer embedded in the cavity. e Calculated (black curves) polariton dispersion obtained for
cavities fully filled with hypothetical molecules exhibiting a vibration of arbitrarily reduced oscillator strength. Green curves show the bulk polariton
dispersion of the filling material. f Dispersion for a 10 nm thick hypothetical molecular layer of arbitrarily reduced coupling strength embedded in the cavity.
Schematics illustrate the cavities’ cross sections.
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highlighted in ref. 35,61,62. These results show that the maximum
coupling strength between a cavity mode and a dipolar excitation
is governed by that of photons and bulk, implying that fully filling
a resonant cavity with a specific material does not enhance the
coupling strength between light and matter. The cavity merely
enforces the strongly coupled state by selecting the corresponding
wavevector. Importantly, strong coupling in a cavity can be only
achieved in the case that the bulk dispersion of the filling material
already exhibits strong coupling, i.e. anti-crossing. In the case that
the dispersion of light in the bulk material does not exhibit
polaritonic behavior, the coupling of this bulk material with a
cavity mode will remain weak. In other words, placing a material
into a cavity will not make the coupling strength to exceed that of
the bulk material. Interestingly, it has been reported that vibra-
tional strong coupling in cavities can modify physical and che-
mical properties of the material filling the cavity2,17,63,64. Since
the coupling strength is not enhanced, another effect - such as a
modification of the density of states - may be needed to explain
this intriguing phenomenon.

In conclusion, we demonstrated that classical microcavities can
be applied for studying and tuning the coupling between photons
and optical phonons in thin layers of polar vdW materials, which
can be obtained in high crystal quality by exfoliation. For the
studied vdW material hBN, our theoretical analysis predicts strong
coupling for hBN layers between 3 and 148 nm thickness and
ultrastrong coupling for hBN thicknesses larger than 148 nm.
Analysis of experimental reflection spectra of cavities embedding
10 and 100 nm thick hBN layers confirms strong coupling. For
fully filled cavities ultrastrong was demonstrated experimentally.
In comparison with typical molecular vibrational strong coupling
in fully filled cavities, the coupling strength is about five times
larger due to the high oscillator strength of crystal phonons. Our
experiments can be readily adapted to study phonon polaritons in
other vdW materials65, including doped semiconductors and
heterostructures exhibiting multiple phonons or plasmon–phonon
coupling. Further, by using vdW materials with even larger
oscillator strength than hBN, the deep strong coupling regime66–68

may be reached. We also note that recent experimental reports
have demonstrated the possibility of tuning optical phonon fre-
quencies by various methods, such as photoinjection69,
heterostructuring70, and intercalation71, which could allow for
manipulating the phonon polariton spectrum, similarly to inter-
subband polaritonic systems72. Considering the intriguing vibra-
tional strong-coupling phenomena that have been reported in
literature it may be interesting to study how ultrastrong coupling
of phonons may affect physical and chemical properties of crystals
that are embedded into cavities. Only recently it has been pre-
dicted that strong coupling in quantum paraelectrics can trigger
the ferroelectric phase16.

Methods
Fabrication of fully filled microcavities. First, the bottom optical mirror was
prepared on a CaF2 substrate by thermally evaporating 20 nm of gold. The eva-
poration was performed in high vacuum conditions (pressure 10–6 mbar) at a rate
of 0.8 nm/min. The reflectivity of this mirror, R, was measured by FTIR spectro-
scopy, yielding R= 0.98 for the spectral range studied in this work.

Large thick flakes of hexagonal Boron Nitride (hBN) were obtained via
mechanical exfoliation of commercially available hBN crystals (HQ Graphene Co.)
using blue Nitto tape (Nitto SPV 224P). Subsequently, the blue Nitto tape was
placed on a polydimethylsiloxane (Gelpack PF GEL film WF 4, 17 mil.) transparent
stamp. This way, after removing the blue Nitto tape from the polydimethylsiloxane
stamp, some flakes remain on the polydimethylsiloxane stamp. Flakes of
approximately the desired thickness were optically identified. The chosen ones
were transferred on top of the bottom optical mirror using the deterministic dry
transfer technique51. In order to characterize the thicknesses of the hBN flakes, we
used a profilometer (Dektak 150), which has an experimental measurement
accuracy of about 5%. Large areas of the aimed thickness (ranging from 1,000 to
2,500 nm) were consequently identified and localized.

