W

&
o
)

4
py
il

F89uFBaTUENY T

1A59n15 N1SNANYI95ITUTIRU IWNIRINRILNT LG
MuaaaINgnaIunIIuviaaulansanuUslagdsniauall

lng 599A1EM313158 A5, A3AnEal WUUITZAU wazAe

d411AU 2557



Soyauiavdl RDG5650080

(519) 51891u3gatUaNY TRl

1As9n15 N1spARg19sIsuTIRUN NNl
MuasangaamnssunaaulansanuUslagIsniauad

ABIZEITY dann
1. 599AEN312138 A3, Asanwal wuUssau PIRNTAUNMIMYEY
2. UNNENFNINT INwATH PRI INY Y

YALATINITINYVUIALANTOIIINIT

Aluayulagd1UnIUAMENTTUNITAVULIVIA (2%.)
wazdinuNWUETUEYUN1TIU (n7.)

(Auiulusenuiliuveide w.-anlddndudewiuieausly)



unagugensnudmiuguinsg

(Executive Summary)

Yalasanis (nw1lne) n1sudng19sssuYIAl liinnneunsidiivdsaingnaivnssuvaey
langdnuUslngonnaad
(Mwdenge)  Production of conducting natural rubber composite by graphite waste

from metals smelting industry modified by chemical process

Yovimtilasanis nieaudein uaziiay

Yo-aina 589MMEANT158 A5, Asanwal Walsedu
NUBIY madvnadmealin AnINeIAEns PanIaluIne 1Ay
flog auungy Iy wuaedslual lwaunuiu ngamw 9 10330
Inséni 02-218-7518, 086-090-2074 Insans  02-255-5831
Email address sirilux.p@chula.ac.th, spoompradub@yahoo.com
Unfnw/gsuide WREANIMINg Iaiagn
suUssanmitalasens 350,000 UM
FTYLIAINNTUY 12 Wou  sowddudl 1 fusiou 2556 Befudl 31 Awnaw 2557

TaymivinAdeuazanudidey

19555 ATlaniRanuduauiuliihgudelidnsilwifiniunn et lunanndndusisrsuns
Ussamzdailgmludesnsazanvesuseglifiviensifaluihadadluvas msldonu fafunissdandn it
MngusssimAfiannsadlwildFadusnmadennddumauttym Tumadediaiunslinmnslndinge
Nngramnssuvasslanzidumsiuiuileiuamsiilnihuesenssssumni uiidesanlassadunsindifnan
N3touiuAuTawNukNIUIIWININ dwawnsiidliayninsuaivg fufifndunzen weedlauifionuduiou
Telamsaln (anisotropic) fausssndugessnuusunsinddenssuaunmsmand iWeiuiuiiiivomwnsindden
nlUldanu

WUILENA

wisusunsHunnaaunsivldfivdeangramnssumasulanglagiBmaniily
AnwUnansnsiufinielddeauinsilnih audfdng uasduguing1veserssssumdfii
nszuIunsiaatudu

I

Nan1sALuIY

ATl nwmMeTeumunsiiuanuunsisiindonngramnssuvaeulave lneiamaaiiuasAnuea
yaeUTunansunsiuinIoulddeauds@nininlain audidana wardusiuine19e981955T0B1 AU
nszvIumsiamluedu lnawSeuieuiuasueuwuingn 2 vila Aeasueunudninsniilui (PRINTEX® XE 2B)
uazASUBLLUANINTA N339 annsnaguldall

nsanwUsunstndaiedsniall Tner1uUuizereandinduses Hummers wazUfAsen3andu vodans
Fndisnaiu 2 vl loun ldoululslelasduaznsauea-ueanesdn (Foimiud) nuimaunsiuildainnisly
nsauea-ueanasin (0.05 M) iuansidliusinmueendiauiivdsstuussuiuasusutiesiian wagliainisi
lhgean (91.11 S/cm) Wowsuifisufuansiidusindu 1wy asusuuudninsatilidi (86.28 S/cm) uag



ASUDULUANINTA N339 (32.13 S/cm) maunsiuiildisinariueunagoontiauiiussdussnoundnil 81% waz
19% magefy Sidnuasdunsi (flake) ftuiiias iz BET 1 (45.89 m’/g)
AouneAnEETIATRALR LN sHUTF I nmsFauUsTaeS s dann ol ldludadiuing 5 phr
wagliAninilwiiiifu 9.06x10° S/cm ndiAssfunsunednsssssuaifinaunifuounudninsntlndi
(8.15x10°® S/cm 7 5 phr) luvaugireunednyesssumdinaunifuounudningm N339 Tdndningail 25 phr
(2.37x107 S/cm) WefinnsanautfiBena 1wy uegdaiiszozdn 300% AnaFiunuLsFsgean sazda o gaun
warANULTs vosnouNeAne s TTNTATINAL AN SN RNA YAt NuTRRLNeARENISTTIY A TINANKIUN THLS
autRdenalndiisiuneamednenssssurifinaunsuouLuEninsanseTaesin

A3Unan133de
Tunuddeiinawnsiuannsamseulaainnisaaudsunsidiuufisesondinduves Hummers wag
Uffsesandulaeldnsauea-uearesdnduassmdddinmudulinsreduindon nunsilufiladisnvaueBuuiv

¥ '
S A

Nudd g Anstlniigs e luifuansdudsluen s ssuniifondnneunedneissssuvmluih
WuUSinaEsifs 5 phr uansddndingaiiusiuensnennodnansnsatiluiinle (9.06x10° S/cm) nwae
Fugninendusuldiheymeavesasiuduanninifalasmisvesnisdenlss dwalididnasousuniniadeudld
uenaniautRidnavesreymednnssssumanliunsiuduasiauduiialndifesunounednenssssumivinay
ASUBLKUANNIANSA (AFuaukuAnnImlihuarAsueuLUANINGA N339) 91ndoyadnadiunaninrun sl
Aldunanmsiauusiagismanilumidfeiannsadunnawnunisldafvounuinnsanisiils dwadenisan
nsldnandnsianiansndlasiden (petroleum based material) anUSinaueadefivdeaingnainnssumany

lave uagiiiugaalviiundnsdueienssssuwaled

dalsuaunus
1. wansuildnnnszuiudauusineitmaad Sinadiviinavemyilsiduiifioendiawduesdvszneu

sl

WiioaguuszUATUBUTIANTnanUTIIMeRaNTBaualALaeNTSTRg g g

o

2. NakNSAUEIAIl NS TaUTTUAUVDITEUIUANSUBNUNIAIU AaNa LN UNRIT LN AL LS sufisuiuan
1) I3

WUVRITLIE AUV u] AsunsiiunszuInn ks aganalaenisletiedu Wununimisiannse
annsfeuriuiuvessvutuasusuld

HAIUINEITINSTIAATRzRatY
1. MIUsEEudnnNIssEaunAvsouwwid diaueranuluaulseyu: The 6" Research Symposium on
Petrochemical and Materials Technology and The 21* PPC Symposium on Petroleum, Petrochemicals
and Polymers Sussansfi 21 wwiey 2558 o PIANTRANTIVNUT 60 NITH JHIANTUMTING IR
2. ARUNIUMTAITIZAUUIUTR



UNANED

miAfedfnwnmafaulsnanslidivdonngramnssumaslany eldiluasdufaly AOUND
An871959509R HuUfAeeendindu (33113 Hummen) uagidnduveinsauea-usanestn wunsiluitlign
AnszilasmatanslaTesinen CHN Madsuuussdiend Wiesmeuaosy Sunsusaaealasliniined
awelnsalelvetounmadidnaseufignuanydesdessdiond Mufiiadnimeues BET ndenanssmibidnaseuwuy
dori1u way four-point probe WuHINsTLALATIUSINMeenTauanas wiuwnsHufiandu single layer sheet
wntu daaliinsihliiistuszana 1.96 whidlewssuisuunsnsinddeunsinuds audinisili
YBIABUNDANYTITHIANUTIAONNO AN TTITANANAUNILNSIALansdadLAngadl 5 phr IiAnsidluih
Wity 9.06x10° S/cm BlndiAsstunisTéasuaunudninsaiilvinduansiadia (5 phr, 8.15x10° S/cm) wag
anansashlaihldfdniinisldmsueunuininga N339 (25 phr, 2.35x107 S/cm) yonntauRienaveneume
AnenssssuriinausiunansiludianlnaifesiunisldaisveunuaninsaiiliiuazArsusunudninga N339
uansdudiy

