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Abstract: The ideal laser source for nonlinear terahertz spectroscopy offers large versatility
delivering both ultra-intense broadband single-cycle pulses and user-selectable multi-cycle
pulses at narrow linewidths. Here we show a highly versatile terahertz laser platform providing
single-cycle transients with tens of MV/cm peak field as well as spectrally narrow pulses, tunable
in bandwidth and central frequency across 5 octaves at several MV/cm field strengths. The
compact scheme is based on optical rectification in organic crystals of a temporally modulated
laser beam. It allows up to 50 cycles and central frequency tunable from 0.5 to 7 terahertz, with a
minimum width of 30 GHz, corresponding to the photon-energy width of ∆E=0.13 meV and the
spectroscopic-wavenumber width of ∆(λ−1 )=1.1 cm−1 . The experimental results are excellently
predicted by theoretical modelling. Our table-top source shows similar performances to that of
large-scale terahertz facilities but offering in addition more versatility, multi-colour femtosecond
pump-probe opportunities and ultralow timing jitter.
© 2020 Optical Society of America under the terms of the OSA Open Access Publishing Agreement

1.

Introduction

Terahertz radiation represents an ideal stimulus for controlling matter in a more advanced way
compared to an optical light stimulus. While optical light predominantly interacts with valence
electrons, terahertz radiation, defined as the frequency region between 0.1 and 10 terahertz,
allows direct and selective access to the numerous low-energy excitations including lattice
vibrations, spin waves, molecular rotations, quantum states and the internal excitations of bound
electron-hole pairs [1–12]. Recent advances in the available terahertz brightness also enable
non-resonant control over matter where the terahertz stimulus acts as ultrafast excitation [13–16].
While the selective control requires narrowband terahertz radiation, the non-resonant excitation
relies on intense single-cycle terahertz pulses carrying a (multi-) octave spanning spectrum.
The ideal source for linear and nonlinear terahertz spectroscopy should give the experimenter
free control on the number and the period of the electric field oscillations, from one to many
cycles, corresponding to broadband or narrowband spectra, and to apply the highest possible
electric field strength up to tens of MV/cm. Nowadays different laser driven sources are used to
produce single-cycle high-field terahertz pulses. Large terahertz pulse energies (>400 µJ) and
MV/cm electric field strengths have been demonstrated by optical rectification in lithium niobite
[17–19]. One order larger field strengths reaching tens of MV/cm have become recently available
using optical rectification in organic crystals [13,20]. Gas-plasma terahertz sources driven by
two-colour laser demonstrated ultrabroadband single-cycle transient with the potential of tens
of MV/cm field and energy conversion efficiency of few percent [21–24]. On the other hand,
the production of narrowband spectra at high field strength (>0.1 MV/cm) which are tunable
across several octaves has remained a formidable challenge. Intense terahertz radiation confined
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in a narrow spectral line is, however, a necessity for ground-breaking investigations in imaging,
light-induced electron acceleration and nonlinear selective excitation of resonant modes.
In the past, several schemes for forming tunable narrowband terahertz radiation have been
presented. The two main approaches are based on charged particle beams and lasers. Large-size
electron accelerators with energy up to several GeV provide terahertz pulses with up to hundreds
of µJ by means of transition, edge or free electron lasers (T-FEL) radiation [25–30]. These
sources offer only broadband terahertz radiation and the opportunity for tunable narrowband
spectral emission is minor. By employing an electron bunch train spectrally confined terahertz
radiation with a relative bandwidth δfTHz /f0 of typically > 20% could be demonstrated [27].
However, the polarization from this source is radial, which is unfavourable for many experiments
as it requires high loss polarization filtering to transform it to a well-defined linearly polarization
state. Furthermore, the user accessibility to such large-scale sources is restricted, as the primary
usage of these accelerators is different. Dedicated T-FELs deliver radiation of tens of µJ with a
