
RSC Advances

PAPER

O
pe

n 
A

cc
es

s 
A

rt
ic

le
. P

ub
lis

he
d 

on
 1

0 
D

ec
em

be
r 

20
21

. D
ow

nl
oa

de
d 

on
 4

/2
/2

02
6 

10
:1

0:
19

 P
M

. 
 T

hi
s 

ar
tic

le
 is

 li
ce

ns
ed

 u
nd

er
 a

 C
re

at
iv

e 
C

om
m

on
s 

A
ttr

ib
ut

io
n-

N
on

C
om

m
er

ci
al

 3
.0

 U
np

or
te

d 
L

ic
en

ce
.

View Article Online
View Journal  | View Issue
Influence of low
aNizhny Novgorod State Technical University

Nizhny Novgorod, Russia. E-mail: e.titov@n
bShubnikov Institute of Crystallography of FS

59 Leninsky Prospect, 119333 Moscow, Russ
cNational Research Center “Kurchatov In

123182 Moscow, Russia
dMoscow Institute of Physics and Tech

Dolgoprudny, Moscow Region, Russia

Cite this: RSC Adv., 2021, 11, 39428

Received 1st September 2021
Accepted 4th December 2021

DOI: 10.1039/d1ra06586f

rsc.li/rsc-advances

39428 | RSC Adv., 2021, 11, 39428–3
-voltage discharge energy on the
morphology of carbon nanostructures in induced
benzene transformation
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Dmitry Yurievich Titova and Anton Igorevich Serova

The directions of the transformation of benzene induced by low-voltage discharges at various energies of

pulsed discharges were revealed. This paper shows the dependencies of the morphology and other

characteristics of nanostructures obtained in the induced transformation of benzene on the energy of

pulsed discharges. Nanostructures with different morphologies are formed when the energy of the low-

voltage discharges changes during the induced transformation of benzene in the liquid phase. Two types

of carbon nanostructures were formed in the induced destruction of benzene with a 90 mF capacitor.

The first type of structure includes graphite fibers, two- and three-layer graphene sheets, as well as two-

and three-layer hollow spheres and microstructures in the form of CNHs. The microstructures of the

second type were onion-like spheroids. An increase in the capacitance up to 20 090 mF led to the

formation of two types of nanostructures: onion-like spheroids and carbon fibers. A further increase in

the capacitance to 40 090 mF caused the formation of onion-like spheroids.
1. Introduction

Among the large number of methods for the synthesis of
nanosized carbon materials, methods based on the trans-
formation of hydrocarbons by induced non-thermal plasma in
a liquid are relatively new. The development of methods for
generating plasma in a liquid to stimulate the poly-
condensation of hydrocarbons in nanostructures began in the
21st century.1–3 In this case, there are several ways to generate
plasma in a liquid: microwave discharges,3–6 electric arc
discharge in liquids,7–9 electrolysis by plasma glow
discharge,10,11 and the interaction of plasma with liquid at
atmospheric pressure.12,13 At present, electron beam irradiation
(EBI) has been a unique tool for engineering the structures of
materials,14–16 and combined methods of ultrasound and elec-
tric arc in a liquid are also used to synthesize nanoscale carbon
structures.17–19 Depending on the method of generating plasma
in a liquid, structures with different morphologies of nano-
carbon are obtained: carbon onions,20,21 SWCNHs and
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CNHs,22–25 CNTs,26–28 single and multilayer graphene layers,29,30

fullerenes,31,32 and other nanostructures. Synthesis under low-
temperature plasma conditions was realized using low-
intensity process parameters.33,34 Such modes of the process
lead to the formation of active particles (electrons, radicals, and
ions), which makes it possible to achieve a high conversion of
reagents at atmospheric pressure and relatively low
temperatures.