AEALY: 8 19535YI8, Wodasi i, unslwe, unsity



ABSTRACT

In this study, the modified graphite waste from metals smelting industry was studied in order to
use as an additive in natural rubber (NR) composite via oxidation (Hummers method) and reduction of L-
ascorbic acid. The obtained graphene was then characterized by CHN analysis, x-ray diffractrometer, fourier
transform infrared spectrophotometer, x-ray photoelectron spectroscopy, BET surface area, transmission
electron microscopy and four-point probe. The amount of oxygen on the graphene surface was decreased
and the graphene sheets became more single layer sheets, resulting in the increase of conductivity (~1.96-
fold) compared to graphite (before modification). The electrical conductivity of NR composites with
graphene showed the critical concentration at 5 phr (9.06x10° S/cm) which was comparable with that of
NR composite with carbon black Printex XE 2B (5phr, 8.15x10° S/cm) and was higher than that of NR
composite with carbon black N339 (25 phr, 2.35x10” S/cm). In addition, the mechanical properties of NR
composites with graphene were similar to those of NR composite with carbon black Printex XE 2B and
carbon black N339.

Keyword: natural rubber, conducting polymer, graphite, graphene
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WMuzauAUnTEUIUNITHARIUIATYY @1u15avle 3735 leuA Direct sonicate, Electrochemical

functionalization of graphite assisted with ionic liquids &g Dissolution in superacids saseluil

1.1 33 direct sonication: ¥lsiuresunsiiudoungroenanlassadsesunsindlngluswiudodlisoen
Fladvidoansiang wimadanslefieniasiuegfurinvesmsazarevidogaifionvasiaraty d1i
avarefifigaifengeazaiuisatiaununnsiiulduinnda Frazareiileuldlumainide
dimethylformamide (DMF) %38 n-methylpyrrolidone (NMP) [9]

1.2 75 electrochemical functionalization of graphite assisted with ionic liquids: 1 Junsldgaalniail
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Sunmesedunndenuaziderindngadnde [11]

Graphite rod anode

()
A
[\
Water
lonic
Graphite rods liquid
lonic liquid and water ‘ '

gﬂﬁ 2.4 735 electrochemical functionalization of graphite assisted with ionic liquids [10]

msaaudsunsindluunsivdesnlad (graphite oxide: GO)

wnsldeanlen ddnwuslassadisndounsing uiszuivvesnfueudIsUsenaumenyileiduvas
sondlauanujizeneendintu dwaliAanisvenedvesssuiuamiueuvidousiuunsiufieglndiu wmsziia
nswlasuvaamawenlsduarlensentedadunsdsunUasiufiomand dwmalvunslndesnledaunse
nsznefldfluihusrarsasansiifida udunslidoonleddsnsiitosfaludosdidarudunumalniings
wazlsifiadiosniwmeanuieu iesnmswesusveamyilsiduveseendiau vililaseevesnstilih
vosunshidiAnteunnsas dmil wazvineenainiu 1Miauddidnaseulsiaunsandoudls uiindnwus
Tassaaveaunslnideanlueddalianusaszyliuidn wiwvudraesildiunuideniunesuisunigade
wuuaesas Lerf-Klinowski (1998) (wanslugud 2.5) lngszunumsusuvieuruunsiluazusenausomy)
fladduiiioondiaudussdusznou TutagduiSmswSenunsindesnludiunsnaneslogieodu 3 35 Ae 35
Hummers [12], Brodie [13] ttag Staudenmaier [14]



g‘dﬁ 2.5 dnuwaelassasiaveawnsiideanles [15,16]

n153anduunsivdaanlas (chemical reduction of GO)

desmnunslideenledausounninarngaasnoonundusiuldlumsazaefiitainiu saufannsd
adumumsiilnihgauarlifiadesnmmnannadouaniinanluthesiu Sedinmshunslnidesnladingn
waifielannsnazaisuagnszaredluiharaeviaduliinny swdsanansod lwilliaty Tneyiun
WuUfAzeddndu iloanusinumyilsidureseondiauatagililassairsvesunsindesnladiidnuas
AdnsunsTiuLazannsainneugnmasessivialn (L conjugation) wililassasisthlviléf UiAzen
Induialdlagldasiniiuararnsnidatuldinuioussfuuunasviefigumniives laisusosld
gUnsollamizuargunigunionisisnduunsindesnledfennuiou UfiSetausaiatuldieuass
sengn FsaunsondnldluuTinasnnniudedisuiumedadu [16]

mMafnUfAzeifnduveunsinidesnledfelensndu wansiaguil 2.6 Inglensduazidivhuiizenda
29BnenT wazesudaiu aminoaziridine snilsiarudeudionda dimide iAnduritusse vivlfunsiiud
anuiumuliiianas Yagtunsldlenmduliiluiiioudesnnifuasiossifaiuiudunsese
dannden wargninaldluuisseima Sedinsfnwansiadivindug wu Tndeululslelasd (NaBH) nsnuea-
waamasdn (AmAud) wise Hydroiodic acid (HI) 1Jusiu

o HO
_?QQK+H2N—NH2—- SR — "'\5\7!‘::' —_— =
-H,0 -NzH;
NH 2 N-NH,
H,N

JUN 2.6 UfAsesIandunydnendielansidu [17]
3.1 ledeululslalased (NaBHa) Wuanssmdfisunss uninujisenlulldlis Sadudedeafio3auiieu
fuansidu ludeululslelasdanunsaiddnmiveia (C=0) lad wishduydnenduaninasuend

U

3

°

anlétios Fefimsuiuusensruaunmsidndulasnaifiuuiidoinisuda (dehydration) Bsldnsaiidl
Anadiudiugs 1wy nsndadindn (sulfuric acid: H,S0) Hielmyilsiduiifioandiauiussdusznovanas
[18]

3.2 ninuea-weareidnvioimiud JumsIadeialnl famisafaufiseridndutuunslndesnladls
uaznsnlea-ueanesdndaliteldiuisunitansimdviindu Aedumsiliduiivuazbidusunnede
deuiulessdusariiauatsslunsdaufisenedifuiannndlndediulslelase (19]

3.3 Hydroiodic acid (HI) {uas3mdfinsnsianis AnUfAzenlaenisunuiioondiaufesineilaiau
esaneznenvessgelaaudainefuszuiuanivousi eussiliufausadeIeuiisuiuozaon
Y9408nTau ridneanliiandi [20]


https://www.google.co.th/url?sa=t&rct=j&q=&esrc=s&source=web&cd=1&cad=rja&sqi=2&ved=0CC8QFjAA&url=http%3A%2F%2Fen.wikipedia.org%2Fwiki%2FSulfuric_acid&ei=36hPUeTDAceLrQfDpIGwBA&usg=AFQjCNHYey34H28RdGSacxSzIJ4rgvl-0A&sig2=tBsaAbONVTjVnKQJR9NyIQ&bvm=bv.44158598,d.bmk