relative bandwidth variable between 0.2–5% in the range of ≈0.3–10 THz [31]. Undulator-based
sources, such as the T-FELs, deliver multicycle fields with number of oscillation proportional to
the undulator periods (typically 10–100) and are not suited for single-cycle terahertz radiation. As
terahertz generation starts from noise, the field from T-FELs does not offer a stable absolute phase.
This is a particular burden for phase-sensitive experiments at sub-cycle resolution. Furthermore,
the synchronization with an external femtosecond laser required for pump-probe experiments
requires challenging technology. This kind of system has been recently realized in [32].
Table-top narrowband terahertz sources are realized by employing a molecular gas transition
pumped with a powerful CO2 laser [33] or by optical down-conversion of a short-pulse laser
using the second-order χ(2) optical rectification (OR) process in nonlinear crystals [34,35]. While
the former is limited in tunability to a set of specific molecular transitions, the latter is typically
used for broadband, single-cycle pulse production. However, for OR-based sources, technics
for spectral confinement of terahertz radiation have been demonstrated by employing pump
pulse shaping technique, but the performance in view of spectral width, tunability of the central
frequency and brightness still deviates significantly from T-FEL based sources. Pulse shaping of
the pump beam by spatial [36] or spectral [37] control results in narrow terahertz radiation tunable
between 0.5–2 THz with a relative spectral bandwidth δfTHz /f0 of typically 20–30%. Other
schemes employ periodically poled nonlinear crystals with a specially engineered multi-layer
structure to generate terahertz pulses at a fixed frequency [38]. Unfortunately, the resulting
terahertz pulse energy of typically <100 nJ is not sufficient to initiate nonlinear processes. Similar
restrictions for terahertz pulse energy and field hold for narrowband terahertz sources based
on beating of two broadband chirped pump pulses either on a dipole antenna [39] via a fast
oscillating current induced by the beat frequency or in nonlinear optical crystals [40,41]. A
terahertz source with central frequency between 4 and 18 THz and bandwidth of 1 THz, has
been demonstrated by difference frequency generation with chirped pulses [42]. A theoretical
model of multi-cycle terahertz generation in periodically poled lithium niobate has been reported
[43]. Experimental results of narrowband THz pulse generation in the same type of converter
medium has been reported at a fixed frequency of 0.361 THz with record pulse energy of 0.6 mJ
[44]. The THz radiation driven by two-color laser pulses in gas plasma can be changed from
broadband to narrowband when an external magnetic field is applied [45]. Another approach
based on phase-matched collinear difference-frequency generation in a single GaSe crystal and
continuously tunable in a wide THz range has been demonstrated [46]. A narrow linewidth
operation of a THz-wave parametric oscillator was achieved through the use of narrow linewidth
laser injection [47]. However, overall, the performance for state-of-the-art laser-based THz
sources has been limited so far in terms of the central-frequency tunability at narrow bandwidth,
pulse energy and field strength. The scheme presented here overcomes all of these shortcomings.
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In this paper we demonstrate an advanced scheme which provides both intense laser-based
terahertz radiation adjustable across a large central frequency range between f0 =0.5 and 7 THz
and outstanding bandwidth tunability between δfTHz =0.03 and 5 THz, where δfTHz is the full
width at half maximum (FWHM) of the THz intensity spectrum. Our approach is based on
optical rectification of a temporally modulated chirped pump laser in an organic crystal. The
scheme offers continuous tunability from a single to a multi-cycle pulse exceeding 50 periods.
It is superior to other laser-based sources in view of efficiency, versatility and tunability as it
offers a relative spectral bandwidth δfTHz /f0 continuously selectable between 100% and 2.5%
(covering the bandwidth δfTHz between 0.03 and 5 THz). The presented simple approach can, in
principle, be extended towards linewidths of <1%. The present results widen the potential of
existing high-power lasers as sources of versatile terahertz radiation and open new opportunities
for nonlinear applications with multicycle pulses at MV/cm field strength for time-resolved
investigations.
2.