Low-voltage electric discharges in the liquid phase were used
in the developed method of induced benzene destruction.
Excitation of organic substances occurs in the interelectrode
space when exposed to pulsed streamer discharges with
a duration of 0.1–2 ms with electron densities up to 1025 m�3

and gas temperatures of 2000–3250 K, obtained depending on
the conditions.35 The method developed by the authors for
inducing reactions by low-voltage electric discharges in the
liquid phase is used for the synthesis of carbon structures,
functional nanomaterials, and the processing of toxic
compounds.36–38

Benzene is one of the best precursors for carbon nano-
structures because aromatic and polyaromatic molecules are
well carbonized.39–41 The process parameters strongly affect the
size, structure, and purity of the carbon structures.42,43 Thus,
during the pyrolysis of benzene in a quartz reactor at 900 �C,
only carbon from the cotton-like soot is formed in the empty
zone of the reactor, while the formation of a lamellar structure
prevails on the solid surface.
© 2021 The Author(s). Published by the Royal Society of Chemistry
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Table 1 Dependence of the characteristics of electrical discharges on
the capacitance of the capacitor

Characteristics of electrical discharges

Capacitor capacity, mF

90 20 090 40 090

Average pulse duration, ms 0.2 0.9 1.3
Average pulse frequency, Hz 56 79 86
Average pulse amplitude, A 31 33 33
Average pulse energy, J 0.004 0.02 0.04
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In this work, we investigated the effect of the power of low-
voltage electric discharges in the liquid phase on the direction
of benzene destruction to obtain carbon nanostructures. The
development of methods for generating low-voltage pulsed
discharges in liquid media to induce destruction and poly-
condensation of hydrocarbon fragments is a newly developed
principle to stimulate chemical processes. Pulse discharges
generated at voltages of 40–80 V have energies of 700–
900 kJ mol�1.36 Consequently, the generated energy signicantly
exceeds the energy required to break the chemical bonds, which
produces highly active particles. Furthermore, these particles
were “quenched” by the environment. This allows selective
“assembly” of intermediates into carbon structures at the stage
of relaxation under mild conditions.
2. Experiment

Benzene ($99.9%, Sigma-Aldrich) was used as the reagent.
Fig. 1 shows the setup of the working reactor (made of Teon,
40 cm3 capacity) used in this study, where graphite electrodes
(6 mm diameter) were mounted inside it. A 60 V DC voltage
source with a capacitance of 90 mF, 20 090 mF, and 40 090 mF was
used to generate low-voltage discharges by varying the distance
between the electrodes. The duration and power of the
discharge were controlled using a control unit. A detailed
description of the discharge-control unit and impact-energy
calculations can be found elsewhere.36,45 Table 1 shows the
electric discharge parameters during the destruction of benzene
under the action of electric discharges in the liquid phase.

To prevent the reactant from evaporating, a reux condenser
was used (maintained at �15 �C). The temperature in the
reactor did not exceed the boiling point of the reactant. The
resulting gas was cooled and trapped in a gas trap. The reactor
was set up such that the pressure was almost constant.

Table 2 presents the experimental data on the conversion of
benzene and the yield of the products with an experimental
time of 30 min.

The morphologies and structures of the powders were
studied using transmission electron microscopy (TEM), scan-
ning transmission electron microscopy (STEM), electron
Fig. 1 Scheme of experimental setup R: reactor; RC: reflux
condenser; E: electrodes; M: manometer; V: valve; GT: gas trap; C:
clutch; SM: stepper motor; D: stepper motor driver; PS: stepper motor
power supply; CS: current sensor; MCS: microprocessor control
system; VS: voltage source with an internal 90 mF capacitor Cin; Cex is
an external variable capacitor.

© 2021 The Author(s). Published by the Royal Society of Chemistry
diffraction (ED), energy-dispersive X-ray (EDX) microanalysis, X-
ray diffraction (XRD), scanning electron microscopy (SEM), and
energy-dispersive X-ray spectroscopy (EDXS) using a Supra 50VP
scanning electron microscope (Carl Zeiss AG, Germany) with an
INCA microanalysis system (Oxford Instruments). SEM images
were obtained in the secondary electron (SE) mode.