2.2

ns3anduunsinieanlundieainudou (thermal exfoliation and reduction)
nalnnsuanfuagugaasnvosunsindeanladainnisiinnuioussnaiinelifndesuas
gaunnigs inliiAan1saanediveanydnenduazlansondaiieguuszuruarfveutinifuuia
asualaeenlaraslutesinesewinasunnsity mslianuteustssingailiinausutuaglusyuu
dlennusuiidunnnitusaunednadnsamiorssninaununnsiiu asiliiAnnisunnesnvesiussuas
nsvgaRpnasLAiuLITiL uennmslieudoustanniiuazgangiasisnelmannisaaefuemy)
Handuveseandiaunie wansiiauiaaisveulneenleneraviliiadinduuwdulnsilu vinlruduwnsiul
umdnasuasiignuarssundader Wiesesdu Fumiiintuiorsildnsilnfiwessuunsiluanas
dosndumadelaswenisedeuiivesnssudliihanas defvesnsliisssndunnsindesnlenseay
SouRoanunsnynsuulssiuifnlflnglusududedldsihazans [21,22]

desnwaunsliddldnanannssunasulangildlunidfelanuitssimned detluduadlueng
sssumAaiAanmsnudtudunguiounnelng Sududeddlusimasniielifnlaseionnilifiives
ansiaudnluens fedulunuiteidfunfefivsusulgueesiuiissimesvomaunsing Tnomshunslug
iunszuunseendndu lneldludenlumsm nsadaysn uazlnunadeu-esuusniunduaseondlad
MUNTEUIUNITVBS Hummers azldunslideenled winnslndesnladitlddsnsdivyilaiduvesoondiomdy
psAUsznoudwIuIn Feilanusunliings dududesihunsiidesnladunriuns suaunsdnduile
frdnmyileitureseandiau Inglunuddedldldanssieg 2 Ussan Ao a1sindniduasetunidvia
Tndeilulslelasd wagans3mdniduasduvidduin nsauea-woanestn eSoufsuyszansnmnis
Iwihvesunsitudls Taegiduaanieinisdenldansimdvinasdunidteiinnuinsfivdaindey uay
anunsondnesssaumnmhlifhidulinsdedaunadeslddnrumailsig

nuAseiiAgades

Park Lazamy [23] Anwraud@nisiilnfinvesfagaouwedn 93 Polybenzimidazobenzo
phenanthroline 1unediwesiuvinduazunsivdeonlesiiunisdaudsmaaiifuaisdniu wnslg
oonladgninuysieitnsidndu Ingldassadiunnsisiu fe lamsanesunilud leasidu Tadealy
5lolase 3aiud wariinsenudou Wethndndaeifildunliesieidie Raman spectroscopy uag X-ray
photoelectron spectroscopy nuitunsluldfiinujasenidndulneldlansndunaziznieniiuiou
AU fAsenisnduldunigelasfinnsanaindandiuvesesndiausionsusuiiana snndign Arnisunlaiin
vomedueineunednimgeigaileliunsiudoonludiiunszuiunsidnduseismemnufeulsiamsii
Inifveanedwesgen sewmunde laandu lafeululslalasd Infiug lawnsanesunslud uasunslng
sonleamuanululsinanmsifiuunsindoanled 10%

Das uazAmy [24] AnwautRidanauay msthlnivesensalsiudmledu (SBR) anmsldansiauiud
LLmﬂmﬂﬂumﬁﬁummmimLG\JJLLa sUSuauiild Tdun graphene nanoplatelets (GnPs), expanded graphlte
(EG) war multiwalled carbon nanotubes (MWCNTS) #u31814 SBR 9% ummiuﬂw%mmuamamn )
#u EG 20 phr, GnP 15 phr uaz MWCNT 5 phr #ud1 MWCNT mammmﬂqmuaawam (o991 MWCNT #in
danduanuendeiduiiuaudnansiiginitansdauinviadu uenainiens SBR fnasu MWCNT Wuansi
FuuansauTRBnaumoniims G Las EG

Hernandez wavmuy [25] Anwiandidanawazainisiilniienssssue@laeld functionalized
graphene sheets (FGS) Wuansiudiu §a FGS TdannnsdauusunsinidoanleddeiBmeaudeu wieliiin
nsvgaaenvesiruunsity e luidnlussssunAluuunaiiunneisiu (0.1, 0.5 wag 1 phr) wuindle
USina FGS tutusnisihlvifihvesenssssumfasiiiuiu wazlidngegaiileld FGS 1 phr uenanil FGS &3
anunsaUulgsandRidanavesssssuliatude



Shin uagae [26] AnwnautAnisilifihwesunsindoenledfitnunshuiiseridndulagld ledeul
1slelasaduanssmd weldusunalnneululslolassiunnsnetuil 15, 50 waz 150 fadlua wuirAinisi
Iwihgeaniilelivinaludesiulslelase 150 fadlua esandandiusevinemiveusiesendiauiiaimin
fian uazilowFeufisuiunslilanmduduasiing wuiunslidesnlediizadmelafoululslelasdiien
nslifihgsninlensdu desanlansduiliAansazauvesermenlulnsauuuunsivideanlus vinlid
araununsthliiiumniy

Fernandez-Merino wazaai [19] Anwuszansnmnsisnduunsitusenludifierdnnyeendiausae
ans3mduiindu liun lodedlulslelasd pyrogallol wagdmind WiewSeuiisurumsisndulagldlensdu
wuitdmiudivsgansnmmsidndulndidssiulansdu iWleshluiadnsiluiawudy wnsiueenledi
Fdsegimiudiamsilwidesnitlensdudnios uifdanisilniiganinnsldansimdeiadu
uanNENIAEReinRudsiannsneisuruiivinazarsriadunonniionntnduld wu lawmsa
Wesunsluduaz n-methylpyrrolidone wavlididufivsodandouiiofieuiulonsdu



uni 3
A15ALEUUIRY

3.1 asweiinldlun1smaaas

311 nsadansn 98% nINIATIEN
3.1.2  ladenluwsm insainsiei
3.1.3  Tnuna@enilasuieniium InsaiAsIei
3.1.4  nialelasAaein 37% NIAATIEH
315  lalasiaulesesnlen 30% nsaaAsIen
3.1.6  ladsululslalase insaiiasiesi
317  nsnlea-loanasinuaoIniiud tnsniasIei
3.1.8  lglAguaisusiug INIaASIER
3.1.9  ¥19555UY (natural rubber, NR) 1nsm STR-5L
3.1.10  wawnshie (graphite)
3.1.11  esuauwudn PRINTEX® XE 2B
(carbon black PRINTEX® XE 2B)
3.1.12  a15usuLUan 1N N339 (carbon black N339)
3.1.13  wenii@sieoanlan (active zinc oxide, ZnO)
3.1.14 nsea@esn (stearic acid)
3.1.15  fuzau (sulfur)
3.1.16 lelragndaivulylvesdadaiiunlun

n-cyclohexyl-2-benzothaiazyl sulfenamide (CBS)

3.2 p3esliawazaunsalnldluauile
3.2.1

LASRINILENTATANLMIBLIILAIMAN (Magnetic stirrers)

322 ou (oven)

323 psedleiian (portable ultrasonic cleaner)
324 pFasthunie (centrifuge)

325 Lﬂ%mﬁﬂﬁjmumﬂmﬁ (vacuum pump)

326 logarm 1ty (desiccaton

3.2.7  NFIWNTBMUUFYINA (buchner funnel)
3.2.8  3An584 (suction flask)

3.2.9

vIngUvay (erlenmeyer flask) ¥u1a 3,000 adans

3.2.10 ¥anunay (round bottom flask) vu1m 2,000 Tadans
3.2.11 TUnines (beakers) aunm 25 100 250 1,000 wag 2,000 aaans
3.2.12 n3ga1wnIad Whatman L‘U’eﬁ 40 wag 41

3.2.13 nsyawAnsia 8% MACHEREY-NAGEL pH-Fix 0-14

3.2.14 Inssuaans

3.3 afuuie
3.3.1

= g (3% ad
nsmssannsindeanlundieiSn1sves Hummers

UM Quality Reagent Chemical 911
USYN Ajax Finechem 4@

USYN Ajax Finechem 41A@

U3 Quality Reagent Chemical 911
UM Quality Reagent Chemical 911
U HiMedia Laboratories Pvt. 31119
USEN Ajax Finechem 411@

U3¥N Quality Reagent Chemical 911
VoW A T Budan3 9in

UTEN Lk 31170

U3EN Evonik 9719

Ui Inelalnarsueuldsangt in
Y38 Pan-Continental Chemicals 3111@
usm ten U (Usewelne) d1im

