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A graphite oxide preparation method includes providing a plasma electrolytic apparatus, where an
electrolyte solution is provided and a graphite electrode is configured as a cathode of the plasma electrolytic
apparatus; and providing a cathodic current so as to initiate a plasma electrolytic process at the graphite
electrode to obtain graphite oxide. The graphite oxide can be synthesized through plasma electrolytic
processing at relatively low temperature under atmospheric pressure within a very short period of time,
without the need for concentrated acids or strong oxidizing agents. The present invention may prepare
graphite oxide with plasma electrolytic process directly from graphite, without requiring any prior
purification. This plasma electrolytic process of the present invention is quite promising and provided with

advantages such as low cost, simple setup, high efficiency, and environmental friendliness.
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A graphite oxide preparation method includes providing a plasma electrolytic
apparatus, where an electrolyte solution is provided and a graphite electrode is
configured as a cathode of the plasma electrolytic apparatus; and providing a
cathodic current so as to initiate a plasma electrolytic process at the graphite
electrode to obtain graphite oxide. The graphite oxide can be synthesized
. through plasma electrolytic processing at relatively low temperature under
atmospheric pressure within a very short period of time, without the need for
concentrated acids or strong oxidizing agents. The present invention may
prepare graphite oxide with plasma electrolytic process directly from graphite,

without requiring any prior purification. This plasma electrolytic process of the
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present invention is quite promising and provided with advantages such as low

cost, simple setup, high efficiency, and environmental friendliness.
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[0001] ZASIHARINGRE/LWEE % BIEWNAAERE
BRI BBELRE T

(SRt ]
S [0002] HERMFEEFMFEROTAKIRME BREEFFSERE

P BIARMESCEE - SETBEER - BROLENE - sZEN - B8 K
REERETEE  #WHAREECE  fEIR - (LB SRz 3
RHIZRKFAHEL -

[0003] EHAERBELWEIHERANEELEG  EHILFMEE 2B
H - LaRE(ETLEERRE SR AR NAEEEOSGNREE
NFZE - —HEEEOR e 28 RAESEYIDFEEE T H R EE
EEABS I G 2GEEY > URADAEZEEREBRER sp2 F(bi
R TRV R -

® (0004] 44T AR P I B ALY B FI SR L B S

BEY > MEBEMERER - AT - HtFERRINIL2TENHEE - It
Jh > REFFNBEETRYSEREERRE - HitaE28/NEEITENE
EZER] -

[0005]  Paulmier % A (Thin Solid Films 515(5):pp. 2926-2934){8~x—
Ee BB R ERALUATESORGE & 2 THE - Paulmier BEAABURI IR ARILTE
BERE - EEMEERKAZENGE - Richenderfer & A
(http://www.phys.cwru.edu/undergrad/Senior%20Projects/papers/papers2012/Ri
chenderfer_Gao.pd)RIZR T REELIERCERE » WA HE B A B
REARLE - BEFEERGOZEENGRE, - WHHME SN EEHBLIE
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58 %15 - A6 H Richenderfer A&~ E R AL ME(B & HC) » E{EAHRYZE
—FEE(LE L WILFTFEFRGERHEI T E - B7? Richenderfer By 5744
TEERMAREE - BANEZER -

[0006] &&bifl ¥R —ESRERKBERENAES/LYEET
7% R HAITRESIERE -

[BHRE]
[0007) A& BN —RSBR—ESRERBERENCES
L% - BERERA - S5E  SRERBERES B -
® [0008) fkigA &I — Bl —BARRE/ BET: a8
RU—-EWERLE  HOEREMEERE BN BRI
ZPHENMRIEITZ R - YR B EREEY —REA—G2E
1 RIS —IEBE RN ERES - RS EEETENE
A AN Yot Y (R
[0009] Z&HH B— BB ERGE - KIERSHY 5—0k
il » —EEBREUE S E SRR ENEREE P EHEREE
BA—EEK  DREREMEE Y B GREH ; 2E—REE
TRERER  FORERET-ENERNENGIEREY DR
Hig R BE G BRSNS G2 -