Specimens for TEM, STEM, and EDXS studies were prepared
by dipping the Lacey carbon lm on the Cu grid into the vail
with the powder, and the samples by TEM/STEM/EDX methods
were carried out in an Osiris T/SEM (Thermo Fisher Scientic,
USA) equipped with a high-angle annular dark-eld detector
(HAADF) (Fischione, USA) and an X-ray energy dispersive spec-
trometer Super X (ChemiSTEM, Bruker, USA) at an accelerating
voltage of 200 kV.

The determination of the specic surface area of carbon
structures was carried out by the Bruner–Emmett–Teller (BET)
method. The specic surface area wasmeasured on an Autosorb
iQ specic surface area and porosity analyzer (Quantachrome
Instruments, USA) as a result of processing the adsorption
isotherm of nitrogen vapors at a liquid nitrogen temperature of
�196 �C in the range of relative pressures p/p0 from 0.05 to 0.3
by the BET method. Before each measurement, the samples
were degassed at a temperature of 300 �C for 4 h under a high
vacuum.

The XRD patterns of the samples at 90 mF, 20 090 mF, and
40 090 mF were recorded using a powder X-ray diffractometer
(Rigaku MiniFlex 600, Rigaku, Japan) with CuKa radiation (40
kV, 15 mA, Ni–Kb-lter) in the angle range of 10� to 50� with
a scanning step of 0.02� and a rate of 0.7� min�1. The phases
were identied in the PXDRL program (Rigaku, Japan) using the
ICDD PDF-2 datasets (release 2020).

The composition of the gas-phase products was determined
by GC-FID using a Kristall 5000.2 gas chromatograph.
3. Results and discussion

The surface morphology of the carbon structures obtained at 90
mF (Fig. 2a) is characterized by pointed conical nanostructures
30–50 nm in length and 2–5 nm in average diameter.46 It can be
assumed that the pointed nanostructures are closed conical
nanotubes or nanobers. Such nanostructures form aggregates
– almost spherical clusters, in the form of peculiar “owers” or
“dahlia buds” the surface morphology of the carbon structures
obtained at 20 090 and 40 090 mF (Fig. 2b and c) is characterized
RSC Adv., 2021, 11, 39428–39437 | 39429
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Table 2 Influence of the capacitance of the capacitor on the degree of conversion of benzene and the yield of degradation products

Process characteristics

Capacitor capacity, mF

90 20 090 40 090

Conversion, wt% 12.2 22.2 25.1
The output of gaseous products, wt% 82.6 69.7 65.2
The yield of solid products, wt% 17.4 30.3 34.8
Energy consumption for the synthesis of carbon structures, kW h g�1 0.87 0.19 0.11
Specic surface area of carbon structures, m2 g�1 277 102 133

Fig. 2 SE SEM images of the solid products at: 90 mF (a), 20 090 mF (b),
40 090 mF (c).

Fig. 3 HAADF STEM images and correspondent EDX elemental
mapping of polycondensation of solid products at: 90 mF (a), 20 090 mF
(b), 40 090 mF (c).
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by clusters of nanostructures 10–40 nm range with spherical
shapes.

Before studying the samples by TEM, including high-
resolution (HR) TEM and ED, the elemental composition of
the solid products was studied. The results of elemental
mapping by EDX microanalysis of benzene polycondensation
products with capacitors of 90, 20 090, and 40 090 mF are shown
in Fig. 3. The maps showed a homogeneous distribution of
39430 | RSC Adv., 2021, 11, 39428–39437
elements, namely carbon and oxygen, throughout the sample.
Quantitative EDX analysis showed that the carbon structures
obtained at a higher discharge power were characterized by the
highest oxygen content. For all regimes, the contents of C and O
were nearly the same, namely 98 at% and 2 at%, respectively.

The change in the discharge energy had practically no effect
on the composition of the gaseous products (Table 3). The main
gaseous products of the induced transformation of benzene are
hydrogen (77.1–79.4 mol%) and acetylene (18.1–19.6 mol%). In
addition to the substances indicated in the table, minor
amounts of ethane, propane, and C6+ hydrocarbons were
recorded.