USEN deuiadl 91

UM Kawaguchi Chemical 3119

B9i0 IKA u SH7 Ussnaigasify
f90 Binder u ED115 UszinAoasiiu
fitfe KODO Technical Research

3u NXPC Useineinma

D90 Hettich Ju EBA 20 Ussinassng

Bvie Sibata Ju WJ-20 Usgineadiiu

Wmaunsle 10 n3u wazladenlumse 5 n3u Tdadunsadansn 230 Saddnsiegluvingusumy
WA 3000 faddnsdeudegluensiiuds wnlnuna@auasuuaniun 30 nfu asluegnedig Ju
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ﬂQUﬁ’liauﬁ’]EJNﬂll’e]EJNm@Lu@ﬂLU‘UL’JaW 2 ‘U’ﬂllﬂ mnumwuammmaamimamLﬂwammuﬁaﬂ §19

\J
= a

sl 30 wiit Wnthnduusmainlessu 460 uaaamaﬂumﬁwauamwm maamﬂuumuqmwg
arsnanaui 98 s usaidoa uarlianufeusgisaieaduna 15 unfl Wnthndulsiman
leoau 1.4 fnsuazlalasiauweseanladnnuiduduy 30% Usuia 100 daddnsnudidu adluans
wanfievigaUfiisen dunndvosasazatsasdsuduiihmamiondy sndunsowuasdreouds
flFFe 5% vesansazanglelasrasinuazindulnannleseu tunslidoanledlusuiigumai
60 psrnigadoafiunat 12 4alus dunslidoonledfumantuihnduummnnlesou lushsdu
unslifeanles 0.25 niudetnduusiaanlessu 100 Faddns ilevilhiAanismanaenuesiu
unsliideenludieissansletind Unludumissieinieavsumie (centrifuge) fiA1ansa 4000
seuseufiiuiian 30 wift shnsuenvesudseanainarsazanenay Mnduiirluouiigungd 60
osrnisaduadunan 24 $alug

3.3.2  MSesuLAsALINNIZUIUNISIANTY

Tunsnnasiildanssmng 2 vin fe nsauoa-weanestnuazlnioululsislasafinududu
uanenafy wanslunised 3.1 Ssanuidudududuilflunuidedgndredananamuideiiuan
[18,19] usldUSudsusuususliiinnumangaununeildlunmeasslumadod

thunslidesnladitléaninde 3.3.1 lunszaesluindudsiaanlessy lusnsdu 2.0 ndu
sevmiansisiluasazaroneaases Usuaruluuavesasnadladl pH Uszanas 9-10 Tneld
5% Totivuniduoiunlanodinidn tfuaisinidacluaisazaioneaasfues
unsliideanles Juniuiigamgd 95 ssanwaidoa 1Wunat 1 92lue nyeauazdrandnfnei
unsuldanuFizeisnsusetndunanlessu mnduthsinsusiunsfiuildeuiigamgd
60 asrwadvadunan 24 Hlug

A15199 3.1 WEARIAUILTUNLANANAUYBIATIAIG

Concentration (M)

L-ascorbic acid Sodium borohydride
0.02 0.05 0.1 0.1 0.2 0.4

333  nsigadienanealvasunsindeanladuazunsiu
3.3.3.1  asAudndesazuald (% yield)
nsAwusesavkalavansiieanlanlazunsiu wanssaunisi (1)

o o NANANATY
Sovazualy = —(;g) x 100% (1)
nawdamungui (g)

Tneiinandnats Aewdndusiildannimaasmionnninfauiiien uasnandnny
yngwi] Aendndusiildanmssumnuaunsiad IinanUfiefiauysal nandnios
ay azldlifsfesivofidudidosannisviinimaass aziinufAzend1afes enaagiili
Anansudindu 16 uonanil asdeiuenavediansuinduduegie [27)

3332 N5AATIiIUsIIa CHN laeldn1s3iasneiisnn (elemental analysis)
thuaegsllevldanutuiigumnd 120 ssrwgalsadunat 2 92lus annidy
thuin15iiasgsiniesdusEnauYesaIsiieg19f1e1ATeq Elemental analyzer Ju
Perkin Elmer 2400 series Il Usginaanizewini Haansiiagng 0.2 n¥u tildlu Sample

9



3.3.33

3.3.3.4

3.3.3.5

3.3.3.6

3.3.3.7

holder ansfegrsazgnisnlndnmeldoendiauuians 99.9% wasgnivdsuluibuufavia
$i19) mnﬂiﬁuuﬁamm %Qﬂdﬂiﬂﬁméaqmnﬁu (detector) Lﬁaﬁﬁﬂﬁmsw’s’m’%mmﬁm
ansuau lelasiau warlulnsiou mudiiu Sdnaldsaunisi 2)

Sovaveondiau = 100 - (Govazmsuou + Sovazlalasau + Sevazlulasiau) (2)

msienziviauaztiinuvessnlagldiniedinnsitenaisdvigosisa-wud (X-ray
Fluorescence spectroscopy: XRF)

ﬁ']maﬁaasmlﬂauie%mm%uﬁ@mmﬁ 120 psengaidoa Wuian 2 $2lus a1nidy
U115 A5 12N 09AUTEN O UV INIF18 8196 181A3 83 Xoray Fluorescence
spectroscopy U S8-Tiger U3¥W Bruker Usvineiyassiy

n153aszilaseadrevasndnlnelfindesdiasnzinisidsauudediond (X-ray
diffractrometer: XRD)

thuagegslveuldanutuiigumnd 120 ssrwaidea Wuan 2 dalus 9ntdy
119 1n153ATgsidaeIATes X-Ray diffractrometer Ju Bruker D8 advance Useine
ansgeuini ansmeeagnldastulu sample holder fadlondain Cuke ¥ine1udt 40 Ala
Thasuay 40 fadueunus annsenuniindnvosansiegisiiyusiieg fu ddldudnnns
Beauuressiiiond insmaaeulngldsnsinisawny (scan speed) 0.1 asrsioduni
LARSANLLINITUNTNADA (26) Raust 5° e 50°

nmseszinyiledduesansiagldinieyiSemswdnasy Sunsusaaualnslnin
fiwe3 (fourier transform infrared spectrophotometer: FTIR)

thusogndluouldarutuilgamnd 120 ssawadea Wuian 2 Falus uduedos
wiuneaaulaglydis KBr disk n1eldmiunugs NN TIAs R ReLASe
Fourier transform infrared spectrophotometer §u Perkin Elmer Usgineanigaiusnn
Tngazsinistuifinualugasnanuenindudeus 400 cn™ e 4000 cm™ 1 Resolution
Wiy 4.0 cm™

msAaseinaiaglasaalasalalvssayniadianaseuiignUanusosdieisdiond
(X-ray Photoelectron Spectroscopy: XPS)

xps \HumaiindiasgiiannsalidoyaautimaaiiissuiuiovesTanlumans
Wiy L FllakarIININTDIsINRIAUTENBU tATaiaall vlinvesiussiall visean I
yanflvesiafiudsuly ndsgnnsenuseauieu msiad viessd UV (Jusu

Tngthwsiaegslouldaudufigungf 120 osrneadoa WWunan 12 $alug
ntuundieszieinios X-ray photoelectron spectroscopy 3u Perkin Elmer
Usgimaanigoluing in3esagraunisldainudu 107Urana lagld Alkg 1y
wiaeninediend (100 n4)

mﬁmiﬂsﬁﬁuﬁﬁqﬁﬁqus‘lﬂﬂLﬂ‘%'aﬁl,ﬂﬁsﬁmﬁuﬁﬁ'sLLamu'maqmﬂgw?u (surface

area and porosity analyzer) m335n15989 BET (Brunauer-Emmett-Teller)
‘L‘hNﬂﬁaaéwlﬂauidmm%uﬁqmmﬁ 120 psrigaidea WWuian 2 Falus 9ty

thainsasgyifiuiiisimnedeinies Quantachrome Corporation U Autosorb-
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3.3.3.8