o [0010] DAT#HHERBEMRGIESFTNEGFIRA EES 5K
fRASEEH Y B - HITAE - SRR EFTERZ IR -
[ E=GERHA]
[0011])

| B—rEEERARH BREREE -

fidfF | AAStEA BEEARIZERF 2 IRR -

b 2 B RERITEEE HIBIZ P18 - SIS HE|S PEGO BB -
b4 3 BERASRU AT RS X 54R 175 (X-ray diffraction, XRD)EIf -
B 4a ~ 4b K 4c BUNAZPFRPIZ RN EFEMELE -
B Sa 0 Sb BUREHA SR FHEHIHY BRI R T DEMGRLEE &
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(topography image) TS EIRIEAR ~ EE KigR KT -

b4 Sc BREASZIHE RGN S 5P A E Bk (HRTEM)RYEE
&E T 1THRH(SAED) -

fif 4 6a K 6b R T A HE AR oYL E%EE -

B 7 BE A 3% BR E IR SR B 38R

Q=1 WaE=9

[0012] 3F2HRE | HA—EEETAEREHREFIKE - K
Bz RS RETTE BE TR Rt —EREMRERE o
HopEFEREER A SR 3 ENEREE Bk 1 h—hE£E
3 URIRH—IBERNARERS - Fo2ERETERERRIEMS
o2& -

[0013] {#4pHVEELRERE(LRIESEMGNEIL (Micro-arc
Oxidation 5 MAO) il - X I & Pl K fEJ & (Anodic Spark
Deposition) * iBHEFEFAESS - # - ShkEE L - HROVEFEFESLARLILER
sA - BREGHERLT - BERUEREEMNRESE R —ERLEE
%G - BT EBELEEE %  FREOEULER - SAM LNWERE
B TREMELE - TR LERRSSIIH TR BT - ELMIKE
B FEYRESEEE S EMeBHihEE - Wit > S4EREK
FEERNERE—RE(LENERS -

(0014] AU BAREHREE 5K 2[RRI EIWHERG] ELEE
PHEIENE] - BEHERERFA 88 - 280 © BRI E AR H BRERESR
(b7 A E HHISEKACIER FERE - Rt > E—EHAITAZHZE
WEMEE 5% 2 MR R 18 - SR E B MR -

(0015] HrhA#89 BHREERETR L —MH% 2 ZEBAGAREE 1
ZHR > BEBERANEE 1115 -

[0016] #nfE | Fis > EETEEHECRE(YN > ERERKES —
P 2 (R5E 208 ABRRK 3 - TFeHR | TR R EHEZ —THinRES BRI 3
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ZRE - MBREERIEGRENCREBZREMET - |

[0017)] AZEHZ AREHRI A FBLMAL R AZIHL HEBRR
ZHRBECEESERRNRAAS  BfEG6E A8 baE HEWaE -
Hop [T E S EBGIA A E W E N 2 A EEA -

[0018) ZA#BAZ EARZK 3 2 pH AR 11 2 17 - 8(EE » EER 3
ZPHEFRIRIIZEL4-.

[0019) A& BRI TEESHEBHEMUZETHERRIZES
{E - P E—SEEROIT » AP BFRK 3 cIES8%EET - #DUEH
RHERFERRR 3 7 pH{E - R 88 F R FETTE 4 WM NHs » #5LABB(EL