With a capacitance of 90 mF, the destruction of benzene
induced by low-voltage discharges led to the formation of two
types of carbonmaterials (Fig. 4). The rst type (Fig. 4a) consists
of a variety of carbon structures shown in the bright-eld (BF)
TEM images in Fig. 5 and 6a; the second type is onion-like
spheroids (Fig. 4b).

The typical structure of the resulting graphite bers (akes)
is shown in Fig. 5. The length of such bers in the direction
parallel to the (0001) planes can reach 0.15 mm, and the
© 2021 The Author(s). Published by the Royal Society of Chemistry
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Table 3 Composition of gaseous products (mol%) of benzene trans-
formation induced by low-voltage discharges

Reaction products

Capacitor capacity, mF

90 20 090 40 090

H2 79.4 77.9 77.1
C2H2 18.1 18.8 19.6
CH4 1.0 1.1 1.0
C3H4 0.9 1.1 0.9
C2H4 0.3 0.3 0.4
neo-C5H12 0.2 0.9 1.3

Fig. 4 BF TEM image of 90 mF specimen demonstrating different
morphology. (a) – Graphite flakes, two- and three-layered graphene,
hollow spheres and (b) onion-like spheroids.

Fig. 5 BF TEM image of graphite flakes.

Fig. 6 The first type microstructure in the sample 90 mF: (a) BF TEM
image of the graphene layers with hollow spheres (arrowed) and the
area with graphite (marked by G). (b) The selected area electron
diffraction pattern from the area, shown in (a). (c) Histogram of rota-
tionally averaged scattering intensity. (d) Fourier filtered image of the
area marked by a red square in (a). (e) Fast Fourier transform pattern
from the red square (a) area. (f) The enlarged BF TEM image of the edge
of the specimen, shown in (a). The embedded edges of graphene
layers are marked by arrows.
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thickness (perpendicular to these planes) is 10–20 nm. The
interplanar spacing determined from the HR-TEM images
(Fig. 5) was slightly larger than that of hexagonal graphite and
© 2021 The Author(s). Published by the Royal Society of Chemistry
was 0.345 nm. It can be assumed that an increase in the inter-
planar spacing is associated with the high defect structure of
the graphene planes in the graphite bers (akes). In addition
to graphite bers, in part of the rst type sample, two- and
three-layer graphene sheets, two- and three-layer spherical
hollow structures (hollow spheres) were found (Fig. 6a, f and 7).

The selected area electron diffraction pattern of the sample
shown in Fig. 6a is shown in Fig. 6b, and the radius-averaged
histogram of scattered electron intensity is shown in Fig. 6c.
The interplanar distances correspond to hexagonal (2H)
graphite with a space group P63/mmc with unit cell parameters
a ¼ 0.2460(2) nm, c ¼ 0.6704(5) nm.47 It can be seen that the
most intense peak corresponding to the 002 reection with
RSC Adv., 2021, 11, 39428–39437 | 39431
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Fig. 7 BF TEM image of a CNHs. The double and triple graphene layers
are marked by arrows.

Fig. 8 Results of studying the onion-like spheroids of the sample with
a capacitance of 90 mF: (a) BF TEM image with an enlarged part of the
edge of the spheroid, marked with a red rectangle in the inset. (b)
Selected area electron diffraction pattern of the sample shown in a,
arrows indicate rings indexed on (c). (c) Histogram of radially averaged
intensity, indicated by peaks correspondent to the reflections of
graphite.
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a characteristic distance of 0.3352 nm is absent in the electron
diffraction pattern. This is due to the high texture of the sample,
in which the graphene planes are perpendicular to [001]. The
texture also appears in the form of arcs appearing on reection
101, as indicated by the arrows in Fig. 6b. Reections 101
appear as a result of diffraction on curved graphene planes,
examples of which are shown by arrows in Fig. 6f. The results of
ltering the HR-TEM images are shown in Fig. 6d. This image
(Fig. 6d) and the two-dimensional Fourier spectrum (Fig. 6f),
obtained from the area bounded by the red square (Fig. 6a),
unambiguously indicates the high imperfection of the graphene
layers. In the Fourier spectrum, there were no clearly
pronounced maxima with a 6th-order symmetry. Only two pairs
of maxima, indicated by arrows, can be reliably identied. At the
edges of the sample area shown in Fig. 6a, the two edges of the
graphene planes were clearly visible and were directed
perpendicular to the image plane. Two, sometimes three, bent
graphene layers are indicated by arrows in Fig. 6f. Interestingly,
the shell of the hollow spherical structures was also two layers
(Fig. 6a).