3.3.39

1 Uszinaansgodni lnosaudalulasiauliiuveanannizvuiiuiivesasdedi
waAualagldisues Brunauer Emmett and Teller %38 BET Asaunsi (3)

P 1 (c-D] (P
V(Po—P) _ VmC t [ V€ 1 (P_o) ©
Taofl P fio mnusuvefaidusigngedu (mmHg)

Po Ao mmﬁuéuﬁwadLLﬁ”aﬁLTJuﬁagﬂ@m%’U (mmHg)
% #io Usnasvowdadidusgngadustmuatianudu P (m?)
Vin fio Vinmsveaufalulnsiauildluniseuiivesiansenumun

1 flaanautumed (m?)
C fio Amsiifituegifundamilunisgady

INAUNTTVRS BET @nansaduiaiynuiiindinig BET vesdangld laenisdiAdiunns
voufalulasiunldlunisrauiavesans (Vx) luduamdvulanaveialulnsiau

fgngaduluanin 1 tulaanaudhlumwinmuiiaduwg BET laeldaunisi (@)
N4*@maxSo

Ssp = W (@)
lngi Sep AB WU BET vasdan (m?/se)
Na Ao lavelinlag (6.02 x 10 molecule/mol)
amac A0 WIMLENAveuAagnaaduly 1 tulianavsewiiu
Vin
22414
So Ao Wunnthdnveduanavesiaignaadu (16.2 x 10%° m?)
w fe Uminvesian (9)

daugruinelaeldndosganssaddiinaseunuudassitu (transmission electron
microscopy: TEM)

‘L‘hmﬁaaemlﬁauiémm%uﬁqmmﬁ 120 perigaidea Wuian 2 Falus 9ty
wisuiegleglusuansaratuviuasy lnensuinadiegauazaigly teniues
mMelinszuiunisdansiledind venansazaiefieg19asun copper grid vilwutied
gaunivies drluAnwidnuaen1sdugiuine1vesansiiegs lnendedganssel
Sinaseuluvdewiiu Ju JEOL JEM-2100 Usemadiu Tdnmznisvinenud eniusnedng
120 Alalaad wagyhmstuiinandle
duuAn1sun WA (electrical conductivity)

thusansiaiy wsadudindeeiosdalansednuuudulen Funuiegheiaai
wUszanm 0.2 Wuiums SNty tamaAnrnu i unuwsudaesnns four-
point probe §1 RM3-AR 91nUT¥% JANDEL Ussinedingy waauIAIAILAIunIuL6Y
(Rs) Tilduazarnumvesukusiogslumuwmmerus Ul (resistivity: p) uazen
M3l (conductivity: 0) auadu faainaunisil (5)-(7)
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334

Ry = 4.532x 7 (5)
1
o =E (7)

lae?l Rg Ao Araudiumuiey P As araiudiuniuliidl (Q.ecm) o fs @1
A5 (Q .em™) t Ao AAuNUIvewEUsege (cm) V Ao wsssu (V) T A
ATLE (A)

ASLATUADUNDANYISTTUYIRA

MsHaNReuURessTTI AUt T HaLASe sUaNaL ST ULDAtin brabender LazlAIaIUN
wamwmﬂmwamaﬂﬂgﬁ Lﬁaﬂhsﬂumiﬂiumaé]’aﬁﬁmaamiﬁaLamﬁlaslzﬂuﬂ%mmm Fupouns
mamiﬂlmmmmw 32ImEJsuuLL'iﬂmm'iwaumwmawmmam yuuUn brabender mammu 50
peAaLTEd AIAL5ITOU 40 SoURDUIT Laysy stL’Jaﬂ,umiwaumimm’;mwmﬁmwm‘mmm
Wuan 13 ui ﬂ’]ﬂ‘ﬁﬂ’g’mLS’Ji@‘UGﬂIUﬂ’IiNﬁNLwaﬁjadﬂuﬂﬁ@l@ﬁ’lEJI“UIML@QWUEN‘EJ’NﬁiiWUW]
Lﬁaqmﬂﬁmﬁﬂimaqamaaawﬁammawa’qma&iaamﬁﬁ@aﬂaﬁﬁaam thenspeulnsildanduneud
1 wnaudnadilaslfiadosnaunuuasignnas flgamgll 50 esmneafoauarsrzannanay 4
Wit itelnnsnszanefivesansiiuRsdy seos nawﬁkumﬁiﬂﬁumiwammumué’ﬂﬂLﬁu 20
mw muﬂuuaaﬂuﬂimmmiml,mmiaaﬂﬂ Tnganslun1swieunaunIne9eTIUIR UARIAINNTI
733 mﬂuumsJNﬂaummwLmaulﬁlﬂmmswmaauammmimiﬂmmmaﬂ MDR (Moving die
rheometer) U rheotech MD+ ¥83US¥% TECHPRO Useineansgaiusng wqmmu 150 84A1
AL a LﬁamL’Jmﬁmmsaﬂumimgﬂaw Rﬂﬂﬁuﬁﬁmﬂﬂ@mﬂﬂﬂﬂlﬂﬁu‘gﬂﬁlﬂLLJJ"WQJWLLUUE‘B’G]
(compression molding machine) 31nU3EN WABASH Useinaanigatuinn ﬁqm‘mqﬁ 150 99A1
waudoa pefituziFeusosudnilunnaevantfinisiilaii autfdng wardnwasmadagu
Ineneld

mMsfvuadetuuiiedng (sample code) dwsueAsed wanededl fuavmnedsinames
ansFLRuAnaLAUen Feiaavasmundaiisnusudndareldd NRCB wunefineunednens
§35UTRRANTUTUASUBULUANN IR LT uEia PRINTEX® XE 2B wag NR-NCB Manefenaunadn
YNETTUNRARNANTINAUANTUDULUAN VA N339 WAy NR- RGOV Mungdamaunadng 9s3uanas
Suuransiuildannsldnsauea-ueanesdnduansinng lnvasaiifildlunszuunstanilud
Tuniisvesdruluiosdiunedens (parts by weight per hundred parts of rubber: phr)
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AN999 3.2 NNZLAYTURDUNITHALY1ADNNDFR

Component Mixing time (min)
Step 1!

NR (STR 5L)

Zinc oxide + Stearic acid + Filler

CBS

Dump 13
Step 2°

Rubber compounding 0

Sulfur 1

Dump 4

"4p3eanauszuuln Brabender, Cam blade rotor figaumaiiiusiu 50 ssreadea anusiseulsnes 40 sou/ i sveviiaiu
nsway 13 uii AdieTomanuuuanignnas LABTECH Ngaumgiiisusiu 50 ssmwaldua ssagianlunisway 4 undl

M13197 3.3 uansgrsnisnanesnanyu1n (lunile phr')

Sample code

NR-CB NR-NCB NR-RGOV
879 STR 5L 100 100 100
Filler’ 5, 10, 15, 20, 25 5, 10, 15, 20, 25, 30, 40, 60, 80 5, 10, 15, 20, 25
Active zinc oxide 4 4 q
Stearic acid 2 2 2
CBS’® 1 1 1
Sulfur 2.5 2.5 2.5

Iparts by weight per hundred parts of rubber 2unsitu (RGO: unslwideanlusfignimdsunsausa-ueanestn), msusunudninga
1hlaifh (CB) uazAnsuaumudn tnsa N339 (NCB) *n-cyclohexyl-2-benzothaiazyl sulfenamide
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3.3.5

AINAFDUANURAANNE) VDIADUNWDANYIITITUYIR

3.3.5.1

3.3.5.2

3.3.53

3.3.5.4

nmagauanUAn1slia (electrical conductivity) ¥a3iaARINNDENEINTITUYA

wssuuLABUNDANE ST IHYRRALTINa ST uRLTuInan A ugudnan
2 wuiluns ANEUseann 2 Tadwns duiudiiegwmaaaumenistouninumg
#ng 0 - 10 Taad udwinseudnssuanntuhdeyaluaisnnuduiussewheainss
waluuuunuueuazAaussngluunusaiiomanuduayldeudumu wiis
theranushumusananludmuin fauns ©) (Msdagiimarun 1) eAnis
Wl uga3ung