Experimental setup and theoretical modelling

The experiments were conducted on the Cr:Forsterite chirped-pulse amplification laser at the
Joint Institute of High Temperature of the Russian Academy of Science shown in Fig. 1 emitting
120 fs pulses at a wavelength of 1.23 µm with pulse energy up to 20 mJ and repetition rate of 10
Hz [48].

Fig. 1. Experimental layout. The amplified laser pulse from a Cr:forsterite chirped
pulsed amplification (CPA) laser is split and delayed by means of a Mach Zehnder-type
interferometer before re-compression to the few picosecond or femtosecond regime. The
beat frequency f0 of the two chirped pulses is selected by varying the delay time τ of the two
paths in the interferometer and the chirp rate µ. BS — beamsplitters. EOS — electro-optic
sampling.

During the experiment the laser provides up to 10 mJ pulse energy after compression.
The laser spectrum of ≈22 nm (FWHM) is well suited for broadband and efficient optical
rectification in the 410 µm thick organic crystal DSTMS [49] (4-N,N-dimethylamino-4’-N’methyl-stilbazolium 2,4,6-trimethylbenzenesulfonate) and 450 µm OH1 (2-(3-(4-Hydroxystyryl)5,5-dimethylcyclohex-2-enylidene)malononitrile), used in our studies [50,51]. The setup allows
for the formation of a pulse replica by means of a Mach-Zehnder type interferometer introducing a
time-delayed second pulse at a variable delay τ. As the two co-propagating replicas are stretched
in time, a frequency chirp beating occurs in case of temporal overlap. A linearly chirped Gaussian
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laser electric field can be described as:

 2
r
1
σ
t
2
E(t) = E0 ×
× exp (−iω0 τ) × exp − 2 (1 − i 2 ) ;
2
σn
µσ
σn
with E0 and ωp
0 being the field amplitude and the carrier angular frequency, µ the chirp rate,
σ and σn = σ 1 + (2/µσ 2 )2 the transform-limited and the chirped 1/e field-half-widths. The
highly modulated pulse train is obtained in the experiment by the superposition of two delayed
chirped pulses E(t + τ/2) + E(t − τ/2) (see Fig. 1). The modulated laser intensity is optically
rectified in DSTMS or OH1 organic crystals for multicycle/narrowband terahertz emission.
The generated THz spectral intensity ITHz (f ) is proportional to |H(f , λ)| 2 and |Iopt (f , µ, τ)| 2
(see Section 3, Eq. (1)). H(f , λ) is the optical rectification response function, which takes
into account the optical and the THz properties of the particular organic crystal, such as the
nonlinear optical coefficient, the velocity matching condition between the optical pump at the
wavelength λ and the terahertz beam at the frequency f and the optical/terahertz absorption
according to Eq. (2) in Section 3. Iopt (f , µ, τ) is simply the Fourier transform of the modulated
optical pump intensity and depends on the chirp rate µ and the delay time τ (see Section 3,
Eqs. (3), (4), (5)). The generated narrowband terahertz spectrum is centred at the laser
beating frequency f0 = 2τ/(π µσ 2 σn2 ) (Section 3, Eq. (6)). The spectrally confined terahertz
radiation corresponds in time to a multi-cycle electric field with N oscillations within the
FWHM. For a slowly varying opticalprectification function over δfTHz , the number of terahertz
oscillations is N = δtn × f0 = δfopt × τ 1 − σ 2 /σn2 with δfopt the transform-limited optical pump
bandwidth and δtn the
√ FWHM of the chirped optical pulse. The relative terahertz bandwidth
is δfTHz /f0 = log(2) 8/π × 1/N (see Section 3, Eq. (7)). The above relations show that the
terahertz central frequency f0 , the number of terahertz cycles N and the bandwidth δfTHz are
easily tunable by adjusting the delay τ and the chirp rate µ. The details of the theoretical model,
which successfully reproduces our experimental results are presented in Section 3. In Section 4
we present broadband and narrowband terahertz generation in OH1. This crystal is well suited
for the low-frequency spectral range up to 3 THz. The terahertz field and the spectral intensity
are measured with electro-optical sampling (EOS) and a dedicated interferometer. We show that
the two diagnostics give comparable results. Finally, terahertz generation, tunable in central
frequency and bandwidth up to 7 THz, is obtained in DSTMS organic crystal, as discussed in
Section 5.
The terahertz spectral intensity detection was performed using a Michelson-based autocorrelator.
Electro-optical sampling (EOS) in (110) gallium phosphide (GaP) of 200 µm thickness and
(110) zinc telluride (ZnTe) of 1 mm thickness was performed for the reconstruction of broadband
and narrowband terahertz fields. For the EOS detection, in order to avoid probe polarization
over-rotation, we attenuated the pump optical pulse by a factor of 10 and the terahertz by two
orders of intensity magnitude. Like this, the resulting electro-optic modulation recorded by
EOS is below 10% for transform-limited pump and therefore the detected signal linear with the
terahertz electric field. THz low pass filter (LPF8.8-47, Tydex) with cut off frequency at 34 THz
is used to filter out the residual pump after the optical rectification. The energy of the terahertz
pulse is measured with Golay cell detector (GC-1D, Tydex) and calibrated terahertz attenuators
(Tydex). Terahertz beam focus size was measured by the knife-edge method. Terahertz field
magnitude was evaluated from the measured energy, pulse duration and focus size as reported in
Section 4 and 5.
3.

