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Abstract:
formance anode materials. Carbons with the advantage of structural versatility, are recognized as the most promising anode materials

Potassium-ion batteries (PIBs) hold promise for large-scale energy storage, necessitating the development of high-per-

for their commercialization, however the relationship between the carbon anode structure and its electrochemical performance re-
mains unclear. A series of pitch-based soft carbons with different structures were fabricated using carbonization temperatures in the
range 600-1400 °C, and their changes in carbon configuration and K-storage performance as a function of carbonization temperature
were investigated. Correlations between the carbon crystal size and the low-potential plateau region capacity and between the degree
of structural disorder of the carbons with their sloping region capacity were revealed. Among all samples, that obtained by carboniza-
tion at 700 °C had a relatively high degree of disorder and a large interlayer spacing, and had a high reversible capacity of
329.4 mAh g with a high initial coulombic efficiency of 72.81%, and maintained a high capacity of 144.2 mAh g' at the current
rate of 5 C. These findings improve our fundamental understanding of the K-storage process in carbon anodes, and thus facilitate the
advance of PIBs.
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ionic size of K" (1.38 A vs. 0.76 A for Li"), a huge

volume change of about 60% will occur during the

1 Introduction

Lithium-ion batteries (LIBs) have been widely .. . i .
storage of K" in graphite with a small interlayer spa-

developed on a large scale of modern society, such as ) s ] ] o
cing (0.337 nm)"*. Besides, the sluggish K" kinetics

portable electronic devices and electric vehicles
. . 1 to i t le stabilit t form-
(EVs). However, the continuous consumption and the cads to inadequate cycle stability and rate perform
ance, which restricts the further development of
PIBs"*”.

Amorphous carbon materials have gained signi-

low content of lithium resources lead to the much-in-

creased price of LIBs, which greatly restrict the fur-

[1.2]

ther development of LIBs"*~. Due to its resource

ficant interest as low-cost, eco-friendly anode materi-
als for PIBs due to their wide availability!'”'"". These

abundance, low cost and relatively low redox poten-
tial of K'/K (=293 V vs. standard hydrogen

electrode), potassium-ion batteries (PIBs) have been materials can be classified as either hard carbons or

considered as a promising alternative to LIBs, espe-
cially in the field of large-scale energy storage*.
Graphite, which is commonly used as the anode ma-
terial in LIBs, can also be utilized to store potassium
(K) in the form of KC,. This can provide a theoretical
K-storage capacity of 279 mAh g ' with a low-poten-

tial plateau region™®. However, because of the large
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soft carbons, depending on their structure and electro-
chemical performance. Hard carbons have a highly
disordered carbon structure, abundant defect sites, and
the much larger interlayer spacing than graphite,
which is beneficial to K' transportation in the carbon
structure"*"*!. As a result, hard carbon anodes could

deliver superior rate performance than graphite an-
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odes!'*'"!. Nevertheless, the lack of regularly arranged
carbon layers in hard carbons also results in a typical
K-storage curve in a high-potential sloping region,
which is unsuitable for practical application as anode
dis-
ordered degree and larger interlayer spacing com-

materials''"*?*"!. Soft carbons exhibit a higher

pared to graphite, while also possessing a higher level
of graphitization and more regularly arranged carbon
layers than hard carbons. Thus, it has been recog-
nized as a promising candidate for anode materials in
PIBs™*'*|. The charge-discharge curves of soft car-
bons consist of a sloping region in high potential and a
plateau region in low potential, leading to enhanced
K-storage capacity and rate performance, enabling a
higher output voltage of assembled full-cells™***],
Pitch is a low-cost industrial by-product that has
high carbon content and abundant resources, and the
pitch-based carbons are typically soft carbon in nature
with a disordered structure, and good electrical con-
ductivity®®*”. Constructing porous structure has been
proved to be an efficient strategy to facilitate K ion
storage in pitch-derived soft carbons. Liu et al.”” fab-
ricated a mesoporous carbon (MCUF) using meso-
phase pitch as a carbon precursor and nano-CaCO, as
a hard template. The derived MCUF with a well-de-
veloped mesoporous structure and ultrathin  frame-
work delivered a much higher K-storage capacity of
343 mAh g' than the pitch-based soft carbons
(258 mAh g ). Additionally, surface modification is
also a commonly used method to enhance the K-stor-
age performance of carbon anodes. Ma et al.”” repor-
ted a nitrogen and phosphorus dual-doped coal tar
pitch based porous carbon (NPPC). The obtained
NPPC with a large interlayer spacing of 0.421 nm and
high contents of N (3.68%, atomic percent) and P
(3.15%) element exhibited an initial reversible capa-
city of 301 mAh g ' at a current density of 25 mA g,
with a retained capacity of 133 mAh g’ at 5 A g'.
The porous structure and heteroatom functional
groups typically contribute to the surface adsorption
mechanism for K* storage, which has been well clari-
fied in previous literatures. Nevertheless, the correla-
tion between the K-storage property and microcrystal-