. o A (wufans)
nstlAgsUINmg (S/cm) = - - o - (8)
pwdnunu (Tevia) X fiudivden (msw&uumms)

NSNATIUAIIUATULIING (tensile testing)

ihusuandaduzusiuiua (die O muuAsgIL ASTM D412 $1uau 5 Tu Farnu
WS 3 s Sufindniisaldlagnismaeds thiunuivseuldluneaeudie
1A384 universal testing machine u INSTRON 3366 UsinAan3gewi3ny igamgiivies
aruEalunisnaaeu 500 fadwas/und insageuieun 5 A udniAilaan
MsVAADIALRAY

nsNAEBUA1NLTS (hardness)

YrFusudiiaanumu 6 faduns 9ntuidunuildlunaaeuainuuds any
UIMIFIU ASTM D2240 fewa3as Shore A hardness tester U WALLACE Usenedangy
Immjumm’]auumummmwmam& ntiuldesth Shore A asuuiuaTy Juan 1
Jund druaniilauastuiinna mmimaauqmwimwaﬂ 530 Yiaanundsiivalaum
Aade

duguined Tneldnfosganssaidiannsauuuudensna (scanning electron
microscopy: SEM)

lunsdivesianreunedn titunuitasnaaouliutiasinlululasaumasiigumgl
1196 asrueaLdoa udtusnuiegsluAnd fuutulansesgiidounasiiluindeuiin
feves ntuhludnudnuusnisduguineivesarsiaes Tasndesgansse
BidnmsouuUUdedNTIA Ju JEOL JSM-6480LV Uszimadiu l¥nnznisiauiiauen
adu 10 lalesiuns arwenedng 15 Alalaad wagshmstusinamills
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uni 4
NANISNARBILAZITAINANITNARDY

4.1 msigadiendnualvaunsiveg unslwdeanladuazunsiu

4.1.1

HansAszivliauazUSunavessigiidussduszneulaemaiia XRF

5197 4.1 wansvdauazUTnavessigiiduesduszneuluasiedng 3 viia loun unsldd
wiieangaavnssunasulane AISUBULUANINTA N339 uazarsuaukuannsatlniiemaia
XRF wuiunslwdfmdeangnavnssuvasilangysznausesinasueudussdussnoundn (~
100%) ﬁmiﬂmﬁaumEJaﬁ'lmﬁalamsuﬁm?iuiuﬁmmﬁaammzé’fu part per million (ppm) iie
Wisuiuivansdadudn 2 wila arsueunudningn N339 wazisusuwuaninsailuii wuind
msveuduasiusznoundniuiusasiimsluiiouvesiamesuszana 0.28-0.97% wailoraiinain
nsfaudsiuinvesssaniveunouthuldonu mndeyatraduaziiuldinaunsindiiim1dly
mAfeilsifenisanésedlansiiinangnamnssuviaeylany

A15199 4.1 NaN15ILASIZY9AUTENDUVBILNTING ANSUBULUANLNSA N339 warA1suaukuantnsauilniln

(Printex® XE 2B) lnginaiia XRF

Concentration

Sample C S cl Si Fe Zn Ca K Cu
(ppm)  (ppm)  (ppm) (ppm) (ppm) (ppm)  (ppm)
42.9
Graphite 100% ppm 98.9 59.7 1150 63.1 183.0 154.0 6.0
CB N339 99% 0.97% 185.0 179.0 48.2 3.2 250.0 430.0 5.7

Printex® XE 2B 99% 0.28% 73.0 54.3 952.0 159 148.0 24.0 8.6

4.1.2

nan1sIATITRUSINa CHN Tneldia3ae Elemental analysis

191971 4.2 WaAIRaNISIATIZIIUSINaL CHN vasunsis wnsludesnles (GO) waswnsiiud
HunszuaumsiauUsmMaad Tas3snsiinsievisnn wuiunslidBudunouiiaginunszuiunisda
wUsiivsunauansuemduesduszneundnasdiy 94% eandiauussanm 5% lelasiauuazlulasiauny
TudSuatosnnn (<0.1%) dlawSsudisuiu GO fildarnnisnszuiuniseandndu wuinUsuia
mfuouanas Turnzfieandinuiiniuoradulddndivszann 40% wusglulasiauuazlslasiau
dutufendnios Womnifusniidussdusznevluanseandlad Idun nsadaisnuasladelu
wse wavidlowSeufiounatusnslidesnledfiiiunssuiunisisndu lasldarsinng 2 sialaun
Toideslulslelng (RGO-N) waznsauea-teanastn (RGO-V) ileanU3navesmyeendiauuuiaves
wnsbideenledfinnududuvesasimdmiaiu (0.1 Tuand) urldvfinvesanssaadaneiu nuinsa
wea-weanastnausasatunsiiusenlanlaaninlefeululslalase Aa1swIaInNsanasves
Uinaeendiaufindesguussunuansueu uenaininavesmsdnwarududusesnisléninuen-
woanosdnduanssnig InaiouiisulSunaveseendiauiinududuvesassaiag fuansiaiu
wuITieuuduresnsauea-uaanestn 0.05 luand awnse3aadunsindesnledldiniininy
Wuduwesans3mngd 0.02 Tuand luvarfinisifisduvesanudududu 0.1 Tuand Usunaeendiaud
TgunnsnsfuUsEa <1%wt Setuindsednduladenldiimduiansauea-uoanoidnfinay
Wty 0.05 Twans Wunnefimnzanfigalunsihluimdunslideonlediioiduansdudaluens
55U RARelU
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91

M19199 4.2 HaN1TIATILYIAUTENBUVRIAMILLATOATIZYSINATS VDY Lalasiau uwazlulasiau vosunsing unstndeanles waswnsily

Element Graphite GO' RGO-V? RGO-N’
(%wt) Concentration (M)

0.02 0.05 0.1 0.1 0.2 0.4
Carbon (% wt.) 9457 £0.28  5832+044  7768+104  7870+0.10  79.83 +0.05 64.30 + 038  69.12+0.87  66.41 +0.23
Oxygen (% wt.) 535+028  3995+040 2158+1.01 1956 +004 1891 +0.07 3503+ 041  29.75+0.86  32.99 +0.21
Hydrogen (% wt.) 0.05 + 0.00 1.53 +0.23 0.66 + 0.04 0.14 + 0.02 0.47 = 0.16 0.59 + 0.16 1.11 + 0.06 0.55 + 0.01
Nitrogen (% wt.) 0.03 + 0.00 0.21 +0.19 0.08 = 0.00 1.60 + 0.03 0.79 + 0.02 0.08 + 0.02 0.02 + 0.50 0.05 + 0.00

LunslideanladiliainnszurunisaaudsmanisiedSvas Hummers 2nsiuiildainnissadunsideanladsmensatea-weanasin waz unsiuiildannissmdunsindesnlasmelanoululsialasmdu

aAs3mgnaudNTuLAnaaiu



wan1sinssiuiifinswz BET uasiasasuald (% yield)

1997 4.3 uansHanIThATIEEIUTRI e BET vesoynavesunslig unslnideenled way
unsiu wuwnslaildannssuiunsvaeslangiiiuiifns e BET wihiu 45.67 manawngse
n$u 1esannlassaiisvesunsiildiinainnisdeuriviuvesszuiuafueududuiunn vuin
ounalvy dwalfiuiiiadung BET i1 Tuvaefunslwifiunszuiunsoondiaduiiiuian
g BET g_jﬁu (145.07 m?/g) LﬁadmﬂL.mLL’JuLma%’maéﬁﬂsw‘iﬁwdwizu’mm%Uaugﬂiumu
sufegndnunasenyilsiduitesndiauiussduszney dwaliuseidamiossnineszuuanas
venanimsvilesiiesuiadunsliusadnadmaliszuvaivewinnsvgrasnoenainiusin
fu unslnideanledildTedfuiiins iy BET gelu dauitufiiasinz BET veunslnldeanlesi