Part of the images (one of the examples is shown in Fig. 7)
reveals structures that can be associated with CNHs. These are
two- and three-layer ellipsoids and closed nanotubes,
respectively.

The microstructures of the second type, shown in Fig. 4b, are
onion-like spheroids with diameters ranging from 10 to 100 nm.
In contrast to classical onions, the resulting spheroids have
a very high density of defects in the graphene planes. An
enlarged bright-eld TEM image is shown in Fig. 8a a. Rounded
graphene planes with an interplanar spacing of 0.34 nm,
determined from the electron diffraction pattern (Fig. 8b) and
the corresponding histogram of the radially averaged intensity
(Fig. 8c), are clearly visible. Evaluation of interplanar distances
directly from HR TEM images showed that closer to the outer
surface of the spheroids, the interplanar distance can increase
39432 | RSC Adv., 2021, 11, 39428–39437
to 0.37 nm. This may be because of the high defectiveness of the
bers. According to the studies by Borgardt et al.,48 an increase
in the interplanar spacing in pyrolytic materials is associated
with the depletion of the basal planes with carbon atoms.

Typically, onion-like spheroids are stuck together to form
hard-to-separate conglomerates. The form of the histogram of
electron scattering intensity (Fig. 8c) with diffuse peaks 100/101,
004, and 110 and the absence of peaks 102, 103, and 104
correspond to the results of Kurdyumov and Pilyankevich,49 in
which it is noted that this scattering pattern is characteristic of
high-temperature pyrographite with a low degree of ordering.

With a capacitor of 20 090 mF, the destruction of benzene
induced by low-voltage discharges, carbon microstructures are
formed, for which the BF TEM image with a low magnication
(overall BF TEM image) is shown in Fig. 9a. This sample also
contained two types of microstructures. The rst one is shown
in Fig. 8a; onion-like spheroids, similar in morphology to the 90
mF found in the sample. The dimensions of the spheroids are on
average smaller than in the sample of 90 mF and are in the range
of 20–40 nm. The second type of microstructure is carbon bers,
which are indicated by arrows in Fig. 9a, and the HR TEM image
is shown in Fig. 9b. The interplanar distances determined from
HR TEM images were 0.35 � 0.04 nm. The large scatter in the
interplanar distances is most likely associated with the defec-
tiveness of the graphene layers.

An electron diffraction pattern obtained from an area of the
sample with a lateral dimension (diameter) of 200 nm is shown
in Fig. 9c. It also indicates a high degree of disorder and small
sizes of graphite bers and onion-like spheroids. In the electron
diffraction pattern, the arrows show diffuse rings, and the cor-
responding interplanar distances are close to 002, 100/101, and
110 2H hexagonal graphite. The rest of the reections, as in the
electron diffraction pattern shown in Fig. 8b, do not appear.

TEM of a sample of a carbon nanostructure obtained in the
induced destruction of benzene with a capacitor of 40 090 mF
© 2021 The Author(s). Published by the Royal Society of Chemistry
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Fig. 9 (a) BF TEM image of the sample with a capacitor of 20 090 mF.
Arrows indicate areas containing graphite fibers. (b) An enlarged view
of the fibers. (c) Selected area electron diffraction pattern of the
sample.

© 2021 The Author(s). Published by the Royal Society of Chemistry
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showed that the sample consisted exclusively of onion-like
spheroids with a diameter of 20–40 nm, similar to those
observed in the samples with a capacitor capacity of 20 090 mF.
The BF TEM image and corresponding electron diffraction
patterns from the selected area are shown in Fig. 10.