line structure still remains unclear, which requires a

systematical investigation to comprehensively under-
stand their evolution with pyrolysis temperature.

In this work, a series of pitch-based soft carbon
materials with different microstructures have been
synthesized by varying the carbonization temperature,
and their electrochemical performances are explored
to determine the optimal carbon for PIB anode.
Among all, MTP700 delivered a high reversible K-
storage capacity of 329.4 mAh g ', corresponding to a
high initial coulombic efficiency (ICE) of 72.81%.
Due to its relatively higher disordered degree and lar-
high of
144.2 mAh g ' was achieved at a high current rate of

ger interlayer spacing, a capacity
5 C, indicating its excellent electrochemical K-stor-

age performance.

2 Experimental

2.1 Synthesis method

The raw pitch material is a national standard me-
dium temperature pitch purchased from Handan Jing-
hao Chemical Co., Ltd. (Product batch number: No.
JH-3). The pitch blocks were crushed into powder and
spread evenly in an alumina boat, which was then
placed in the central zone of a tube furnace. The tem-
perature was ramped up to 600, 700, 800, 1 000, 1 200
and 1400 °C at a rate of 5 °C min ', and carbonized
for 2 h under an argon atmosphere. After cooling to
room temperature, the samples were washed with di-
luted hydrochloric acid and deionized water to re-
move the soluble ash and impurities. The pitch-based
carbons prepared at different carbonization temperat-
ures were designated as MTPX, where X represents
the pyrolysis temperature.
2.2 Characterization

The structural characteristics of the synthesized
pitch-based carbons were analyzed using various tech-
niques. The thermal stability of the raw pitch material
was investigated using a thermal analyzer (NETZ-
SCH STA 449C) in a temperature range from room
temperature to 1 000 °C with a rate of 5 °C min ' un-
der N, atmosphere. Morphological examination was
carried out using a scanning electron microscope
(SEM, HITACHI S4800) and a field emission trans-
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mission electron microscope (TEM, FEI Tecnai G2
F30). X-ray diffraction (XRD) was conducted using a
Rigaku Ultima IV instrument, while Raman spectro-
scopy was performed with a Renishaw in Via Reflex
spectrometer.
2.3 Electrochemical measurements

The working electrode was coated on a copper
foil current collector with pitch-based carbon, con-
ductive agent (Super-P), and binder (CMC) at mass
ratios of 8 : 1 : 1, which was vacuum-dried and then
cut into disks with a diameter of 8 mm, and the mass
loading of active materials was kept at about
1.0 mg cm . The counter electrode was metallic po-
tassium foil, and the electrolyte consisted of
0.8 mol L™' KPF, dissolved in a 1 : 1 volume ratio of
ethylene carbonate (EC) and diethyl carbonate (DEC)
(0.8 mol L' KPF, EC/DEC=1 : 1 v/v), with fiber-
glass as the separator. The CR2025 coin-typed half-
cell was assembled inside a glove box (Mikrouna-Su-
per) under an argon atmosphere with low levels of
water and oxygen content (both below 0.1x10°°). The
electrochemical tests were conducted in a multichan-
nel battery test system (Neware CT-4008T).

3 Results and discussion

3.1 Morphology and microstructures
The morphology of the prepared pitch-based
pyrolytic carbons was characterized using SEM as

i i1 | - e - e =
Fig. 1 SEM images of MTP samples: (a, b) MTP600, (c, d) MTP700, (e, f) MTP800, (g, h) MTP1000, (i, j) MTP1200 and (k, I) MTP1400

shown in Fig. 1. At the low carbonization temperat-
ure (MTP600, MTP700, MTP800), MTP samples re-
semble small and scattered blocks. As the carboniza-
tion temperature increases (MTP1000, MTP1200,
MTP1400), the carbon blocks become larger with a
distinct layered structure, which is ascribed to the in-
creased graphitization degree of MTP samples with
increasing the carbonization temperature.