Theoretical model

Experimental narrowband terahertz spectra generated in DSTMS [49] and OH1 [50] are simulated
by taking into account the characteristics of the organic crystals reported in Refs. [49,50,52,53]
such as the velocity matching between the laser pump and the generated terahertz waves as
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well as the optical and terahertz absorption. For the present model we assume a plane-wave
and non-depleted pump approximation and neglect cascaded second and higher order nonlinear
optical effects. The terahertz generation occurs mainly in the bulk [54]. The contribution
of multiple reections in the generation crystals (thickness of 0.4–0.5 mm) is for this analysis
neglected. One reason is that the amplitude of the first reflection in the time-domain signal
when using transform-limited pump pulses has not been clearly observed, showing that this
contribution must be small for this thickness. An estimation based on THz absorption and THz
refractive index dispersion shows that for a 0.41 mm thick DSTMS, the first reflection between
1 and 8 THz should contribute less than 0.3% in intensity compared to the main signal. For a
0.45 mm OH1 between 0 and 2 THz, the first reflection is higher and may cause some minor
modulation of the spectrum, but it still contributes less than 3% in intensity. For the theoretical
considerations in this paper we consider this contribution negligible to keep the analysis simple.
The terahertz intensity spectra ITHz (f ) are evaluated according to the following formula:
ITHz (f ) = |t(f ) × T(λ) × H(f , λ) × Iopt (f , µ, τ)| 2 ,

(1)

where f = ω/(2π) is the terahertz frequency and λ denotes the central wavelength of the pump
laser. µ and τ are the chirp rate and the delay time used to generate the modulated pump pulses,
respectively. t(f ) and T(λ) are the Fresnel transmission coefficients for the terahertz field at the
exit surface and for the optical pump at the input face of the crystal, respectively. The optical
rectification response function H(f , λ) takes into account the velocity matching, the absorption
and the second-order nonlinear susceptibility χ(2) of the organic crystal of thickness d as and is
derived from [54] using the above assumptions as:
H(f , λ) =

µ0 χ(2) ω2
eiq(f )d − eiqopt (f ,λ)d

×
q(f ) − qopt (f , λ)
q(f ) + qopt (f , λ) nopt (λ)c

(2)

Here q(f ) = ω/c × n(f ) + iα(f )/2 is the complex terahertz wave vector (n(f ) and α(f ) are the
refractive index and the absorption coefficient at the terahertz frequency f ) and qopt (f , λ) =
ω/c × ng (λ) + iαopt (λ) is the equivalent complex propagation factor for the pump beam envelope
(nopt (λ) is the refractive index, ng (λ) the optical group index and αopt (λ) the absorption
coefficient at the optical wavelength λ). The known refractive indices and absorption properties
of DSTMS and OH1 [49,50,52,53] at optical and terahertz frequencies are considered in the
frequency dependent evaluation of H(f , λ) at the employed central laser wavelength of λ = 1230
nm. A possible terahertz frequency dependence of χ(2) has not been characterized for these
materials yet and is considered negligible here. Note that for our experimental conditions with over
100% photon-conversion efficiency, the non-depleted pump approximation is not valid, therefore
the evaluation of the absolute field magnitude is not possible in this approximation. However,
we still consider this approximation as a good first approximation to predict the frequency and
wavelength dependence of H(f , λ) and therefore compare the relative magnitudes of terahertz
field components at different frequencies, which is also confirmed experimentally (see e.g.
Figure 7(a)). Note also that H(f , λ) is very sensitive to the exact velocity matching condition (the
denominator in the second factor of Eq. (2)). Since the available optical and terahertz refractive
index dispersions [49,50,52,53] have a limited accuracy, the resulting frequency dependence
may deviate in details from the experimental one (compare the black curves in Figs. 6(b) and
6(d)), however, the overall spectral features such as the position of spectral gaps are predicted
reasonably well.
Iopt (f , µ, τ) in Eq. (1) is the Fourier transformation of the modulated pump intensity Iopt (t, µ, τ).
For the modulated pump beam, we consider the interference pattern of two linearly chirped pulses
of the form
 2 

p
1
t
2
E(t) = E0 × σ/σn × exp (−iω0 t) × exp − 2 1 − i 2
(3)
2
µσ
σn
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p
p
delayed in time by τ. Here σ = δt/ 2 log(2) and σn = δtn / 2 log(2) represent the e−1 halfwidth of the transform-limited and the chirped fields, respectively, where δt and δtn denote the
corresponding FWHM
p duration of the pulse intensities. For a given chirp rate µ, the pulse
duration is σn = σ × 1 + (2/µσ 2 )2 [55]. The intensity of the combined pulses is then given by
[55]
Iopt (t, µ, τ) = |E(t + τ/2) + E(t − τ/2)| 2 = I+ (t) + I− (t) + Icross (t)
(4)
where I± = E02 (σ/4σn ) exp(−2(t ± τ/2)2 /σn2 ) are the intensities of the individual chirped pulses
and the cross term expresses the interference


