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Abstract: In order to reveal the structure changes of microcrystalline graphite in the process of oxidation and expansion, the products
were characterized by means of SEM-EDS, XRD, Raman and FTIR in this study. The results show that the interlayer distance of mi-
crocrystalline graphite oxide is enlarged and many functional groups including hydroxyl, carboxyl and epoxy groups are bonded on the
graphene layer in the oxidation process. In addition, with the increase of oxidant (KMnQO, ), the space distance, structural defects and
disorder of oxidized product increased gradually. After being expanded with high temperature, some of the oxygen-containing functional
groups in the structure were removed. and the oxidized microcrystalline graphite was reduced partly. In addition, the structural defects
and disorder degrees of expanded microcrystalline graphite reduced, and local sp? regions were recovered. The expanded microcrystalline
graphite particles contained abundant network pore structures with pore sizes of 2—5 nm.
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FH T K BH BB D't F5 ir F1ACMRA% S 55 T8k (Blechta
et al.,2016;Malliga and Rajasekhar,2017) ; & %1k
J& AT AR Sy 24 W AR A ALY e B ) (Kim et al.
2012;Zhang et al.,2015); &8 & J5 I 3§ 5k & & #F
FHAG 5 A P BE I AE IR 5L 3 0R (Saji et al., 20155
Wang et al.,2017) , 7 POF1 GRHEAL K FH AE A itb
S H A W FE Y AT 5t (Pielichowska ez al. s
2016 s VI I 25 , 2017) AHE T 40K A7 28 flof A 22
BT R ZE R e 22 L R L MR R R R
o FRGURE S5 A0 T ™ it BT IAELARR S 8 501 341K

e ZBOR H f 5 88 5T LA GE U) G 242
e B A BN Y R L TR A AR TR A OK
A AR F A SRR R B 1 T BB B R S T T Y
N AW BT R A (Wang et al.,2015; Xian et al.,
2015). 41 Strom et al.(2010) F Fl & A FE K N A MR
XF A SR R AT R B O D REAL, OB & TR B D
T 5 2. HAE 13 DMakA 1A 2 R B 1) D g
A S50 R 4 v TR A S SRR RL Y L 2 i DL &
TEIR A RPERE  Kim er al.(2014) 16 RE B Wik L3
B A SBMPFIREY . & m iR . 28145 58 BT
T PO A0 88 A% 5C 45 1 5 5 b1 Rk, 45 SR 3% B 48 Jn ik
A A 2 T B R EDRL R R, B A I A M RER I
1oAY B ) R PR RO S FL /TR R T R R G Y
TEARFEE MM Park et al. (2013) %% 54 & A 28 F Bk
YK 2T AEDUAELTR LB Ak A A AR A S & T A R
Z N Z AL AR B N TG i a8 B AR, 45 R R Wi
A A B R B B AT R L AR AL B A A A
T i v A 5 BB RE 9 S R R AE BR PR RE. A
TGRS - F Y A A 2R RO e B e AR
W A FEURE B o5 90 PR M RE L 38 T R AT O ik
AEFH (Jian ef al.,2012; Lin er al.,2014) 1§ 4 #&
18 2 K B AR 3y L, HOF S R 8 8 A
AR A R KA AR R IR, AR LA A LA
S FURA TR SR T (U KA AU SR R AR
FRBE 1 85 AL AR B, 2w 1 gk — 20 i o0 . B
A7 s PRUHBORL A1 /)N, 5 0RE 2 A0 AR B AR A 5/ 0 S AT
2 e e - SO D T BT A O T R
S S HT AT T K B A8 A A R DL
AL T2 I Ao R BRI A R R 5 R A Ak A B RIS

T A S P 2 T T R A A A AR 7 DX ()
JI it 90 % LA b B E Bk 5% 5 BT AF R AR
SCLAH FE A AN B A A A JRURE, SR F BCEE Y Hum-
mers WA 1A TI0E A B L T2 IR K S BT
g2 Bt A 28, IR G A SR A ST RN I ik o) 2 rh

P A2 AL AR AT B 5 A BIE 5 )
TF R A S (8 S8 i, B Y B

il A1 58 BT IR Y

(o
i

1 ¥ 5Ik

1.1 BERE5RHF

JEURE A SRR A (HIC) , K — B EH AR LR
0 R AN R B <74 o Ho HIC B S 8 2 B 25
oM 81.54%  JKAr M 14.35% ¥ K or J 4.11%.JK
I A SI0, (7.85%) . AlLOs (3.95%) | Fe, O,
(1.06% ), CaO (0. 41%), MgO (0. 14%) . K, 0O
(0.38% ). Na,O (0.14%) . TiO, (0. 21%) . P,O;
(0.05%) . MnO (0.01 %) , H:AM (0.15 %) 3K 71 . 15 R
(HCI1,36% ~38% , AR) ; & & (HF,40% , AR) ;
Wi IR (H,SO,, 95% ~ 98%, AR); = 4f B2 4
(KMnO,, = 95%, AR); M % /K (H,0,, 5%),
B,
1.2 HI&FHE