Finally, the sample was covered again with 20 nm of thermally evaporated gold,
to form the top optical mirror. This evaporation was performed under the same
conditions as for the bottom optical mirror.

Fabrication of microcavities embedding thin layers of hBN. Using the same
techniques as for the case of hBN flakes, flakes of MoS2 were exfoliated from MoS2
crystals (SPI supplies). The flakes were characterized and transferred onto a bottom
optical mirror, prepared as in the previous sample (20 nm of gold thermally eva-
porated on a CF2 substrate). Thin hBN flakes were obtained and optically iden-
tified, then transferred on the MoS2 flake already on the gold layer. The
heterostructure thickness was measured with the profilometer. A second MoS2
flake of ideally the same thickness as the first one was transferred on top of the
MoS2-hBN structure. In order to obtain the final thickness of the stack, it was once
again characterized with the profilometer. A second layer of gold 20 nm thick was
then thermally evaporated over the structure.

Determination of the coupling strength g in TM simulations. To determine the
coupling strength g in the TM simulations, we modeled the phonon–photon inter-
action by the coupling of two classical harmonic oscillators, where one of the oscil-
lators is associated with the electromagnetic field of the cavity and the other one with
the hBN phonon (Supplementary Note 2.3). For small g (corresponding to the weak
and strong coupling regimes), the eigenfrequencies of the polaritonic modes, which
correspond to the eigenvalues of the harmonic oscillator model, are given by

ω
jð Þ
± ¼ 1

2
ω

jð Þ
cav þ ωTO

� �
±
1
2
Re

ffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffi
ω

jð Þ
cav � ωTO þ i

γ� κ

2

� �2

þ 4g2
r" #

; ð2Þ

where κ and γ are the cavity and phonon decay rates, respectively. For large g
(corresponding to the ultrastrong coupling regime), we can neglect the losses κ and γ
and obtain the following expression from the equations of the coupled harmonic
oscillators:

ω
jð Þ
± ¼ 1ffiffiffi

2
p

ffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffi
ω

jð Þ
cav

� �2

þ ω2
TO þ 4g2 ±

ffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffi
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The eigenfrequencies given by Eq. (3) coincide with the results obtained from
the Hopfield Hamiltonian, indicating that a classical model of harmonic oscillators
can describe the ultrastrong coupling regime35 (Supplementary Note 2.3). For
intermediate values of g, Eq. (2) and Eq. (3) give very similar results.

In order to determine g for a fixed hBN layer thickness LhBN, we choose the

total thickness Lcav for which the cavity mode is tuned to the TO phonon (i.e. ωðjÞ
cav

¼ ωTO ¼ 1,364 cm–1). Then, we determine for this cavity the eigenfrequencies of

the modes (ω
jð Þ

þ and ω jð Þ
� for the filled cavity, and ω

jð Þ
cav for the bare cavity) from the

poles of the reflection coefficient of the system, as obtained from the TM
simulations73 (for details see “Supplementary Note 2”). We note that the spectral
position of reflection minima and the actual polaritonic modes of a system can be
different due to the interference of spectrally closely spaced modes (particularly in
weakly coupled systems5,53). The coupling strength is finally obtained by solving
Eqs. (2) or (3) for g (depending on whether the system is in the strong or in the
ultrastrong coupling regime). Note that the value of g varies slightly depending on

whether we solve the equations for ω
jð Þ

þ or ω jð Þ
� . We thus determine g by

minimizing the combined error.
From the TM simulations considering a 10 nm hBN layer in the middle of the

cavity (Fig. 3a) we obtained ω 1ð Þ
þ ¼ 1,395 cm–1, ω 1ð Þ

� ¼ 1,332 cm–1, κ ¼ 60 cm–1, and
γ¼ 5 cm–1, yielding subsequently g ≈ 34 cm–1 via the harmonic oscillator model.
For the 100 nm hBN layer (Supplementary Note 3) we obtained ω 1ð Þ