σ
4τ
2
2
2
2
2
Icross (t) = E0 ×
× exp(−τ /2σn ) × exp(−2t /σn ) × cos ω0 τ +
t .
(5)
2σn
µσ 2 σn2
Note that the expression 5 simplifies to the one given in [55] for σn  σ(δtn  δt). The cross
term oscillates with the beating frequency of
f0 =

2τ
2 log(2)τ
(or f0 
for δtn  δt).
2
2
πδtδtn
π µσ σn

(6)

The beating frequency of the pump determines the central frequency of the emitted terahertz
radiation and is proportional to the ratio between the delay time τ and the duration of the chirped
pulses δtn for a given duration of the transform-limited pulses δt.
The number of cycles N within the FWHM of thepoptical intensity envelope can be evaluated
from Icross (t) according to N = δtn × f0 = δfopt × τ (1 − δt2 /δtn2 ), which reduces to N = δfopt τ
in case of large chirp δtn  δt. Here δfopt is the spectral bandwidth of the transform-limited
pump pulses with the time-bandwidth product of δfopt · δt = 2 log(2)/π. The number of cycles
is therefore mainly determined by the delay time τ [40].
2
The FWHM bandwidth of the
√ intensity modulation |Iopt (f , µ, τ)| at the central frequency f0
is evaluated as δfTHz = log(2) 8/(πδtn ) and is therefore fully defined by the FWHM duration of
the chirped pulse δtn . This will be approximately equal to the bandwidth of the final terahertz
intensity spectrum, in case the material response function H(f , λ) differs slightly within this
bandwidth. The ratio between the bandwidth and the central frequency of the obtained terahertz
pulse scales with the number of pulses N within the FWHM of the intensity modulation as
√
√
δfTHz log(2) 8 1
log(2) 8 1
× ≈
(7)
=
×
f0
π
N
πδfopt
τ
which is valid for small variations of H(f , λ) within the bandwidth. Note that the above expressions
are valid in case of linear chirp only; in case of an additional quadratic chirp, the bandwidth
δfTHz will additionally increase [55].
4.

Broadband and narrowband terahertz generation in OH1

The largest terahertz spectral output is achieved using un-chirped pump pulses. In this configuration and without frequency beating, the temporal shape of the pump pulse is approximately
Gaussian with a FWHM pulse duration of δt = 120 fs. The resulting single-cycle terahertz
pulse produced by OR in OH1 and the spectral intensity are reconstructed by multi-shot EOS in
gallium phosphide (GaP) crystal. The terahertz electric field is an asymmetric single cycle pulse
with peak strength of 22.4 MV/cm (Fig. 2(a)) and carries the main part of spectral components
ranging from 0.1 to 3 THz with centroid frequency at 1.55 THz (Fig. 2(b)).
At a fluence of 15 mJ/cm2 and pump energy of 10 mJ, the optical rectification process in
OH1 (12 mm in diameter, from Rainbow Photonics AG) yields to terahertz output energy of
εTHz = 280 µJ, corresponding to an energy conversion efficiency of 2.8% (terahertz pulse energy
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Fig. 2. Broadband terahertz radiation. (a) Optical rectification of the transform-limited
pump pulse in the organic crystal OH1 gives rise to a single-cycle terahertz field carrying
a broad spectrum between 0.1 and 3 THz. (b) The field shape and spectral intensity are
reconstructed in free-space electro-optical sampling carried out in a 200-µm thick GaP
crystal.

divided by the pump laser energy). This corresponds to a photon conversion efficiency of 439%
(number of terahertz photons per incident laser photons in percent), which indicates a cascaded
optical rectification process [20]. For the smaller-area organic crystal DSTMS, pumped by 4.3
mJ, similar energy conversion efficiency (2.9%) is achieved, with an output energy of εTHz
= 125 µJ at slightly lower photon efficiency (307%). The corresponding peak field strength
of 24 MV/cm is calculated from the measured terahertz pulse energy (125 µJ), THz pulse
duration τTHz (0.435 ps FWHM) and diffraction-limited beam diameter (125 µm, FWHM). The
assumption of diffraction-limited properties for the present single-cycle THz source is consistent
with previous results, where the focus size was limited only by q
not perfect focusing system [51].