R A — IR R VA XA il HIC #EAT 82400, 4815
e Al A SR HIC-CCBAERIL AR, 2017) R Bl itk 1y
Hummers ¥ % HJC-C #£ & #F 17 & 1k, 8 i o A&
KMnO, F & il 15 A [6] 40 A #8521 48010 i A 28
P28 v U 2 K IS B A5 2 ik 5 A AR R . R S
LBRIE .

(D VKK A F B 3.000 0 g 75 4 3 i A7 58
R IR 45 mL 98 Yo Ve B R 1 be Ak v L SR Jis 2
&4 A A 1.200 0 g KMnO, , ¥ H )2 W i B 72 10 °C
LR IR 2EE 4+ 30 min.

WD T RN R R E 35 CKil
FAFF AR S FE 30 min.

(3) 1] 25 9K (2) T (%) 2 I AR 28 A 7K i AT
B PR E A BT 70 °C LY IRE AT TS
A—EH 5% H,0, B RNAK R4, H
SR GEVRRE = P VRS B AR AL AE 60 C HEA gt
12 h 515 S0 A A BB R

(N S AT A SRR 8 T 3 09 A0 S 3 o
SRR A 900 C RS H AR EE 60 s U 5 RE A
T e o 2 U T I K A SRR

(G EE FIR (D ~ O HFAE, 8 1 2 KMnO,
FHHE 43 9h 2.400 0 g.3.600 0 g F1 4.800 0 g, il 15
FRYVA ] AR BE 0 S A T A A SRR R
HJC-CnKP(n=0.4,0.8,1.2,1.6.n N4 ALE 50 11
BT F ) KMnO, &, 9).

(O)F A iR (O AR, RA1F R 50 MK 0 A 5=
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mh s J 5 41 5 HIC-C-n P

1.3 MK RETE

R GB/T 3521-2008 £ 8B Ak 43 BT 7 B MWK
X E i HEAT ¥ 2 43 RN K 43 B D0 22 5 ok FH Ar 2% 8 K
B X5 2k 26 6 6% A (XRE) X K 43 #8471k 2% A%
A1 5E 5 % A7 22 PANalytical X'Pert PRO % X &
AT AL CXRD) X R i 3547 A 45 4 7 0, 003
£ Cu B, 40 KV, i 40 mA B4 R 5 . DS
1/2°,SS 0.04 rad, AAS 5.5 mm., B 5°~65%;
K FH % [# Zeiss Ultra 55 35 & &t 49 4 H 8% (FE-
SEND XA it £ 47 8508 3573 B 5 >R 36 B Nicolet
5700 FILT ARG AL (FTIR) X B¢ i i 47 25 SR
Al A 2 - KBr He R ik iR, 4338 5 2 4 000 ~
400 cm ™! R 3 [E Renishaw inVia K SG1E A ] AR
S 47 Raman MR, Ar” 8 & IR, MBI KR
514.5 nm, I G F 400~4 000 cm .

2 ZRGTHE

2.1 BRMBAERRSFLEEE

Bl 15 HIC-C-nP R4 & AL 0 i A 85 B &
900 °C = & 1 Bk J5 7= 0 0 %2 WL . fh &1 AT g
HJC-C-0.4KPZ% W& #i I & Wl & A8 1k (& 1a);
HJC-C-0.8KP i 342 3 1Y B2 AL, A7 9 S 3y BE RS B
T K A A 2R (B 1b) s HIC-C-1. 2KP Al
HJC-C-1.6KP ¥k T W B AL L4, A1 e 31 3R
BE RGBT K o B K B A B (B 1 R 1D, HLFE
KMnO, F & i34 K B 10 3052 35 n W g FnJ 224

2 Ry I AR A S5 4 HIC-C-1.2P Al HIC-
C-1.6P 1y SEM [&l. iy [# A] 1, >4 %0 Ak 78 52 45 A1 it
(HJC-C-1.2P) . £ = T Ak BE 5 7= 9 ok 1 2% R 48 Ak
RV T 2 2D OIR Y A AR R L B AL 2 Y
AL TR A I (HJC-C-1.6P) , 28 /& T Ak B S 72 )
AR BRCOORIE B b EL A B 2 %) VORI S8R0 A ) 4% Y
FLBR G5 ).k 2L BR Y IE B 5 4549 )2 h & SUE g
Elﬂbﬂitﬁkﬁ%&%lﬂ4&%%&%?&H¢LLEJ@£E¥
I B S AR R J1 A 26 (McAllister et al.,2007).