o REARFER - B FAVRREEEFER R (NH):SO: ~ NHNOs B

NHCl » [EAMRE B SIREEIR R 8RB RRR 3 RIELAES R 4R E AR 3
Z pH{H > W{RELEBHBAIKIE -

' [0020] E—EHHI+  UEREEETERERRIER - o]0z
2% 408 | FroRg BRI 3 gL - HPEERVEEIRIRE R 70°C » {45348
Z RFEREI AR DAL AR -

(00211 E—EiEHIG AR EMmRETEFERRIER » B][ER L
BERESSE SHE 1 FrmtA—BE KRR E a2 S La 8k -
QR Pl B B FES - TTERIERE(LY  WEITR B -
@i RES{ER RN EIESEEOF -
® (0022] £\ EHVEBAFERRIER  TRHARR LGRS
FRIef a2 S LT BTREREEUS G S - HbE—FRbIF > &
EELYBHESACEGELY  WEEETERREUSIIaERE -4
BEEMZHEEH EE S ERRNEEREE - HEETE2EEHEE -
HoyRa[ iR AER AT S TREHEE - LEIIaEGEEMaER - B
AL A B AR PRI N- B A0 FE(N-Methyl-2-pyrrolidone » NMP) ~ B EEE—
EF B5(dimethy] fumarate * DMF) ~ — FF 5o (Dimethyl sulfoxide » DMSO) - FE=
[0023] HAEBEECVETERREUGSE GEGENEFRT X 8
SERRP B A REF (hydrazine vapor)2s:im 2 7 /% (thermal annealing)
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[0024] DIT@EBEERERILSHEFINSRSA  TESHE
BAZENEN  KMTAE - FERATERII - R LE R
ERGELULIRE A ZBHRIREEE -

BIfEWIRTSEA(LY (plasma-expanded graphite oxide, PEGO) 34

(0025] HEESEEE | HEREREREFFATEHAE R - A%

B> Bk 3 EIEEEA#(10% » 180mL)FIRRES#2(5% » 20mL) » E pH &Y
B 14 G EERTERTI R EVEREE 70°C iR A2 R (Graphite electrode, o
GE#:#E s —(EER ML E T UM | - [2fF | WERMREDS A
6 1 20mm ° AT AE F B RZARTEF (plasma expansion process, PEP)ZE
{EE LRSI 2 - ek DIRBENERRE 0.5-5mm LA L - FERFERT 2
FREAFSRIL EIE SN BAER T - (& | (IRAEREEE/ RIS 2 REEME -

. 5 W 1B BB AT T, FE 4 LR BB B (TES-6220) » E eV KE E EEE A 60 R
% MR AERBRER 3A » TEASENERRIOIERES S - #
FA7E PEP F%AH%F - ¥ GE THIRHLE R RR IR FFE EERE - 7REN 0.5 mm
o] 4B R e E A AiE (Vapor plasma envelope, VPE)E&i%k - PEP 272
TEE 40K 1 R - E e 2 MRS (quenching arca) » ATEREHTR
VPE &1, - EBHIEFIEERLY 1.75A (B ERES » priliiERE g e
495 mm - (5 FHEHTKSEREEHIIE BIR B R P S B B R (R AHE
4970-80C - BT IREHBIERNRES TN - BEH EERIVERERT
DURTERIFAE 150W THE% ~ 20 kHz FUB E et - o [E]FF R BRI auirfE]
EER 10 778 -

A [0026] DL PEP f2FFRR % - REAMIAB 7L I A EHY
PVDF BECFIIFLR : 0.2 m) B2 IS EE & - TSRV E S IRKA &K
196 HCl Hyz&88K ~ DARGREIK B % » EFI pH HEK 8 - EEREZE
TRz 24 /NEE 1R - 15 2 BRI IR G = S LY (plasma-expanded graphite oxide,
PEGO) - B4fFHVIE SEEFAE SOCRIER T » FFEH -
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#|3% 7Y PEGO(exfoliated PEGO, EPEGO) > &4

[0027] #5ZItY PEGO(10mg) T AMA N- B EE-2- 0t 0% {52
(N-methyl-2-pyrrolidone, NMP » 100mL) > BA3E3T PEGO 43#0#%(0.1mg/mL) » ##
Z DARTIR#B 5 7 S5 B (SONICS, 700W, 75%55 )T 30 258 HI8k - BSR4
BEIEAE P E £ MR RE G 28N BETRIESYILL 4000 mm Bl S 5788
Z31& LA 1500rpm BECr 25 7382 - B (MR - AR EERE S HUR IRy 10mL > H
LR an i By CGOD - EAth AT s R & YiB B I5 RS EEERE (Anodisc» Ef
47mm > FEFEFLE © 0.02 um)iBIE - AMEAFEIRRIRHY EIOH F » DIBRER R
NMP - 5/ F7E EtOH REHVER WENWEM k- 8K 50 EEZETE
@ 2 24/NE > WEMERE LYEBERRIREY - B H&E 5 EPEGO -