The prepared MTP samples were characterized
using high-resolution TEM (HRTEM) equipped with
selected area electron diffraction (SAED) (Fig. 2).
The representative MTP600 exhibits a highly dis-
ordered carbon configuration with an invisible carbon
arrangement, with an interlayer spacing of 0.354 nm,
confirming its highly disordered degree at low pyro-
lysis temperatures. As the carbonization temperature
increases, more short-range ordered and parallel car-
bon layers are observed, evidenced by the intensified
diffraction rings in SAED patterns. As a result, the in-
terlayer spacing gradually decreases, in the order of
0.352 nm for MTP700, 0.351 nm for MTPS800,
0.350 nm for MTP1000, and 0.347 nm for MTP1200.
The MTP1400 exhibits an incompletely graphitized
structure with a minimum carbon interlayer spacing of
0.346 nm, and many highly oriented carbon layers can
be observed. This trend shows that as the carboniza-
tion temperature of MTP increases, the carbon struc-

ture transitions from a disordered and less ordered car-
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Fig.2 HRTEM and SAED images of MTP samples: (a) MTP600, (b) MTP700, (¢) MTP800, (d) MTP1000, (¢) MTP1200 and (f) MTP1400

bon layer arrangement to a more regular and graphit-
ized microcrystalline structure.

Thermogravimetric analysis (TG) and derivative
thermogravimetry (DTG) were conducted to evaluate
the pyrolysis characteristics of the raw pitch material.
Fig. 3a shows a slight mass decrease corresponding to
water desorption in the pitch raw material before
100 °C. As the temperature rises within the range of

100-600 °C, the mass decreases significantly, reach-
ing its maximum mass loss rate at 300 °C, which cor-
responds to the evaporation of volatile components
and small molecules in the pitch raw material. Sub-
sequently, the rate of mass change slows noticeably
above 600 °C, indicating the near completion of car-
bonization of pitch. The microcrystalline structures of
the derived MTPs were characterized by XRD as
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% 60 g, w g. ——M
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Fig. 3 (a) TG and DTG curves, (b, ¢) XRD patterns and fitted (002) peaks, (d, ¢) Raman spectroscopy and fitted curves and

() the crystalline parameters of the MTP samples
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shown in Fig. 3b. All carbon materials exhibited broad
peaks around 24°, which correspond to the (002) crys-
tal plane of the carbon, typical of the amorphous
nature®™*). The diffraction peaks gradually become
sharper and shift to higher degree with increasing the
carbonization temperature, confirming the increased
graphitization and structural order degree of the car-
bon materials. The interlayer spacing of the carbon
materials could be obtained by using the Bragg equa-
tion®".  The calculated interlayer spacing for
MTP600 is 0.354 nm (Table 1). As the pyrolysis tem-
perature increases, the interlayer spacing of MTPs
gradually decreases from 0.351 nm for MTP800 to
0.350 nm for MTP1000 and then 0.347 nm for
MTP1200, which is consistent with HRTEM. In the
case of MTP1400, the noted interlayer spacing of
0.346 nm is still larger than the interlayer spacing of
graphite (0.337 nm). To attain more detailed carbon
structure information, the (002) peaks were further de-
convoluted according to the disordered band, pseudo-
graphitic band and the graphite-like band, as dis-
played in Fig. 3c. MTP600 is consisted of a dis-
ordered band (68.94%) and a pseudo-graphitic band
(31.06%), indicating its highly disordered carbon
structure. With the increase of pyrolysis temperature,
a graphite-like band appears in MTP700 sample, and
the ratio steadily increases from 4.69% for MTP700 to
8.17% for MTP800, and then 11.80% for MTP1000
and 12.58% for MTP1200, which eventually reach
32.11% for MTP1400, revealing the increased graph-
itization degree™**.