¥
N

HunTEUINTIANFuMTeunsTiu SAfufifdume BET MaadesFeuiisuiuunslndesnled
ftlenafinaunanvdsiunszuiunsidndu miilrduiitoonfiaudussduszneudanlugjgniin
as szuuasvsuinnisnduswddunguiou (aggromerate) Ixsnadmis dwaldituiing
Sumzvestananas wadlenSsuifeuiiuiifing g BET vowunsiiuainnisldansimdiunne
fu 2 9iln nud1 RGOV fiffufifindunnz BET m1nndh RGO-N i 3 i sedlenaifumaunannnsnuea-
woarasUnanunsavilvssuuasvewinnmvanasneenaniulaanilaienlulslalasa

Yovaznaldvosndniusivdviufizoreontindunasidnduduandlunised 3.3 wui
nazvrunmsildlumidedlitosasnaldveswanfasluusazdunaugandt 80% lasfosasnaldvas
unslnsoenledndsnuuiisseendinduvesunsindiidvintu 85.82% iethunsludesnladu
HIuUAsen3indu lasesasnalaves RGOV uay RGO-N winfiu 84.16% wa 79.5% ANuaRU 910
foyatauasdiulihduneulumarienunsiiulunddel dmagapdondatasiton Jumngaud
anih Ui lunipgeaivnssusialula

A15199 4.3 HANITIATIEANUNRII UL BET Lagauni15vad BET wazsauavkalavadnanioe

Analysis

Graphite GO' RGO-V? RGO-N? cB* NCB’

Surface area

BET® (mz/g) 45.67 + 0.00 145.07 £ 46.36 45.89 +3.18 1571 + 1.41 1130.0 + 0.00 147.70 + 0.00

Yield

% vyield

- 85.82 + 0.87 84.16 £ 0.06 79.54 +0.11 - -

waslideanlanilaainnssuiunisaaulsnianiniedsves Hummers 2unsiuiilaainnissaadunslideanlendliensauea-
waarasin 0.05 M 2unsiufildainnssmdunsindeanladmeluduululslalasd 0.2 M ‘arfusunudninsailiin Sansuauwudn
\n3A N339 *Brunauer-Emmett-Teller (BET) n1sgadunidlulasiauuuiiuiifiveseynia

4.1.4

nan13nIeilastai1svanEnlaewaia XRD

SUT 4.1 uamsnnuduriussenineianuidunaggunsunsnaen (26) vesndussdiondlunis
Anneilasiadandnesasiiegns nufinveaunslngd 20 Uszana 26° Usingszunundn (002) e
WARITEEEYIITENINNEN (interlayer spacing) 11U 0.341 wrluluns fiadena1ddniruidugs
\esanunslddanaduszsifovvesszunuaiveugs luvaziunslidiiunszuiunseendindu
Usngiiavesunsiideanladusingdisumis 26 srasUszanm 12° Wussuiundn (002) fiszeging
sedandnuindy 0.724 unluns dunelddszozsinssenirwdnidgaduidlodioufuunslug
iesanszunuaiveugnsunmushevyiladduiifieendiauiussduszneu (ndeyaiinnai 4.2 ax
FuhUinueontiouiviaiiiety) sufdermusuueeinedfideussrinssruuemivey
dwaliussiagaszriassuiusiiag ssssvsssnisszuuaiveudsdanniu wandewFouidtoy
funaveunsiwdeenledfiiiunsruiunsidndunds nuiunsiiuildannszuiumsidniuvesans
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3R ﬁaaawumﬂﬁﬂgwwumm 26 IndiAssfuiiuszanas 25°26° spurundn (002) Fadusumis
Weanuiinulufinvaswnstils Tneflssoziessninawdnussanns 0.35 wiluuns ursthalsinudia
YasunsHurziianuduiwazanunieuinn i Weswinunsiundsriunszuiunsiaudsniand
sruruAsusuinnisugnasnasnainiuilu monolayers w3a few-layers LiENG]’Jﬂ‘u@EJ’NhJL‘UU
svilou ﬁmmmmaumﬂmmmLiJuLLmuLLﬂiWu‘wm’lmuivuwmiuaumauwuﬂuua*&Jm venanil
Fmuiiafiusna 26 Ussanal 42°-44° Fauanadaduvesunsiiuiinuluansiedis

(002)
E
L
>
K7
c
[9)
S
S—_ - k ™ Graphite
\-—--/ S - M
GO
RGO-V
0 10 20 30 40 50 60
28 (°)

3P 4.1 Tassafsudnvaaunslud unslvldioenled (GO) wazunsitufiriunszuiunisidndu (RGO-N uay RGO-V)
lnginailn XRD

4.1.5  wamnzivgaidulasmnaiia FTIR

SUT 4.2 uama FTIR awam3uvaaunslyld GO RGO-N uay RGOV mudndu wudh FTIR awany
yosunslwdddnuufudunse ivsingia Wesmndnuuglasauvensiduseneusng C=C
984 hexagonal ring FaLduluanafifianuauuing FelddeliAnnauasunuasanlalnaluud
(dipole moment) WiaSsuifisuiu FTIR awansues GO nuhidanuuandsesiadniau Ty GO
dgwungilsrduiinargsumia 16un O-H stretching vowsjlansendafianuenindu 344353 cm’
C=0 stretching Guaq‘mﬂ'ms‘uaﬂ%aw%am%uaﬁaﬁmmmaﬂ?{u 1730.85 cm™ C=C stretching U049
vyjoglsunAndinue1indu 1581.81 cm’ uaxfinNue1IAAY 122561 uay 1047.25 cm™ A C-O
stretching Y04 C-OH Wusdniay C-O-C 8wand aNaIau mﬂaﬁsﬁuﬁ:ﬁaaﬂ%LauLﬂuaaﬁUixﬂaU
weniliAnannisnszuaumseendiedu luraziiaansives RGO-N uaz RGO-V msUsnguesitea
nauiloiSsuiisuualuaniuues GO Tagagwu C=C stretching vosvgjezlsun@nfinueindy
1581.81 cm’ uazAumdeaiUaniuwes C=0 stretching fimnue1Indy 1730.85 cm™ iilesaindaiing
ANSUBNTALMTDDEUNTZUIUATSUBUNATIINATEUIUNTIANTUYDS GO
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1730.85 cm™
T~ 1581.81 cm’”
9
(0]
(8]
C
8
= 3443.53 cm’”
(%]
C
g
|_
RGO-N
RGO-V
1225.61 cm™
GO
1047.25 cm’” Graphite
T T T T T T T
4000 3500 3000 2500 2000 1500 1000 500 0

Wavenumber (cm™)

sU# 4.2 FTIR awan3uvasunsiug unsldosnled (GO) uazunsfiuiiiiunszuiunsifndu (RGO-N uay
RGO-V)