The peak field is determined according to the formula ETHz = εTHz / c0 τTHz πr2 being c the
speed of light, εTHz the terahertz pulse energy, 2r the spot size diameter (at 1/e level) and 0
the electric permittivity of free space. The peak field is in agreement with previous results,
considering a non-optimized focusing system used there [51]. Although the Cr:Forsterite laser
system is not carrier-envelope phase-stabilized, the terahertz pulses are phase-locked and carry
an absolute phase, which is constant for consecutive shots as demonstrated by the multi-shot field
reconstruction using EOS. This is expected from the optical rectification process where, owing to
difference frequency generation between two intrapulse spectral components, the common phase
offset is removed.
The modulated laser intensity obtained with two 4 ps chirped pulses and delay of 1.5 ps is
converted to ten cycles terahertz field in an organic crystal OH1 (Fig. 3).
The temporal and spectral characteristics are retrieved using electro-optical sampling and first
order autocorrelation based on Michelson interferometer. The first diagnostic permits complete
reconstruction of the terahertz field. However, multiple reflections at the 0.2-mm-thick GaP
crystal surfaces limit the scanning temporal window, and ultimately the spectral resolution.
To avoid this effect, 1-mm-thick ZnTe crystal was used; however such thick electro-optical
medium presents sufficient spectral sensitivity only at low terahertz frequencies (< 2 THz) and is
characterized by a lower signal-to-noise ratio. The field autocorrelation is a viable alternative
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Fig. 3. Narrowband/multicycle terahertz radiation. (a) Optical rectification by two chirped
and delayed pump pulses (chirped pulse duration δτn = 4 ps, delay time τ = 1.5 ps) in the
organic crystal OH1 gives rise to a multi-cycle terahertz field measured by EOS. (b), (c) The
field autocorrelation and the narrowband spectral intensity are reconstructed using either
EOS from (a) (black) or measured by field autocorrelation in a Michelson interferometer
(red). The temporal and spectral terahertz characteristics obtained by EOS and by first order
autocorrelation are in a good agreement.

diagnostic for tunable narrowband terahertz spectra. As shown in Figs. 3(b) and 3(c), the field
autocorrelation and the spectral intensity reconstructed with the terahertz interferometer are
comparable to the results obtained with the electro-optical sampling.
In order to gain control over the spectral width and the central frequency of the terahertz output,
the shape of the pump pulse is properly modified by chirping and delaying two pump replicas.
Narrowband terahertz radiation in the low frequency terahertz part (0.1–1.5 THz) is of particular
interest in quantum physics to selectively excite low-energy states with narrow linewidths. In
order to provide a spectrally confined tunable source in this frequency range, we optimized the
generation conditions by employing an OH1 organic crystal [56]. While terahertz emission
from DSTMS is affected by a strongly absorbing phonon resonance at 1 THz, the OH1 crystal
emits broadband radiation centred at 1 THz when pumped with a transform-limited pulse from
Cr:Fosterite laser (Fig. 2(b)). Figure 4 shows the continuous tuning range of the OH1 source
over almost three octaves when pumped with our modulated pump configuration. The central
frequencies f0 between 0.28 and 1.7 THz are achieved by modifying the delay between two
chirped pulses of the laser pump accordingly, Fig. 4(a).
The minimum measured bandwidth of 30 GHz is sufficiently narrow to selectively drive a
quantum state with a table-top terahertz source. The energy conversion efficiency across the
frequency conversion range provided by OH1 is ≈ 0.02% and reaches up to 4.7 µJ (central
frequency at 1.1 THz) in our experiment. The narrowband spectral position, the bandwidth and
relative intensities are reproduced well by the theoretical model employed. The corresponding
peak electric field strength is of several MV/cm at the diffraction limited focus. This strength is
almost two orders of magnitude beyond the state of the art of laser-based sources and comparable
to what is achieved at large-size T-FEL facilities. In principle, even narrower bandwidth could
be achieved with our scheme by employing a pump beam with a super-Gaussian-like temporal
shape by means of an infrared spectral shaper. However, such a shaper was not available for this
proof-of-principle study.
Diffraction-limited focus size was already experimentally verified for broadband sources
using the same Cr:forsterite laser pump and various organic crystals [51]. It is expected that
if a broadband spectrum can be focused to the physical limit, also a narrowband part of the
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Fig. 4. (a) Narrowband terahertz radiation continuously tunable across the 3-octave spanning
low terahertz frequency range (0.2–1.6 THz) by employing chirp-and-delay pulses for OR
in the organic crystal OH1. The experimental spectral intensity (black points) is well
reproduced by numerical simulated spectral intensity (red curve). (b) The corresponding
pump beating pattern is shown as well. The chirped pulse duration was 30 ps (FWHM) and
time delays between two chirped pulses were 2.5 ps, 5 ps, 10 ps and 15 ps.