þ ¼ 1,471 cm–1,
ω 1ð Þ
� ¼ 1,260 cm–1, κ ¼ 60 cm–1, γ¼ 5 cm–1, and subsequently g ≈ 106 cm–1. For

the fully filled cavity (Fig. 5a) we obtained ω 1ð Þ
þ ¼ 1,857 cm–1, ω 1ð Þ

� ¼ 1,002 cm–1,
κ ¼ 30 cm–1, γ¼ 5 cm–1, and subsequently g ≈ 428 cm–1. We note that the values
for ω 1ð Þ

þ and ω 1ð Þ
� obtained for these three cavities are very close to the frequencies of

the calculated reflectivity dips. For example, for the cavity containing the 10 nm
hBN layer, the reflection dips occur at ω 1ð Þ

þ = 1,392 cm–1 and ω 1ð Þ
� ¼ 1,322 cm–1.

We conclude that the dips in the experimental reflection spectra reveal the
polaritonic eigenmodes and thus can be directly used to determine the
experimental coupling strengths.

Comparison between phonon polariton dispersions. The polaritonic modes in
bulk hBN are associated with propagating waves characterized by a wavevector k
and an angular frequency ω that are connected according to the dispersion relation
ωðkÞ. On the other hand, the modes of the cavity for normal incidence are standing
waves with selected discrete wavelengths λcav , which depend on the cavity length
Lcav , according to λcav ¼ 2Lcav

j (j is the order of the mode). For the fully filled cavity,

λcav would also correspond to the wavelength of the phonon polariton in bulk.
Thus, for a given resonant frequency ω, we recover the corresponding wavevector k
of the bulk dispersion relation ωðkÞ by applying k ¼ 2π

λcav
¼ jπ

Lcav
.

NATURE COMMUNICATIONS | https://doi.org/10.1038/s41467-021-26060-x ARTICLE

NATURE COMMUNICATIONS |         (2021) 12:6206 | https://doi.org/10.1038/s41467-021-26060-x | www.nature.com/naturecommunications 7

www.nature.com/naturecommunications
www.nature.com/naturecommunications


Data availability
Data that support the results of this work are available upon reasonable request from the
corresponding author (r.hillenbrand@nanogune.eu).

Received: 15 December 2020; Accepted: 8 September 2021;

References
1. Dovzhenko, D. S., Ryabchuk, S. V., Rakovich, Y. P. & Nabiev, I. R.

Light–matter interaction in the strong coupling regime: configurations,
conditions, and applications. Nanoscale 10, 3589–3605 (2018).

2. Flick, J., Rivera, N. & Narang, P. Strong light-matter coupling in
quantum chemistry and quantum photonics. Nanophotonics 7, 1479–1501
(2018).

3. Kavokin, A., Baumberg, J. J., Malpuech, G. & Laussy, F. P. Microcavities.
(Oxford University Press, 2007).

4. Rahimi-Iman, A. Polariton Physics. vol. 229 (Springer, 2020).
5. Törmä, P. & Barnes, W. L. Strong coupling between surface plasmon

polaritons and emitters: a review. Rep. Prog. Phys. 78, 013901 (2015).
6. Lidzey, D. G. et al. Strong exciton-photon coupling in an organic

semiconductor microcavity. Nature 395, 53–55 (1998).
7. Klaers, J., Schmitt, J., Vewinger, F. & Weitz, M. Bose-Einstein condensation of

photons in an optical microcavity. Nature 468, 545–548 (2010).
8. Kasprzak, J. et al. Bose-Einstein condensation of exciton polaritons. Nature

443, 409–414 (2006).
9. Fraser, M. D., Höfling, S. & Yamamoto, Y. Physics and applications of exciton-

polariton lasers. Nat. Mater. 15, 1049–1052 (2016).
10. De Liberato, S., Ciuti, C. & Phillips, C. C. Terahertz lasing from intersubband

polariton-polariton scattering in asymmetric quantum wells. Phys. Rev. B 87,
241304 (2013).