] 3 M FE S HIC-C-1.6P A4 20 B W B it 28 ()
55 BIH FLA42 404 fh £ (b). fy B ] %1, W B il £ &
IV S A5 4 R IR A FLARAE . fLAE B AR
FE 2~5 nm; F 5 SUL AR 035 0 3R 9000 IR AR A Y
Ll 2% I FR Wi K (3R D).
22 WRAESASEEEKIEREEETL

K 4a N HJC-C-nKP R %1 &AL 13 5 A 52k 5

() (d)

Bl 1 HIJC-C-nKP FRFIAE G 2 &K S i 8
Fig.1 Pictures of HJC-C-nKP samples after high tempera-

ture expansion

2 um s gL @ 1 pm
| PR T b 3 | —

2 IR AN A SR Y SEM
Fig.2 SEM of expanded microcrystalline graphite samples
a.HJC-C-1.2P #E A9 SEM B ;b HJC-C-1.2P #£ & B9 SEM [ 3% X ji
K 5. HIC-C-1.6P K& i) SEM B 5 d. HJC-C-1.6P # § iy SEM &
RN ONE]

) XRD [, i AT 81, AR B R B (KMnO, <<
0.8 @) =W R T 1WA B8 d oo, FRIEAT 5 6 51, IF
A A R AR AT S B KMnO, FH & 3 m
o0, 117 ST U5 B BE AR, U6 TR 538 Ak, L 5 O T 1Y) [ B
WKk, FW OH,SO, 5 HSO, B #t A £ 52 4]
(Pang et al.,2015). A b1k 8] — & & & (KMnO, =
1.2 @), P24 45 K v BT B B R AE AT B (d =
0.694 nm) , K LE X AR E T = BB T B4
IR B AL BN £ B 0E — 23 KMinO, JH &
B (KMnO, =1.6¢g) , W & A1 85 d ,, FEAF AT 3T 0 T
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Fig.3 N, adsorption-desorption isotherms (a) and pore size distri-

butions calculated by BHJ method (b) of HJC-C-1.6P

*1 BEEEKNBEAEHERNEERDRNILE
Table 1 The specific surface areas and pore capacity of

expanded microcrystalline graphite samples

Hm&F  BET WEER(m? /g LA (m®/g  FHFLE ()
HJCG-C-0.4P 59.88 — —
HJC-C-0.8P 65.89
HJC-C-1.2P 137.53 — —
HJC-C-1.6P 189.75 1.02 29.33

TE " RR AR AR

e EARTL R A B R R AT S s R L B o {3
a2 B Ok i A BB R g A S S R XA
H, L I D ) F 2 R 8 A IX I8 B0 A 44 2 HE R T A8 AL
R ER: =1 1B %: NI B e o (LB 1ok ) =3 AL T
d {E N (Ying et al.,2008; Kuan et al.,2012). H
i it 5 SCHk (Wang ez al.,2015) 1%} Ho 43 A nl %0,
AR T 068 1 A1 28, 30 A0 SR 7E Ik KMnO, ] 2 i
R ] Bk o 4 A Ak

Bl 4b S HIC-C-nP F 5B Bk 1ok & A1 S5 4 & 1Y)

(a)

0.784 nm
leO
HJC-C-1.6KP
0.694nm  0.337 nm
HJC-C-1.2KP
A
2
# 0.339 nm
5 HJC-C-0.8KP
0.337 nm
HIC-C-0.4KP
do=0.336 nm
HIC-C
Il Il Il Il Il Il
10 20 30 40 50 60
20(°)