PEGO K [ o B EL 82 (Methylene Blue, MB)HIFEH

[0028] #4452I8Y PEGO #37K (20 Z ) I0AZEEZ/K(AmL)F » LIS E
PEGO Z380& (S Z%/mL) » #FIIAZEI MB /A& (10 Z58/7F > 10mL) » EHEF
ERECIERE 2 08 0 INMERF BRSO 3 /N - T EEMYEE AT pH 495
7 BRI AT © 3 /NIFHE i OB S QmL) AR 2 E SR L GHEEFEA
AP MBIRE - 358 UV-Vis 5 AERIE | BRI G PERE
@ c65nm HYRUKEE - (5 FIELEE B (Beer's law)ETEE MB IR & -

TEME

[0029] GE-PEGO - EPEGO ¥yK4EERFEHAER Cu-K B Ni B
25(=0.1542 nm)#Y D2 X-SF R CTHERETTRON - (F RS0 PR E i S 8Bl
#%(HOROBA, Lab RAM HR)EA K 632.8.5-nm He-Ne BT YEIREC iR 15 Eois LAk
AIE 5 © (ER HIL U-4100 RIS EEEETE0et b - oI RIRIKOLE - (5
JEOL 2100 ZEER? 200 T{RIZME - LASCERZEIEE T 1757 (Selected-area electron
diffraction, SAEDEF, REITE I WRESN EFEIMEEHRTEM)AIR - #4%



1488804

% EPEGO ARHEN 2IREES T CHENFEYE L. (£ JEOL ISM-6700F
RImEE T EREE - 1E 15KV TR EFEMERCEM)fRES - 72 SEM
JEZ A » PEGO #su LU #fB(4Y 3nm)2R 7 - 5/ 2 A NANOSENSORS B4k
Iw@#Y Digital Instruments Nanoscope III PAREHRIEZR B 130 THHaVEEHE =
(tapping mode)¥E(E LATS EI R F I 8HER El{% (Atomic Force Microscopy °
AFM) ° [R7JIEEMER B BRI SnBdtE =B e CGOD A SYSiO2 Eff
RHE - ABEERPENE -

[0030]  FifF 2 B RERITELEHIBAZF1% - TS EI PEGO Bt
1B o E o 2a BE/REd PEP 12 7 SRR OB SIE/ NIRFTS 2RV SR 2
PEGO: 2b BREBIBmEMREE T HEE » EFE NMP #9 PEGO; 2c

® BREBE NS PEGO 43807 NMP ;LUK 2d B8k (MEHTE B
PEGO/NMP /&7 - 2c F1 2d 87~ > PEGO SBFRAVIGERE T » HURFE
BFEIRVIRE (12 38) - M EB Y -

(00311  Bf4 3 BE R GE ~ PEGO Kz EPEGO 7 X 54437759 (X-ray
diffraction, XRD)[E - GE BI75F# 43 BER7E 26.6'HY 2 0 {EMT FTHTEMW - =
SEEIR(E - PR ESS T A G20 EIEW00))  IERFREE deE(A
% P EIWIEAE AR R P E 2 FRVEERE) & 0.334nm KIS B R Ea 4 - It
Fh o SIEHIRIE 20 B R 21,570 23.5° HJAERHRA GE B BA SR ARI0EIEL,
FEE o 2/ PEGO » 1£ GE #17 PEPR2F 2 1% » 26.6/ 004 H{E & F 5224