11. Dini, D., Köhler, R., Tredicucci, A., Biasiol, G. & Sorba, L. Microcavity polariton
splitting of intersubband transitions. Phys. Rev. Lett. 90, 116401 (2003).

12. De Liberato, S. & Ciuti, C. Stimulated scattering and lasing of intersubband
cavity polaritons. Phys. Rev. Lett. 102, 136403 (2009).

13. Sapienza, L. et al. Electrically injected cavity polaritons. Phys. Rev. Lett. 100,
136806 (2008).

14. Passler, N. C. et al. Strong coupling of epsilon-near-zero phonon polaritons in
polar dielectric heterostructures. Nano Lett. 18, 4285–4292 (2018).

15. Shalabney, A. et al. Enhanced Raman scattering from vibro-polariton hybrid
states. Angew. Chem. 127, 8082–8086 (2015).

16. Ashida, Y. et al. Quantum electrodynamic control of matter: cavity-enhanced
ferroelectric phase transition. Phys. Rev. X 10, 041027 (2020).

17. Thomas, A. et al. Tilting a ground-state reactivity landscape by vibrational
strong coupling. Science 363, 615–619 (2019).

18. Hutchison, J. A., Schwartz, T., Genet, C., Devaux, E. & Ebbesen, T. W.
Modifying chemical landscapes by coupling to vacuum fields. Angew. Chem. -
Int. Ed. 51, 1592–1596 (2012).

19. Autore, M. et al. Boron nitride nanoresonators for phonon-enhanced
molecular vibrational spectroscopy at the strong coupling limit. Light Sci.
Appl. 7, 17172–17178 (2018).

20. Bylinkin, A. et al. Real-space observation of vibrational strong coupling
between propagating phonon polaritons and organic molecules. Nat.
Photonics 15, 197–202 (2021).

21. Feurer, T., Vaughan, J. C. & Nelson, K. A. Spatiotemporal coherent control of
lattice vibrational waves. Science 299, 374–377 (2003).

22. Stoyanov, N. S., Feurer, T., Ward, D. W., Statz, E. R. & Nelson, K. A. Direct
visualization of a polariton resonator in the THz regime. Opt. Express 12, 2387
(2004).

23. Sivarajah, P. et al. THz-frequency magnon-phonon-polaritons in the collective
strong-coupling regime. J. Appl. Phys. 125, 213103 (2019).

24. Ohtani, K. et al. An electrically pumped phonon-polariton laser. Sci. Adv. 5,
eaau1632 (2019).

25. Franckié, M., Ndebeka-Bandou, C., Ohtani, K. & Faist, J. Quantum model of
gain in phonon-polariton lasers. Phys. Rev. B 97, 075402 (2018).

26. Caldwell, J. D. et al. Sub-diffractional volume-confined polaritons in the
natural hyperbolic material hexagonal boron nitride. Nat. Commun. 5, 5221
(2014).

27. Dai, S. et al. Tunable phonon polaritons in atomically thin Van der Waals
crystals of boron nitride. Science 343, 1125–1129 (2014).

28. Caldwell, J. D. et al. Low-loss, infrared and terahertz nanophotonics using
surface phonon polaritons. Nanophotonics 4, 44–68 (2015).

29. Foteinopoulou, S., Devarapu, G. C. R., Subramania, G. S., Krishna, S. &
Wasserman, D. Phonon-polaritonics: enabling powerful capabilities for
infrared photonics. Nanophotonics 8, 2129–2175 (2019).

30. Caldwell, J. D. et al. Low-loss, extreme subdiffraction photon confinement via
silicon carbide localized surface phonon polariton resonators. Nano Lett. 13,
3690–3697 (2013).