spectrum can be focused to the diffraction-limited spot size. In order to support this assumption,
the focus size of different narrowband terahertz pulses generated in the OH1 crystal having
a 4-mm emission diameter and focused with an F-number of #F=5/4 was measured. The
diffraction-limited diameter at half maximum (FWHM) of Gaussian beam is calculated by
formula: DFWHM = 0.75λTHz #F, where λTHz is the THz wavelength. We remind that OH1
generates mainly low frequency radiation up to 3 THz, therefore we limit the measurement
of the focus to narrowband radiation between 1 and 2 THz. The focus size is experimentally
reconstructed by standard knife-edge technique. The beam intensity distribution ITHz (x) is simply
retrieved by derivative of the THz power not intercepted by the blade. As THz power detector,
a Golay cell is used. The measurements are performed at different positions along the beam
propagation to find the longitudinal coordinate of the waist. The blade is moved with steps of
50 µm or 100 µm and for each knife-edge scan at least 20 blade positions are recorded. The
shot-to-shot laser fluctuations (>5% rms) are partially suppressed by averaging.
The narrowband radiation for this measurement is produced in the setup of Fig. 1 with chirped
pulse duration of 2 ps and delay time of 0.7, 1 and 1.5 ps, respectively.
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The spectral intensities (left plots of Fig. 5) are reconstructed by first order interferometry, and
present a constant bandwidth of about 370 GHz at central frequency of 1, 1.45 and 2 THz. The
repeatability of the scans was not extensively studied, however for two successive measurements
give results within 10%. The intensity profile ITHz (x) is calculated by derivative of the knife-edge
scans. The Gaussian function

 x − x 2
c
ITHz (x) = I0 exp −0.5
s
approximatespquite well ITHz (x) and is used to determine the diameter of beam at half maximum
(DFWHM = 2s ln(4)). For the measured configuration, the calculated limit of diffraction and the
measured DFWHM are reported in Table 1. The focus sizes are close to the diffraction-limited ones.
The small discrepancies can be explained either by laser energy drift over the scan time and the
uncertainly in the central frequency.

Fig. 5. From left to right: spectral intensity, knife-edge power measurement and transverse
intensity profile. From top to bottom: narrowband radiation at 1, 1.45 and 2 THz. The
transverse intensity profile is fitted with a Gaussian function (red curve) to calculate the
FWHM.
Table 1. The measured focal spot diameters and the calculated diffraction-limited spot diameters
Frequency

#F-number

Knife-edge DFWHM , µm

Diffraction-limited DFWHM , µm

1 THz

1

270

282

1.45 THz

1.2

211

194

2 THz

1.2

153

141

5.

Highly tunable narrowband terahertz generation in DSTMS

The broadband phase-matching range of the organic crystals DSTMS (thickness of 410 µm and
diameter of 7 mm, from Rainbow Photonics AG) allows for a continuous tunability of the center
frequency between 0.5 and 7 THz, which is demonstrated in Fig. 6(a).
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Fig. 6. Frequency and bandwidth tunability of strong-field terahertz pulses across the
terahertz gap. The spectra are displayed by different colours. (a) The scheme based on
Cr:Forsterite pumped organic crystals provides an extreme coverage over almost 4 octaves,
from 0.5 to 7 THz. The chirped pulse duration was 1.9 ps (FWHM) and time delays
between two chirped pulses were 300 fs, 700 fs, 1 ps, 1.5 ps, 2 ps, 3 ps and 4 ps. (b) The
naturally broadband terahertz spectrum (black curve) from the transform limited pump pulse
is adjusted by employing frequency beating and chirp of the pump pulse (blue — delay was 1
ps, duration was 1.9 ps, red — delay was 4.5 ps, duration was 8.5 ps, green — delay was 8.5
ps, duration was 17 ps). The bandwidth can be continuously reduced from several octaves to
<50 GHz (FWHM). In (c) and (d) the corresponding theoretical spectra are shown.

The resulting narrowband, multicycle terahertz pulses are generated with a chirp-and-delay
setting specific to each central frequency in order to keep the relative bandwidth constant at
≈15% across the demonstrated tuning range. Our scheme gives a straight-forward control on
the spectral bandwidth by chirp and delay adjustment of the pump pulses. Figure 6(b) shows
the evolution of the bandwidth when the chirped pulses are broadened from transform-limited
120 fs to 20 ps. The spectrum is continuously reduced and results finally in a 45 GHz FWHM
spectral line (green) at 1.8 THz, corresponding to a relative bandwidth of 2.5%. For this set of
measurements, the ratio between the delay time and the chirped pulse duration is kept constant
in order to keep the resulting spectrum centred at the targeted 1.8 THz. In general, spectrally
narrowband radiation with a linewidth down to a few percent can be produced over the crystal
optical rectification bandwidth. The terahertz central frequency and bandwidth of the tuning
experiment can be accurately reproduced by our theoretical model, as shown in Figs. 6(c) and
6(d).
Figure 7 shows the pulse energy and the average and peak electric field for the different spectra
presented
in Fig. 6(a). The average field of the oscillation is given by the peak field ETHz divided
√
by 2, which could be a more appropriate quantity to determine the effective resonant excitation
with multicycle THz pulses.
The narrowband terahertz beam at different frequencies should be focused close to the
diffraction limit for the realization of the highest field. Diffraction-limited property of broadband