The Raman spectra are shown in Fig. 3d, with all
MTP samples exhibiting typical D and G peaks loc-
ated at ~ 1350 and ~ 1590 cm', representative of
defect-related structures and the graphitic structures in

Table 1

carbon materials, respectively. The area ratio of the D
peak to G peak (/,/I;) was used to analyze the defect
content and graphitization degree in the carbon mater-
ials. MTP600 has the highest I/I; value of 2.84,
which then gradually decreases with the increase of
carbonization temperature: MTP700 (2.55), MTP800
(2.50), MTP1000 (2.39), MTP1200 (1.98), MTP1400
(1.47), confirming the decreased defect contents and
enhanced graphitization degree of the carbon materi-
als. The Raman D peaks can be divided into D1, D2,
D3 and D4 (Fig. 3e), and the [},,/I; ratio could be used
to assign the defects or edge sites in carbon materials.
MTP600 with a highly disordered degree exhibits a
I/15 value of 2.22, which progressively decreases to
2.00, 1.89, 1.73, 1.13 and 0.93 for MTP700, MTP800,
MTP1000, MTP1200 and MTP1400, respectively,
demonstrating the decreased defect content in MTP
carbon materials when the carbonization temperature
increases”' .

Furthermore, the microcrystal size vertical (L) to

the carbon layers was calculated from the Scherrer

0s0
peak. Considering the inconspicuous (100) peak, the

formula (L :ﬁf/l ) based on the (002) diffraction

size of carbon microcrystals in the direction parallel
(L,) to the carbon layers was obtained based on Ra-

man results using the equation

I
(La(nm)= 2.4%x107"0x 24 x (I_G

D
the wavelength of the Raman spectroscopy laser

(514 nm) and the I/I}, is the area ratio of the G peak
and the D peak”*>%. As shown in Fig. 3f, MTP600 has

the smallest L, value of 5.90 nm and L, of 1.41 nm, in-

)), where A represents

dicating its highly disordered microcrystalline struc-
ture and smallest grain size. As the carbonization tem-

perature increases, the L, value of MTP increases

Structural properties and electrochemical performance of MTP samples

initial charge/discharge cycle

Samples dyp,/nm L/l

Capacity 5 C/mAh g’

Charge/mAh g' ICE/%
MTP600 0.354 2.84 285.3 64.9 99.9
MTP700 0.352 2.55 329.4 72.8 144.2
MTP800 0.351 2.50 309.2 68.0 138.1
MTP1000 0.350 2.39 262.7 66.9 118.6
MTP1200 0.347 1.98 261.6 62.8 105.5
MTP1400 0.346 1.47 253.2 60.4 92.0
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from 6.57 nm (MTP700) to 11.40 nm (MTP1400),
and the L, value exhibits the same trend with an in-
crease from 1.51 nm for MTP700 to 3.38 nm for
MTP1400, confirming increased graphitization de-
gree and microcrystalline size, which is consistent
with the trends observed in HRTEM and XRD.
3.2 Electrochemical performance of MTPs

A half-cell assembled with MTP as the active
material was subjected to a cyclic voltammetry (CV)
test at a scan rate of 0.1 mV s ' within a potential
range of 0.01-3.0 V (vs. K'/K) (Fig. 4). The CV curve
of MTP600 exhibits a peak at high potential without
obvious oxidation/reduction peaks at low potentials.
This may be due to the incomplete carbonization of
the pitch at a low temperature of 600 °C. HRTEM
confirms the lack of parallel arranged carbon layers in
the carbon structure and a high degree of disorder. In
this case, the storage of potassium (K") primarily oc-
curs through adsorption at the surface and defect sites.
As the carbonization temperature increases, the CV
curves of MTP700 and MTP800 show oxidation
peaks around 0.5 V, which should correspond to K-
storage between the carbon interlayers. Moreover, the
weaker peaks in the voltage range of 0.5-2.0 V could
be attributed to the adsorption K-storage process. As
the carbonization temperature increases further, the

oxidation peak at 0.5 V becomes sharper and stronger,

(@) (b)

and the peaks at high voltages gradually weakens.
This could be attributed to the enhanced degree of
graphitization, regularization of the microcrystalline
structure, and reduction in defects within the carbon
material when the carbonization temperature rises.