31. Alfaro-Mozaz, F. J. et al. Nanoimaging of resonating hyperbolic polaritons in
linear boron nitride antennas. Nat. Commun. 8, 15624 (2017).

32. Shelton, D. J. et al. Strong coupling between nanoscale metamaterials and
phonons. Nano Lett. 11, 2104–2108 (2011).

33. Huck, C. et al. Strong coupling between phonon-polaritons and plasmonic
nanorods. Opt. Express 24, 25528 (2016).

34. Pons-Valencia, P. et al. Launching of hyperbolic phonon-polaritons in h-BN
slabs by resonant metal plasmonic antennas. Nat. Commun. 10, 3242 (2019).

35. Yoo, D. et al. Ultrastrong plasmon–phonon coupling via epsilon-near-zero
nanocavities. Nat. Photonics 15, 125–130 (2021).

36. Scalari, G. et al. Ultrastrong coupling of the cyclotron transition of a 2D
electron gas to a THz metamaterial. Science 335, 1323–1326 (2012).

37. Ashcroft, N. W. & Mermin, N. D. Solid State Physics. (Saunders College
Publishing, 1976).

38. Bakker, H. J., Hunsche, S. & Kurz, H. Coherent phonon polaritons as probes
of anharmonic phonons in ferroelectrics. Rev. Mod. Phys. 70, 523–536 (1998).

39. Thomas, A. et al. Large enhancement of ferromagnetism under a collective
strong coupling of YBCO nanoparticles. Nano Lett. 21, 4365–4370 (2021).

40. He, Y. et al. Rapid change of superconductivity and electron-phonon coupling
through critical doping in Bi-2212. Science 362, 62–65 (2018).

41. Thomas, A. et al. Exploring superconductivity under strong coupling with the
vacuum electromagnetic field. Preprint at https://arxiv.org/abs/1911.01459 (2019).

42. Caldwell, J. D. et al. Photonics with hexagonal boron nitride. Nat. Rev. Mater.
4, 552–567 (2019).

43. Passler, N. C. & Paarmann, A. Generalized 4 × 4 matrix formalism for light
propagation in anisotropic stratified media: study of surface phonon
polaritons in polar dielectric heterostructures. J. Opt. Soc. Am. B 34, 2128
(2017).

44. Garrido Alzar, C. L., Martinez, M. A. G. & Nussenzveig, P. Classical analog of
electromagnetically induced transparency. Am. J. Phys. 70, 37–41 (2002).

45. Novotny, L. Strong coupling, energy splitting, and level crossings: a classical
perspective. Am. J. Phys. 78, 1199–1202 (2010).

46. Pelton, M., Storm, S. D. & Leng, H. Strong coupling of emitters to single
plasmonic nanoparticles: exciton-induced transparency and Rabi splitting.
Nanoscale 11, 14540–14552 (2019).

47. Frisk Kockum, A., Miranowicz, A., De Liberato, S., Savasta, S. & Nori, F.
Ultrastrong coupling between light and matter. Nat. Rev. Phys. 1, 19–40
(2019).

48. Forn-Díaz, P., Lamata, L., Rico, E., Kono, J. & Solano, E. Ultrastrong coupling
regimes of light-matter interaction. Rev. Mod. Phys. 91, 025005 (2019).

49. Ciuti, C., Bastard, G. & Carusotto, I. Quantum vacuum properties of the
intersubband cavity polariton field. Phys. Rev. B. 72, 115303 (2005).

50. George, J., Shalabney, A., Hutchison, J. A., Genet, C. & Ebbesen, T. W.
Liquid-phase vibrational strong coupling. J. Phys. Chem. Lett. 6, 1027–1031
(2015).

51. Castellanos-Gomez, A. et al. Deterministic transfer of two-dimensional
materials by all-dry viscoelastic stamping. 2D Mater. 1, 011002 (2014).

52. Wall, F., Mey, O., Schneider, L. M. & Rahimi-Iman, A. Continuously-tunable
light–matter coupling in optical microcavities with 2D semiconductors. Sci.
Rep. 10, 8303 (2020).