@ . i aE 20 @R 98« BIE GO BAI00)E dn 5 0.896nm -
RUBEZE PEGO EZ3E0 - ttoh - PEGO AY(001)ZR AT 5 & (full-width-at-half
maximum > FWHM) & 1.52 Z22K » 832 K7 GE(0.59 nm) - PEGO RF{#(002)i
L ERIBHT GEQ2 6 =26.6" ; dw=0.334 nm){I £ EB{EAE 2 0 =9.8";dm [B=
0.896nm) > FIHER AT EBREINIA T /K5 F » PEGO 1E 2 6 {H=9.8 HyL 14 M
4R T I KR AT 2435 1 28 E (intercalated) A B 2B EEY - £ EPEGO » 2
0 {E 5 9.8 (dw=0.896 nm)FF &£ 00 FISREERZE R » T 20 B AL 26
(do=0.341 nm)HIAZIUE(E L3R - EPEGO HY do: T EE B GE(0.334 nm)&J4%5121(002)
EEYFEIRERET - R EPEGO & BB G 2R SRR KN - 28
EPOGE 7% 2 6 {H=9.8’ FySRIEFE A RFFZ PEGO Wik #8k -
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[0032) 4 4 % GE ~ PEGO - EPEGO # 58 SEM &4% » HEER
IR SV - K 4o BT GE RIS BTG BEET AR -
44 4b ZE-REH GE #:17 PEP T2/F1418 56 PEGO » E45M BSHERHAIR
¥9/5) % E;PECO KIS SRR (T 4b 7 5 E)EET PEGO BAA/NS 13 1m
HIBR RIS D - BHIERY PEGO REIHF S Ul NNE(L TR PR SEes
JBEY PEGO Z M E M F IR S5 - BRI T AR AR Wi — 4 SRR T
BEHEEOGREE(IE M - K i BREEITRS MR FEINE
BEE(LME M EEEEEOREEEKE 3 m - BT
F A B HIE (Y 10-50 Z55K)BRESK EARHTA/NEER - #R4E 20-50 K &l
BRSO R MBSO EERER TR MRS 1.5

@ s 1050 25 - RIS R CIEAE 0 R BB
WIZSK E M B BB GBS - (B ENIE » #1551 EPEGO A1)
BAE SEM B4R - sk 884 2810 PEGO BV B 350FE charging effect) « Mt
S5a F1 5b #87~EH EPEGO HYHEFIRY AFM $REEES 1% (topography image)ET S E&Y
Fok - RS R fEia R~ EPEGO B SHIRET R~ 250nm » EAYEREY
dnm - FESITERY 3 BLRG © IRIER | ZoKNBRIEIE - 11 - #15H
EPEGO T4 HRTEM [Blf& B33 - SAED Mgt 2B 156 - fisni
BN TR S GRS 2 M So) - BN EVEERHES - EsE
7~ EPEGO A BIEL B G RIER > LB 4c FHFF -

® [0033)  EOFifS#9 XRD - SEM - ARM & TEM BSEE:R PEGO TI{ES
B LK AR B 47 AISEY) - (I EE0E » (B VPE R TTME L
G2 TFARIMNETA LS BLBRE RIS S - MEL 105
SBPEE] GO » LU ELH FE BB IS S LB IR AL 100 /NSHTTE
B2 - BRI AL RITRTIEIESES  VPE BRVERFERE SR GO
IR -

[0034) i 6 B~ T GE - PEGO - EPEGO SIS ¢as - 2R
71~ D(defect) ~ G(graphite) & 2D(E8 & G(doubly generated G))3E75 43 BIRY 1325
1570 ~ 2658cm” » o GE 49 D $B#s 030 ARS8 - 5% T GE A5 —
EERAGEHS - BT TGS RE - B9 X HENTHEES
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FHfF&HY - EPEGO #8% D 1 G SATEHIRVIE{E A1 B2 GE 1 PEGO #du2 M
{LA#Y » {E5 EPEGO #Y In/1o(0.53)5& & tb#Z & GE %1 PEGO(0.97) - t4h
EPEGO #Y G #5HY58EFAM & BA#88% GE 1 PEGO #&uisfn - ERAFEE
BERZRFER T RN EE TR AR AERE - (540 sp3 JREERY C [RF » %18 EPEGO
B mfIey A B8 o K4 6b 857~ - EPEGO #Y 2D $EH th— (BB —AIZE (2
(Lorentzian)2D RUEFRAARY » HEFEEL S 70cm’ > {HEHFHABEH
2D Rl (%] 35cm” BR)HIRIFS - B BIRT & BLRB (turbo-stratic) G B S A B EAT S
BFEARN S - B4R ERTHLAY SEM 1 HRTEM MBS R EER/FS -