To investigate the K-storage performance of
MTP samples, galvanostatic charge/discharge (GCD)
tests were carried out in a K-ion half-cell at a current
rate of 0.1 C (1 C =279 mA g') (Fig. 5). MTP600 ex-
hibits a K-storage capacity of
285.4 mAh g ' with an ICE of 64.9%. Due to its
highly disordered structure and relatively lower car-

reversible

bonization degree, the GCD curves primarily exhibit
the high-potential sloping region, different from those
of other carbon materials. Subsequently, the fully car-
bonized MTP700 structure, which contains abundant
defects and adsorption K-storage sites, results in a
highly reversible high-potential sloping region with
the highest reversible specific capacity of 329.4 mAh
g ' and the highest ICE of 72.8%. As the carboniza-
tion temperature increases, the graphitization degree
of the carbon material increases while the interlayer
spacing and the defect sites decrease. Consequently,
the potassium storage capacity in the high-potential
region and the overall potassium storage potential
gradually diminishes while the plateau becomes more

pronounced. The observed trend agrees well with the
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Fig. 5 GCDs at a current density of 0.1 C of MTP samples

changes observed in the CV curves.

The cycle performance of MTP samples was
evaluated at a current rate of 0.2 C, as shown in
Fig. 6a. There are activation stages in the initial cycles
for the carbon material, with K-storage capacity
gradually stabilized after 15 cycles. MTP700 exhibits
an initial specific capacity of 234.3 mAh g™ and the
highest reversible specific capacity of 220.8 mAh g
after 200 charge-discharge cycles, corresponding to a

high capacity retention of 94.2%. As the carboniza-

tion temperature rises, the capacity retention initially
decreases to 76.0% for MTP800 and 54.0% for
MTP1000 and then increases to 78.8% for MTP1200
and 82.1% for MTP1400. Fig. 6b shows the rate per-
formance of MTPs at different current rates. Among
them, MTP700, with a higher disordered degree and
larger interlayer spacing, exhibits the best rate per-
formance with a reversible specific capacity of
220.0 mAh g ata current rate of 0.5 C. A high re-
versible capacity of 144.2 mAh g ' could be achieved
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Fig. 6 The comparison of (a) cycle stability at a current density of 0.2 C, (b) rate capability at different current rates, (c) the GCD curves of the 15" cycle,

(d) the sloping/plateau region capacity contributions of the discharge processes, and the corresponding

relationship with the (e) I/I; values and (f) L, values of the MTP samples
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even at a high current rate of 5 C, indicating its excel-
lent K-storage performance. With the increase of car-
bonization temperature, the graphitization degree of
the carbon materials gradually increases, leading to
the enhanced interlayer K-storage behavior. As a res-
ult, MTP1000, MTP1200 and MTP1400 exhibit signi-
ficantly decreased reversible capacities of 118.6,
105.5 and 92.0 mAh g at 5 C, respectively, confirm-
ing that the higher carbonization temperatures and in-
creased graphitization degrees lead to reduced rate
capability for carbon materials.

Furthermore, the stable GCD curves of the 15"
cycle at a current rate of 0.2 C were used to investig-
ate the variation of K-storage behaviors of the carbon
materials with different carbonization temperatures
(Fig. 6¢). The typical GCD curves of the carbon ma-
terials exhibit a transition from the high-potential
sloping region to the low-potential plateau region with
increasing the carbonization temperature. Thus, tak-
ing 0.5 V as the reference potential, the GCD curves
could be divided into the sloping region (>0.5 V) and
the plateau region (<0.5 V), with corresponding capa-
city contributions shown in Fig. 6d. Among all
samples, MTP700 delivers the highest capacity in the
sloping region (92.3 mAh g '), while the capacity in
the plateau region is only 145.0 mAh g '. Similarly,
MTP800, with a relatively high disordered degree,
shows capacity contributions of 86.8 mAh g in the
sloping region and 145.5 mAh g in the plateau re-
gion. The sloping region capacity decreases signific-
antly from 489 mAh g’ MTP1000
28.6 mAh g ' for MTP1200 while the plateau region
capacity 1493 mAh g
189.6 mAh g, respectively. The MTP1400 exhibits
the highest plateau region capacity of 218.3 mAh g’
and the of
13.8 mAh g .

These variations are attributed to the structural

for to

increases from to

lowest sloping region capacity

differences of the carbon materials. Fig. 6e and 6f
show the relationship between the sloping region ca-
pacity and the /,//; value and the relationship between
the plateau region capacity and L, value, respectively.