53. Khitrova, G., Gibbs, H. M., Kira, M., Koch, S. W. & Scherer, A. Vacuum Rabi
splitting in semiconductors. Nat. Phys. 2, 81–90 (2006).

54. Niemczyk, T. et al. Circuit quantum electrodynamics in the ultrastrong-
coupling regime. Nat. Phys. 6, 772–776 (2010).

55. Kaluzny, Y., Goy, P., Gross, M., Raimond, J. M. & Haroche, S. Observation of
self-induced Rabi oscillations in two-level atoms excited inside a resonant cavity:
the ringing regime of superradiance. Phys. Rev. Lett. 51, 1175–1178 (1983).

56. Raizen, M. G., Thompson, R. J., Brecha, R. J., Kimble, H. J. & Carmichael, H. J.
Normal-mode splitting and linewidth averaging for two-state atoms in an
optical cavity. Phys. Rev. Lett. 63, 240–243 (1989).

57. Thompson, R. J., Rempe, G. & Kimble, H. J. Observation of normal-mode
splitting for an atom in an optical cavity. Phys. Rev. Lett. 68, 1132–1135 (1992).

58. Savona, V., Andreani, L. C., Schwendimann, P. & Quattropani, A. Quantum
well excitons in semiconductor microcavities: unified treatment of weak and
strong coupling regimes. Solid State Commun. 93, 733–739 (1995).

59. George, J. et al. Multiple Rabi splittings under ultrastrong vibrational coupling.
Phys. Rev. Lett. 117, 153601 (2016).

60. Chen, Y. N. Antenna Coupled Quantum Infrared Detectors. https://
tel.archives-ouvertes.fr/tel-01390461 (2015).

61. Canales, A., Baranov, D. G., Antosiewicz, T. J. & Shegai, T. Abundance of
cavity-free polaritonic states in resonant materials and nanostructures. J.
Chem. Phys. 154, 024701 (2021).

62. Abujetas, D. R., Feist, F., García-Vidal, F. J., Jaime Gómez Rivas & Sánchez-
Gil, J. A. Strong coupling between weakly guided semiconductor nanowire
modes and an organic dye. Phys. Rev. B 99, 205409 (2019).

ARTICLE NATURE COMMUNICATIONS | https://doi.org/10.1038/s41467-021-26060-x

8 NATURE COMMUNICATIONS |         (2021) 12:6206 | https://doi.org/10.1038/s41467-021-26060-x | www.nature.com/naturecommunications

https://arxiv.org/abs/1911.01459
https://tel.archives-ouvertes.fr/tel-01390461
https://tel.archives-ouvertes.fr/tel-01390461
www.nature.com/naturecommunications


63. Kapon, O., Yitzhari, R., Palatnik, A. & Tischler, Y. R. Vibrational strong
light–matter coupling using a wavelength-tunable mid-infrared open
microcavity. J. Phys. Chem. C. 121, 18845–18853 (2017).

64. Bisht, A. et al. Collective strong light-matter coupling in hierarchical
microcavity-plasmon-exciton systems. Nano Lett. 19, 189–196 (2019).

65. Abedini Dereshgi, S. et al. Lithography-free IR polarization converters via
orthogonal in-plane phonons in α-MoO3 flakes. Nat. Commun. 11, 5771
(2020).

66. Casanova, J., Romero, G., Lizuain, I., García-Ripoll, J. J. & Solano, E. Deep
strong coupling regime of the Jaynes-Cummings model. Phys. Rev. Lett. 105,
263603 (2010).

67. De Liberato, S. Light-matter decoupling in the deep strong coupling regime:
the breakdown of the Purcell Effect. Phys. Rev. Lett. 112, 016401 (2014).

68. Mueller, N. S. et al. Deep strong light-matter coupling in plasmonic
nanoparticle crystals. Nature 583, 780–784 (2020).

69. Dunkelberger, A. D. et al. Active tuning of surface phonon polariton
resonances via carrier photoinjection. Nat. Photonics 12, 50–56 (2018).