Research Article

Vol. 28, No. 23 / 9 November 2020 / Optics Express 33932

Fig. 7. (a) THz pulse energy, (b) average electric field strength and (c) peak field strength of
these narrowband pulses. The relative terahertz pulse energies measured in the experiment
are well approximated by the theoretical model. The field strength is calculated from the
terahertz pulse energy, the terahertz pulse duration and the minimum possible size at the
diffraction-limited focus. The terahertz pulse duration for all the central wavelengths is
retrieved by the first order autocorrelation measurements.

radiation [13] extends also for narrowband THz radiation. In fact, if a broadband radiation can be
focused to the physical limit, also part of its spectrum can, as in the case of narrowband radiation.
The diffraction-limited beam properties have been verified for narrowband THz radiation produced
in OH1 using the knife edge technique as described in Section 4, which complements earlier
measurements on a broadband THz radiation from OH1 and DSTMS [13]. The terahertz pulse
energy can reach 20 µJ for frequencies around 2–3 THz where the transform limited spectrum
shows the largest spectral density (Fig. 6(b)). The corresponding energy conversion efficiency
of 0.27% (7.5 mJ pump, 20 µJ THz output) is more than an order of magnitude higher than
what has been reported in the past for laser-based narrowband terahertz sources [40,42]. The
relative pulse energies at different central frequencies match with the theoretical model well. As
expected, the optical rectification efficiency in the organic crystal is frequency-dependent and
the terahertz pulse energy for narrowband pulses scales in frequency according to the spectral
intensity versus frequency obtained by a transform-limited pump pulse. The energy carried
by a narrowband terahertz pulse, Fig. 6(c), is observed to scale in first order with the FWHM
spectral bandwidth. The largest peak electric field of 8 MV/cm is achieved at around the 4 THz
centre frequency and reduces towards the edges due to the phase-matching issues and due to the
transform-limited pulse duration (higher frequency range) and frequency-dependent increase of
the diffraction-limited focus size (lower frequency range).
Finally, our scheme allows for a variety of intrinsically jitter-free multicolor pump and optical
probe schemes while offering terahertz pulse shaping capabilities covering single-cycle, at tens
of MV/cm field, as well as many-cycle pulses with several MV/cm field strength. Scaling towards
larger field strength and pulse energy and subsequently larger field strength is straightforward by
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employing higher pump energy and larger-area organic crystals, while keeping the pump fluence
below the laser-induced damage threshold (<20 mJ/cm2 ).
6.

Conclusion

In conclusion, we demonstrated a versatile high-peak power terahertz source capable of delivering
both a broadband spectrum as well as narrowband terahertz radiation, continuously tunable in
central frequency and bandwidth between 0.5 and 7 THz. The pump-pulse intensity profile
modulated by frequency beating of two chirped pulse replicas is optically rectified in the highly
efficient organic crystal DSTMS and OH1. We employed a unique Cr:Forsterite chirped-pulse
amplification laser proving very high pulse energies up to 20 mJ at 120 fs pulse duration, which
combined with the high second-order optical nonlinearity of DSTMS and OH1 crystals and their
good phase matching between the Cr:Forsterite wavelength and the target THz frequency range
allows for generating very intense THz waves. The terahertz output linewidth is tunable across a
frequency range of 0.03–5 THz and offers a record small bandwidth of 30 GHz. When pumped
with 10 mJ, the highly efficient organic-crystal-based terahertz generation provides up to 280
µJ broadband THz pulse energy and 4.7 µJ in a 41-GHz narrowband mode at 1.1 THz, at an
energy conversion efficiency of 2.8% and 0.05%, respectively. We present a theoretical model
of narrowband and broadband terahertz generation in organic crystals, which reproduced the
experimental results with excellent accuracy.
The unprecedented field strength of tens of MV/cm (single-cycle) and several of MV/cm
(multi-cycle) opens new scientific pathways for selective and nonlinear excitation of low-energy
modes in condensed matter. Moreover, the presented source opens new prospective for the
realization of compact electron accelerators [57] and for advanced imaging applications.
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