A high [/l value corresponding to a higher dis-

ordered degree of the carbon materials leads to an in-
creased capacity in the sloping region. On the other
hand, the increase in the L, value of the carbon materi-
als, in relation to improved graphitization degree and
microcrystalline size, leads to the improved capacity
in the plateau region. Thus, this confirms that the de-
fect content corresponds to the sloping region capa-
city, while the enhanced microcrystalline size is bene-
ficial for the increase of plateau region capacity dur-
ing the K-storage process of carbon materials.

The galvanostatic intermittent titration technique
(GITT) was used to investigate the kinetic properties
of carbon materials under fixed parameters with a
pulse current of 0.1 C, a pulse time of 30 min, and a
relaxation time of 120 min (Fig. 7a-d). The corres-
ponding K-ion diffusion coefficient (D) can be ob-

tained by using the following Equation®”**:

_ 4 (V) (AEsY
~ o\ MS |\ AE

where 7 is the pulse time (s), my is the mass of active

K+

material, M} is the molar mass of the active material,
V' 1s the molar volume of the active materials, S is the
electrochemically active surface area of the electrode,
AEq is the steady-state voltage change, and AE| is the
voltage change during current pulse application.
Fig. 7e and 7f shows the variation of calculated Dy,
during the discharge and charge processes, respect-
ively. A gradual decrease in diffusion coefficient is re-
vealed with the decrease of potential during the dis-
charge process, which should be attributed to the K-
storage in the carbon interlayers at the low-potential
region. Upon the charge process, there is a noticeable
peak below 0.5 V for the diffusion coefficient, and the
peak gradually becomes obvious with increasing the
carbonization degree, corresponding to the reversible
de-intercalation process of K-ion within the interlay-
ers of the carbon materials. Due to its higher dis-
ordered degree and larger interlayer spacing, MTP700
exhibits the highest Dy, signifying its excellent K-ion
transportation. As the carbonization temperature in-
creases, the graphitization degree of carbon materials
gradually increases, leading to an enhanced interlayer

K-storage process. However, due to the larger ionic
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Fig. 7 (a-d) The GITT curves of the 2™ cycle and the corresponding diffusion coefficient at (e) discharge and (f) charge processes of MTP samples. (g) The

schematic illustration of the variations of structure and K-storage behavior of pitch-based carbon materials with the carbonization temperature

size of K-ion and smaller interlayer spacing of MTP
with the higher graphitization degree, the diffusion
coefficient of K-ion between carbon layers is signific-
antly lower than the adsorption K-storage process, res-
ulting in a gradual decrease in D, value.

Fig. 7g shows a schematic diagram depicting the
variation of K-storage behavior with the structural
variation of pitch-derived carbon materials produced
at different carbonization temperatures. In a low car-
bonization temperature range (700-1000 °C), the de-
fect content in carbon materials gradually decreases
with increasing the carbonization temperature, result-
ing in a reduction in adsorption potassium storage act-
ive sites. Additionally, the microcrystalline size of the

carbons remains relatively small, leading to inad-

equate potassium storage sites between carbon inter-
layers, and consequently decreased reversible capa-
city. As the carbonization temperature increases
(1000-1400 °C), the graphitization degree of the car-
bon materials also increases, resulting in a well-de-
veloped layered graphite-like carbon structure that
provides a large number of interlayer potassium stor-
age active sites, enabling an increase in the plateau re-
gion capacity and overall reversible potassium stor-

age capacity of the carbon materials.

4 Conclusion

A series of pitch-based carbon materials were
fabricated by adjusting the carbonization temperature.

The structures and electrochemical performance of the
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derived pitch-based carbon materials were systematic-
ally investigated. Among all samples, MTP700 with
the optimal disordered degree and larger interlayer
spacing exhibits the best K-storage performance that
could deliver a high reversible
329.4 mAh g ', and a high initial coulombic effi-

ciency of 72.8%. At the same time, the dominated ad-

capacity of

sorption-typed K-storage behavior enables MTP700 to
exhibit a high capacity of 144.2 mAh g ' at a high cur-
rent rate of 5 C. A comparison of K-storage behaviors
and kinetic analysis of the pitch-derived carbons was
carried out, and the relationship between carbon struc-
tures and K-storage performances was also studied
systematically. This work provides a good reference
for the future design and development of carbon an-

ode materials for PIBs.
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