70. Balandin, A. A., Pokatilov, E. P. & Nika, D. L. Phonon engineering in hetero-
and nanostructures. J. Nanoelectron. Optoelectron. 2, 140–170 (2007).

71. Taboada-Gutiérrez, J. et al. Broad spectral tuning of ultra-low-loss polaritons
in a Van der Waals crystal by intercalation. Nat. Mater. 19, 964–968 (2020).

72. Geiser, M., Beck, M. & Faist, J. Terahertz intersubband polariton tuning by
electrical gating. Opt. Express 22, 2126 (2014).

73. Shlesinger, I. et al. Strong coupling of nanoplatelets and surface plasmons on a
gold surface. ACS Photonics 6, 2643–2648 (2019).

Acknowledgements
This work is supported by the Spanish Ministry of Science and Innovation under the
María de Maeztu Units of Excellence Program (MDM-2016-0618), and Projects
PID2019-107432GB-I00 and RTI2018-094861-B-100; by the European Union H2020
under the Marie Curie Actions (796817-ARTEMIS); and by Project PI2017-30 and Grant
IT1164-19 for the research groups of the Basque University System from the Department
of Education of the Basque Government.

Author contributions
M.B.B., supported by M.A., S.C., and F.C., fabricated the samples, performed the spec-
troscopy experiments and data analysis, and analyzed and discussed the results with

L.E.H. and R.H.. U.M. performed the simulations and theoretical calculations and ana-
lyzed and discussed the results with R.E. and J.A.. L.E.H., J.A., R.E., and R.H. supervised
the work. All the authors contributed to continuous scientific discussions and manuscript
revisions.

Competing interests
The authors declare no competing interests.

Additional information
Supplementary information The online version contains supplementary material
available at https://doi.org/10.1038/s41467-021-26060-x.

Correspondence and requests for materials should be addressed to Rainer Hillenbrand.

Peer review information Nature Communications thanks Christopher Gubbin and the
anonymous reviewer(s) for their contribution to the peer review of this work. Peer
reviewer reports are available.

Reprints and permission information is available at http://www.nature.com/reprints

Publisher’s note Springer Nature remains neutral with regard to jurisdictional claims in
published maps and institutional affiliations.

Open Access This article is licensed under a Creative Commons
Attribution 4.0 International License, which permits use, sharing,

adaptation, distribution and reproduction in any medium or format, as long as you give
appropriate credit to the original author(s) and the source, provide a link to the Creative
Commons license, and indicate if changes were made. The images or other third party
material in this article are included in the article’s Creative Commons license, unless
indicated otherwise in a credit line to the material. If material is not included in the
article’s Creative Commons license and your intended use is not permitted by statutory
regulation or exceeds the permitted use, you will need to obtain permission directly from
the copyright holder. To view a copy of this license, visit http://creativecommons.org/
licenses/by/4.0/.

© The Author(s) 2021

NATURE COMMUNICATIONS | https://doi.org/10.1038/s41467-021-26060-x ARTICLE

NATURE COMMUNICATIONS |         (2021) 12:6206 | https://doi.org/10.1038/s41467-021-26060-x | www.nature.com/naturecommunications 9

https://doi.org/10.1038/s41467-021-26060-x
http://www.nature.com/reprints
http://creativecommons.org/licenses/by/4.0/
http://creativecommons.org/licenses/by/4.0/
www.nature.com/naturecommunications
www.nature.com/naturecommunications

	Microcavity phonon polaritons from the weak to the ultrastrong phonon&#x02013;nobreakphoton coupling regime
	Results
	Infrared spectroscopy and analysis of hBN filled microcavities
	Evolution of coupling strength with cavity filling factor
	Ultrastrong coupling in fully filled cavities

	Discussion
	Methods
	Fabrication of fully filled microcavities
	Fabrication of microcavities embedding thin layers of hBN
	Determination of the coupling strength gg in TM simulations
	Comparison between phonon polariton dispersions

	Data availability
	References
	Acknowledgements
	Author contributions
	Competing interests
	Additional information