(0035] T s&BRELrREIFERA M FFIFIA PEGO MABRZE/KBHR
HY MB - B PEGO ERKE4E 1#E - Rl EBEAREEN =4
Bt Z4) - ERIEL AT AR B B EFIRMTE] - MB A& (10mL)E DA PEGO BK(S
/mL » 4mL)3 /NIH % E S BVEE B BEROR BE B AR CGRIEISR) » 38 183K PEGO 1]
DIBRASER MB » A SR MB #9 PEGO JifE EI IS SZHEES - 15
FERREEEN DERE  WESSBINEE TR 24 /g - HEEE
HIZ  PEGO B AR A0 TEER EE 45 Biif vI SLBIfsE A » {4 7 BE7R MB B
o PEGO fFEEAEHY UV-Vis HaL - I PIE ARG ERETEEERE T T PEGO
R Fff MB B 43tk -

IR == [(A4 - A)/A] x 100 [%] (1)

® Hop o AR Ao R B AI4a FI S 45 IR UE -

[0036] MB ZKAVEHIEZTE 665nm BE » {E485H PEGO BREEH
SREEEIN R MB BREERK - ERKESKRF MBREBZE TR -
FERAHDEE EBRBER 97% - HiL - A58 PEGO t1RL 2R B RN
B > B LAE/KA IR P ER = Zut BBER) » Bi%0 MB -

[0037) && bt AEERFEMEHNERIZF MBS HIRE » £
R - —ARBEIKIEE EHEEREIN - BEARRMRRR KIAE/LE > BI0JE
HAEE(EY - R TIH FH RAEEEEEE(Vapor plasma envelope) 2 2434
& ALEREFEFELEELSSIYNBR L - XEPZOEEM
A RBECIELRA LRI {ER - RO {E AL EER R B E YA =
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TR > REEARKE - B8E  SRERBEREFES -

[0038])  DA_EFrit > B HeBIE (5 R B A 3380 2 Beify B AR R A58
HEVEEAE IR EZ AT EMREARIPE AT BUER - EF
PAZ PRIEASZHZ BFEEE - BVANRAS TSR Z B HAEZI9%
{EEdEeh @ IEREEAERZBEFNEEA -

\

~

[FF5%aREE]
1 (=3
2 PEiE
o 3 B
4 JIIE S
5 BEEIRESS
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EINEEE (RS 8  SEIErEL]
v

BN L (B RSEEE - 1% - B8 - BEEFEER)
4

VAN
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1034 118 208 BIEEEHBHE

EEEIE—J‘*U E

. — LRSI EETTE B2 TYIDER
RE—EREREE HIZEREREERT —BRR  SERRZ
pHAMIIEIZRE » KGR EBREREEZ —RBEBA— A28 MH Kk
R IBEMNZOREMm (E2aE2BEET - ERBHENELS
HEEEY -
2. MEFEKEI 2 A BRI RETTE  EPZaE2BEBEaRAa
= - BEaE - siosfbas - sElasE -
3. MFE KRl ARV Z BFE T EH P2 a2 B8R —TBnikE
N B R -
4. AMFERBIFILZ A RS2 BEITE & qﬂﬁiﬁﬁfﬁ%}iﬁg{%’éiﬁ"
5% 40 28 Bl AR TE BT 2T
5. AEEKIAIFTIL Z A RE LM HETT A
ZHRBARNZIE B Z R -
6. MEE KRBT A RS2 BMETTE > EPrBRERKEZ
W2 HAE R AR %2 RR116E -
1. MEFERIRIFTAZ AR RETT A HPZBREEXE L — 5k
MR &ta - SFEERRVEEM Y -
8. M RIHIFF G RE(L T B TE EhRENEREE s —I5E
HREEIRNLEER -
9. MEFKIRIFTMZ A REAZHETT A - HPZEERZpHE TR
EA1477 ] o

+
&
i
h
&4
B
O
i
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1035 118 208 E.LEEGBE

10. MEEKEIFZ A REYZEETTE > HP&E
1. MEERIEIFT AR e BETTE  EPZEERE SRR

—

i

12, 4EERIE PRl B RS BE % - P U EREEETEE
SR BN - [EIIGHE L — B -
13. —EEEGUE AL a8

WFRIEI R 122 F—Fiily GRS WETE | DR

HgE B LR RIS GRS - ®
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