XRD [El. B & AT %0, A Ak & B 5K B (KMnO, <<
0.8 &)« BZ K S5 1 7= ) 32 BEAT 9 R St A1 B8 o, FR AT
17 S e, JEL R A5 R AR B EL iR R 4 AR R A R
NG CTVEE: - F N R &R A R NTTR ¢
VRt AV TR T N £ SANCIN A1 S X d NN TES
PR A 1a FHEE Th 4 B B A0SR AR 480 A AR B 1Y B
A A1 2 L T T A 2 5 ) 2 0 B R EE ARG L AT
SO P e AR/ L B BE AN KLY 4R R A AR
(R S AR B B, 235 4 2 B AR Ak L )23 T A 2 i
T TR M B . 8 = IR K IS L HIC-C-1.2KP Al
HJC-C-1.6 KP B i S8 1k 13l fh A1 88 55 A0F A7 569 08 31 2%
AR A1 B dl o, R ATT S 06 L 6 W AR AL B A AR
B i 7 o I K S 254 2 R U RE A B
J5 A F 2 AR AR 2 R AR B T HL.O ik &Y
3 M B TR B A B AR, B B ] 1e A
Bl 1d 2 WA K IR 42 . vt 1 B2 K 5 1 1ot A B iUt
SER R BR R AL S A (B 2D, DT BOH AR
(TR AN IPNE ) | I DI I 7. | QT
HJC-C-n PRI MK T AT 85 FE S Y o, FRAEATT 5
WA (18 WA T2 %o R A B, 0 Tl /) L 3 B i R 40 g ik
A SRR R 2 A Y.
23 WMBRAEEUNERKIERLEETL

K5 R il A 2 S AL R ik )5 77 9 FTIR [
B AT S A SR s E A K S S5 R BT R
Al A AR Ak, HE g 1 28 0 R A i B & 2 B,
HJC-C-nKPHI HIC-C-nP RAVEES, 1, 2 T3 700~
3000 em PR , 55 Ak BT A B A b Ok
FUIK Y A0 45 U2 B AH G .1 739 cm B 3T A4 R Wi s 0

(b)
0.343 nm
HJC-C-1.6P
0.340 nm
J\ HJC-C-1.2P
. 0.340 nm
&
@ HJC-C-0.8P
3 0.337nm
¥//L_, HJC-C-0.4P
0.336 nm
HJC-C
Il Il Il Il Il Il
10 20 30 40 50 60

26(%)

B 4 b B A AL MK (b) 5 =4 XRD K

Fig.4 XRD of oxidized microcrystalline graphite samples (a) and expanded microcrystalline graphite samples (b)
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>
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B 10
Veo-c

Vu;oJrVou
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W HJC-C-0.4P
HIC-C-0.4KP
‘ ‘ . @ ‘ ‘ . (®)
4000 3000 2000 1000 4000 3000 2000 1000
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5 A B RL O FEIK (D) 5 724 FTIR

Fig.5 FTIR of oxidized microcrystalline graphite samples (a) and expanded microcrystalline graphite samples (b)

R2 H@WFIIREETERAXRBRIEY

Table 2 The type of functional group and the wavenumbers in the FTIR

s C—OH C=C c=0 C—0 C—0—C H; OCOH)
B REAI A
v B v v v v v B
W (em™ ') 1048,1090 1384 1578.1462 1739 1270 880,1 120 3434 1631

B TEMAMB A BRZHGREMBIPHC=0
45 3R 3 (Zhang et al.,2016) ;1 631 cm ' BT A 1%
Wl ) J@ T K 22 789 — OH 2 ih #5051 578 cm !
A1 462 cm " B I WS FR AE AR B i - TR LA sp® 4k
SFHEERES I C=C WM 4R PR Zh 51 ;1 384 em ™' fiIE
WA e Ay 48 AL B A SR S5 R ) — OHL 45 il Bk 3l 5|
#2 (Bourlinos et al.,2003) ; T i 2L A4 e il C—
O ffgs ¥R sh 5| #8 (Park et al.,2008);1 270 cm™ ' fft
T WU R R L) C— O M 45 R 351 120 cm ' I
880 cm ' Bt T 1 B 2 WU 43 ) B C— O— C 1 fift 45
PR 3 A2 gl 38 377 4 (Acik er al.,2011).

&l 5a 2 HIC-C-nKP R 5 & AL A 584 5 Y
FTIR . fy B Al 50, B KMnO, & B3I, v o
Bow Al vie . I A1 20 W g g B 8 384 5, ) ERF e o, T v
I G A 1578 em R v FOTR BN
MR M5 R 4 ok 559 2 A . P TR A A BB A SRR 1Y
TR A S BT A L A R S R A Y
SR sp® A A2 AL 4 Bk R F 5 E % e 0
GO BR 55, 2016) , BRI 45 49 th A7 76 /9 C= C 5 32 W7 Il
A TSP BRI R LN IR SR SR O B 7 AU iE
VA B4 41 507 W ST 6 26 3457 8 508 o v T 531 L A 2 7 W A i
BRIk 55 5 DA 2 F IR IR X A 2.