The electron diffraction pattern was almost identical to that
obtained from the sample with a capacitor of 20 090 mF. The
arrows show the emerging diffuse rings and the corresponding
interplanar distances, which are close to the 002, 100/101, and
110 2H hexagonal graphite. As in the sample obtained with
a capacitor of 20 090 mF, as well as in the electron diffraction
pattern shown in Fig. 8b, the remaining reexes are not
manifested.

XRD patterns for three samples are shown in Fig. 11.
The XRD patterns showed similar spectral characteristics

and clear differences. In the three samples, a diffuse maximum
from the X-ray amorphous component was found, starting from
17.5–18� with a plateau at 22–23�. At the end of the plateau near
an angle of 26�, a relatively small peak corresponding to an
interplanar spacing of 0.34 nm appears in the sample obtained
with a capacitor of 90 mF. This peak is much more intense in the
spectrum obtained from the sample with a capacitor of 20 090
mF and is practically absent in the spectrum of the sample with
a capacitor of 40 090 mF. Close, but less pronounced peaks in
the XRD patterns of the three samples appear in the range of
44–45�. The highest intensity of all peaks was observed in the
XRD pattern of the sample with a capacitor of 20 090 mF. These
data are consistent with the results of the electron microscopy
studies. The broad hump at 2q ¼ 17–26� was associated with
a high concentration of nanosized X-ray amorphous structures.
In particular, at 40 090 mF, this can be caused by a large scatter
of interplanar distances in onion-like spheroids. Disordered
interlayers of carbon layers can form in the interlayer spaces of
Fig. 10 BF TEM image of the sample. The inset shows a selected area
electron diffraction pattern of the sample.

RSC Adv., 2021, 11, 39428–39437 | 39433
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Fig. 11 XRD patterns obtained from three benzole samples.
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the carbon microstructures. At a capacitance of 20 090 mF, the
formation of a relatively high concentration of turbostratic
graphite in sample causes the appearance of an intense peak
near 26�, which corresponds to an interplanar distance of
0.34 nm, close to d(002) in 2H graphite. Defects in the graphene
layers in the form of carbon vacancies lead to an increase in the
interplanar spacing, which is noticeable in the XRD patterns.
The 002 reection near 26� was the weakest in the sample with
a capacitance of 90 mF. The decrease in intensity can be asso-
ciated with a lower concentration of turbostratic graphite rela-
tive to other carbon nanostructures.

From the obtained results of the induced transformation of
benzene, it can be seen that low-temperature pulsed discharges
in liquid media represent a new effective method for stimu-
lating the synthesis of carbon nanostructures, including the
processes of destruction and polycondensation (assembly of
active particles) of benzene. The main products of benzene
transformation are carbon nanostructures, the morphology of
which is determined by the energy of low-voltage discharges.
Gaseous products consist mainly of hydrogen and acetylene
(Table 3). Thus, for the destruction of benzene induced by low-
voltage discharges, a clear relationship between the discharge
Table 4 Influence of the discharge energy on the characteristics of the

Capacity, mF Shape of structures

90 Graphite bers (akes)

Two- and three-layer graphene s
Two- and three-layer hollow sph
CNHs
Onion-like spheroids

20 090 Onion-like spheroids
Turbostratic graphite carbon b

40 090 Onion-like spheroids

39434 | RSC Adv., 2021, 11, 39428–39437
energy and the shape of the allotropic forms of carbon formed
for the rst time.

Consequently, in the direction of benzene transformation,
the effect of low-voltage discharges on reagents in the liquid
phase is fundamentally different from the effects of high
temperature (pyrolysis at 900 �C)44 and thermal plasma33 on
benzene. From the data given in Table 3, it can be seen that the
yield of hydrogen during the destruction of benzene for all
studied energies of pulsed discharges is very high (77.1–
79.4 mol%).

The use of a capacitor with a low capacity of 90 mF for the
synthesis of carbon structures (Table 2) leads to a low yield of
the carbon phase (17.4 wt%) and high energy consumption
(0.87 kW h per 1 g of carbon nanostructures), but a mixture of
carbon structures is formed (Table 4) with a large specic
surface of 277 m2 g�1.