5b i HIC-C-nP Z 51 B B 380 & A1 B8 4R & 11

FTIR A . HE A, £ EIREIKE v on Al ve_ o IR
B Wi WS e WY S 5555 T 2 L 3 D R R I ik s A Tk
i AT 2 45 F8) v ) 43 AR RE T K 3 BUR R T
Al SRR TR L 5T B0 AR AL ok B A BB AR A AR
A, LI R R L (I R R 2%, 5§ XRD
1 SEM 73 Hr 45 R —HL.
24 WBRAERUSERIEREHAREE L
FETWK

&l 6 Rt it A 55 AL AU K IS 7 ) Raman &,
JfiE R Lorentz 0 LA J5 345 T M W 1% 22 S
B, gk 3 iR & 6a 4 HIC-C-nKP £ 5 &AL
A=A ) Raman [B. 45638 3 7l A1, fi%F KMnO,
FH 30, S04k B A AR R Y Do e 0 A
38.01 em ™' K E 130.20 cm ™', G U 1Y 24 04 BE A
22.00 cm KR FE 74.78 em ', H G W B 57 AH XS
HJC-C #£5h (1 581.53 em D) KA T KM%,
Io/T {EM 0.43 B R ZE 1.44, KW B 5 A ALFEE B
B, HIC-C-n KP FRFHE i 19 25 ¥4 BB 5 TC )3 B R
BT .

6b S HIC-C-nP R 5 K G20 & A1 28 FF Y
Raman B. & R 3 WA, &5 WK E. M
HJC-C-nKP Z 5 S8 Ak G i A0 25 FF o 8010 75 2 1Y 38
L HIC-C-nP RAIFE S D P08 58 LG U6 2 1 5
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D
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1,/1=1.44
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G

D
1,/1;=1.40 HJC-C-1.6P

1/1=1.15

HIC-C-1.2P
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Il Il Il L L L
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6 A S Ak () R I (b) J5 7 ) Raman 4]

Fig.6 Raman diagrams of oxidized microcrystalline graphite samples (a) and expanded microcrystalline graphite samples (b)

%3 HIC-C-nKP % 5l #1 HJC-C-nP % % # & AJ Raman
KiESH
Table 3 Raman spectral parameters of HJC-C-nKP and
HJC-C-nP samples

DigE(em™ 1) GlgE(em™ D) g [
Frah m%mm% T m%mn% e ey 1010

HJC-C 1352.21 38.01 1581.53 22.00 229.32 0.43
HJC-C-0.4KP 1 350.05 86.45 1589.12 47.78 239.07 1.07
HJC-C-0.8KP 1 349.50 93.30 1590.34 52.27 240.84 1.14
HJC-C-1.2KP 1351.20 115.96 1 589.39 65.75 238.19 1.29
HJC-C-1.6KP 1354.96 130.20 1587.16 74.78 232.20 1.44
HJC-C-0.4P 1 356.43 70.79 1583.27 30.92 226.84 0.88
HJC-C-0.8P 1 356.61 69.51 1 589.80 54.40 233.19 1.15
HJC-C-1.2P 1 355.10 89.74 1586.34 54,18 231.24 1.15
HJC-C-1.6P 1355.29 123.53 1588.52 67.38 233.23 1.40

K 1o/ 1 BTG F B HIC-C-nP R I FE M 1Y 45
P 5 HIC-C-n KP 2 51 B 5l 1 A0 2 i 52 1E A
XX R ME T HIC-CaKP &3 ¥ 5, HIC-CnP
RYVFESN I/ T ME7E— 2 B LN, R W] 5 iR
b B 7 AR R A sp” IXIBAR B TR E.

(1) 82 Bk At A 2 B8R 252 0% R, 5 R
V BRI RR A 2% B AL R 2 A LR EE TR 2 ~
5 nm. Fifi % FUI0 AR BE 38 0 L 2 K 3 A 28 Y L SR T
FRIZ Vi 18 K.

T A B T8 7 A &5 T Ak,

AT Z B B B KMnO, F & /3%,
TR A 28 7 )2 B AL SR TR RS O A A B )2
[ # H, SO, 3% HSO, ~ & #i3 £ , [7] B 524 i A1 56 25

oy J2 DR SRR T 42 b 8 R | D B 4 45 5 U 1B
VAT 3 T 05 ) B I 5 T R T 4
W) RGBS A7 S L 2 HE B
FUAT Y Sk v 30 IR B 7K R 5 S RE AT BB %
SERBREE 55 0 BEA BTl R sp” IXIRAR AL
By BB S F AR E R & A
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