In,41 a benzyl radical was obtained (in situ) from iodobenzene
by stimulating the process with an alkali metal. The resulting
radicals induce the conversion of benzene to amorphous
carbon. In accordance with these results, it can be assumed that
under the action of low-voltage discharges, the process begins
with the cleavage of the C–H bond in benzene with the forma-
tion of radicals and atomic hydrogen. Furthermore, the
hydrogen radical splits off another hydrogen atom of the benzyl
radical or the original benzene molecule. The result is molec-
ular hydrogen and a new benzyl radical or second radical center
in the benzene molecule. The resulting products of the induced
transformation of benzene show that the formed benzyl radicals
(in situ) are converted into reaction products in two ways: with
the rupture of carbon–carbon bonds of the benzene ring and
recombination of multicentre radicals. The rst pathway is
responsible for the formation of acetylene and other hydrocar-
bons in small quantities. As a result of the second method,
several sequential processes are realized, leading to the
formation of solid-phase products.

Within the framework of the generally accepted genetic
relationship of allotropic forms of carbon, it is most likely that
the initial polyradical cyclic fragments bind to each other due to
the recombination of radicals into a system of the graphene type
with sp2-hybrid carbons. Under the action of low-voltage pulsed
discharges, three-layer graphene sheets were formed.
obtained nanostructures during the destruction of benzene

Characteristics

Length 150 nm
Thickness 10–20 nm
Interplanar distance 0.345 nm

heets Interplanar distance 0.345 nm
eres

Diameter 10–100 nm
Interplanar distance 0.34–0.37 nm
Diameter 20–40 nm

ers Interplanar distance 0.35 � 0.04 nm
Diameter 20–40 nm

© 2021 The Author(s). Published by the Royal Society of Chemistry
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Further, graphene and three-layer graphene sheets are “rol-
led” into single-layer and three-layer nanotubes, as well as into
two- and three-layer hollow spheres. It can be assumed that the
formation of graphite bers, CNHs, and onions also occurs
through carbon structures such as graphene or graphene
multilayer sheets.

4. Conclusions

The presented results show that the polycondensation of liquid
benzene induced by low-voltage discharges leads to the forma-
tion of carbon nanostructures with various morphologies, as
well as acetylene and hydrogen. Thus, the action of low-voltage
pulsed discharges in liquid media is an effective method for
stimulating the destructive transformation of hydrocarbons
through the formation of nanostructures. The particles gener-
ated by the discharge were “quenched” by the liquid medium in
the reactor. Further, in the stage of relaxation, the “assembly” of
particles into carbon and hydrocarbon structures occurs in
a controlled manner.

This study is the rst to show that a change in the energy of
low-voltage pulsed discharges in liquid media causes a change
in the morphology of the resulting carbon nanostructures.
Thus, with a capacitor of 90 mF, the transformation of benzene
induced by low-voltage discharges leads to the formation of two
types of carbon nanostructures. These carbon structures have
a specic surface area of 277 m2 g�1. The nanostructures of the
rst type are graphene bers and two- and three-layer hollow
spheres. Some BF TEM images also showmicrostructures in the
form of CNHs, which are two- and three-layer ellipsoids and
closed nanotubes.

Microstructures of the second type are spheroids, similar to
onion-like spheroids with a diameter of 10 to 100 nm. In
contrast to classical onions, the resulting spheroids have a high
density of defects in the graphene planes. Onion-like spheroids
were connected to each other. The observed electron scattering
pattern of the obtained spheroids is characteristic of high-
temperature pyrographite with a low degree of ordering.

An increase in the power of the electric discharge leads to an
increase in the yield of carbon structures from 17.4 wt% to 30.3–
34.8 wt%, but the surface area decreases to 102–133 m2 g�1.

The BF TEM image shows that the induced destruction of
benzene at a capacitor of 20 090 mF also led to the formation of
two types of nanostructures: onion-like spheroids and carbon
bers. It follows from the BF TEM image that the trans-
formation of benzene in the liquid phase induced by non-
thermal plasma leads to the formation of onion-like spheroids
with a diameter of 20–40 nm.
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