4.1.6  wan1TIATIRVIRIIEAlABWALA XPS

SUTl 4.3 uans XPS aAnSuLU wide range 184 GO TarlauuazvduAaUfiseidndu Tngld
a15309 2 viln nufinvessineondiau (O1s) indsnudamiles 531 eV uagsinauau (Cls)
wisudanilendl 285 ev anudidu alanduves GO Usingiia Cls finnudutasniifia Ols
wandl¥iliiuin GO finyilsdduifoondiouluesduszneundn udegnalsinuanuduvestia O1s
anavdehuUARzeIndu Tureiiaes C1s axfiauduiisdy

lofiansanguil 4.4 uans XPS arlAn3uLUY narrow range Taggumasudneuansiiaves Ols
vosansifuTa 3 viadindanubaniealutag 531-533 ev anndestundsudamieos O-
C=0 uay C-O-C lurnifigudumnuansiiaves Cls vasansiaufiuiia 3 ¥in iofiansanfiaves GO
Us1ng) 3 fim 1fuA C-C/C=C (284.7 eV) C-O (286 eV) C=0 (288.4 eV) uagfinpuidusinues O-C=0
(289.9 eV) muddu 1efinnsufinues RGO-N way RGOV Usingiinres C-C/C=C fiLaudn
iesnvduiiuufizedsndundinuiamienssrinsnaifuousaroondiauanas uazwuiiaves
C-OH indsnuBamilen 285.8 eV Wfindu Mnuansieszilasmaia XPS dlidiuin vfilari il
sondudussdusznevdulnggnidnasnendmuufisesendu wazannsfmuwindndu
YosngADNDDNTIIudBaYABNAITUDL (O/C) (WansluniakuIN n) 183as3ARa 2 wiln Wy
§n31d O/C ¥8a RGO-V flAviniu 0.10 luvauedisnsndiu O/C ¥es RGO-N Hawsiniu 0.12 az
Wiuindns i O/C ¥os RGO-V fntosnin uansdeUSinueenduiindesyluunsituiitosniy
FauagUldinnsanoa-uoanesdndusyavsamlunsiiag co Imiendlmdeululslelasd
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O1s

GO C1s
2
L
2
23
o
= RGO-N N

RGO-V

800 700 600 500 400 300 200

Binding energy (eV)

JUN 4.3 alUAnSULUU survey (wide range) vadunsindeanlen wazunsiuiiunssuIunsTaindu (RGO-N uay
RGO-V) Tngnaila XPS
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Binding energy (eV)

Binding energy (eV)

3000 3500
(n) GO 0=C-0/ C=0-C GO c-c/c=C
3000 -
2500 -
2500 -
—~ 2000 | —_
(2]
a a
) O 2000 4
2 1500 - P
= =
2 2 1500 4
2 Q2
€ 1000 kS
1000 4
500 4
50 1 o=c-0
0 0 . .
538 536 534 532 530 528 295 290 285 280
Binding energy (eV) Binding energy (eV)
16000 70000
14000 | (1) RGO-V 0=C-0/c=0-C 60000
12000 4
50000 -
2 10000 - a
o O 40000 -
2 8000 - 2
2 2 30000
2 6000 - 2
£ £
20000 -
4000 4
2000 10000
0 T T T T 0
538 536 534 532 530 528 295 290 285 280
Binding energy (eV) Binding energy (eV)
3500 12000
oo | (@) RGO-N 0=C-0/ C=0-C RGO-N
T 10000 4
2500
= = 8000
o o
O 2000 A o
P 2 6000 -
2 4500 A 2
2 2
£ € 4000
1000 4
500 2000 -
0=C-0 —x
O T T T T 0
538 536 534 532 530 528 205 290 285 280

5Ufil 4.4 awan3anuy high resolution (narow range) fudnefosineandiau (Ols) uassurAesigasusy
(C1s) w4 (n) GO (%) RGO-V (A) RGO-N laamnatla XPS
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4.1.7  anwauznsdugiuIng1vaunsing unslndeanleduazunsily
U7l 4.5 uansdnuairdgruineveunsindoonleduazunsinldoonlediiniunszuiunisdn
wsmaadl Inefinsauea-weanoitniianmidudu 0.05 Tua1s 1uas3aad Tnondeaganssem
Sidnnseunuvdawiu nulusuunsiwdoenleduansnsdeuiuiuveusuunsiuiifiaramumans
%uLﬁaLU'%‘&JULﬁ&JUﬁ'ULLNuLLquﬁLﬁmqumaamuﬁmwmﬂu single layer sheet wangglsiniu
wiu single layer sheet luunsusnnAesldwiiAnnsdouriuiueg

100 nig
e ————

JUT 4.5 dugninelaendesganssaididnaseuluudosiiu (TEM) 283 (n) GO (1) RGO-V

4.1.8  auvAn1sirlndrveen s lwin (Electrical conductivity) vasneunsing unsily a1suauuudn
insainlvin wazansusunudninge N339
an597t 4.4 uansernsiliivesasEuRnsiaseg wuinansiundeunsndfidiunisiauys
Tneamaaiiilmstlniiuiintu (~1.8-1.96 wh) ndudienieudouiunaunsidiSugu venani
wuhdnstliihvewnsiiufildannsiidlnensauea-ueanastn (RGO-V) ﬁmmiﬂﬂw%ﬁqqmm
studildanmsifledenlulslalasdduansiind (RGO-N) ilpsnanUinaeendiuiiviostuuszuny
A$UBuanamEruUfATe TRy yftsifuiifleantiauluesdusenouiasdnunenisindeudives
Sidnnseu Annilniidanas uenaniiderUssudiouArnmsilafiwesmeunsiufuaueunudn
el (CB) wazasUauWUANINSA N339 (NCB) wud1 RGO-V filddiAnisiluiinlndidefu B
wardianisiluihgend NCB Fadonafinaidosnnlasiairesunsiiuillitineasdianszansaguu
szunuasueuiidaandu single layer sheet (g‘d‘ﬁ' 4.5) Mauddiannsoudnunsandouiilad damalil
Arnstilnihgs feduiideiadon RGOV WumsiauislusssssumAiilendnenssssummiilni (NR-
RGOV) Tudumeusely uavnisldnsauea-woanesdnlunissaadunsindoonled fuiideldiuiouiiosnn
nsnuea-ueanesdniluasduniddsliidusunsesoimenarduindounasisnagnideifisuiuans
Shndutindu
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A919% 4.4 Ansiilnieesseunsig wnsiu (RGO-V wag RGO-N) Asuauwuaningatlni (CB) wazansuou

wudninsa N339 (NCB) 1ae/ 38 four-point probe

Conductivity

Filler

(S/cm)

Graphite 46.458 + 1.18
RGO-V 91.113 £ 2.03
RGO-N 83.638 + 4.60
PRINTEX® XE 2B (CB) 86.278 + 3.49
N339 (NCB) 32.125 + 2.02

4.2

4.3

aulfinisneguvasnanUIRenss s ARaNiuA1suuLUanInIain Wi (CB) Arsuaunudiningn N339
(NCB) uagwaunsu (RGO-V)

571971 4.5 agUantinisnsgUvesneumednesTINTRTINAUasHLANTEainag Weinisannaineu
madenlssuFenananode (T) vesneunedneramauiuansdufui 3 viia wuhaoumedniinauiuasuou
wuninseitladh (NR-CB) azfinananesvduiign sesasnfoniveunudnngn N339 (NR-NCB) uazunsiiy
(NR-RGOV) a1ty ationafinaiiosanarueunudninsmirliihuasaisuauuuininga N339 idaules
Hussduszneu (Mafl 4.1) aunsatieissmaifnufizenriaaluedu shilinadenloswesssnounedn
anas Tuvasfiunsfiufioynavunelvg #uiiiasunie BET i1 ukuvesunsfiuenaazludanatanisi
UfseTanluiedy uenantunsiudsdingilsftuiidhuuiuian Ssongaduarmadiflflunssuiunstam
luadu dswaliatlunmsiauifserfanlusduiunniu

fsannasnsszninsiussingagaiuussdaman (AM) vasneumednessssud wuiiileiduanse
WA AM %ﬁ@iwqqsﬁmﬁaLﬁﬂvﬁ’umﬁﬁiimmaﬁlﬂLaumiéf’s@u wazdoUsinaiamsfufiuiniud AM a¢d
ANt iiiesanoynavesasindudiludnsmandouresaislewedine suoses s Vil
ganouUATldTnuuafindy Ausidndedidngatu uonaininudn AM ve9 NR-CB 2¢didngaiian iile

¥
]

WSgusuUSanstdansiiuivingu wssainarsuauwudninsain liidanuudasaas Aunmis iy

BET g4 Feanunsaifindunsisenseminenivauninansiiaulanieisouiieuivansiiiuyingu

guan sl i uasAn YN dUgIUINEIVIRI NN NS TTUYA

ﬂalﬂmsﬁﬂv\lﬂﬁ‘uaqwaéLuaiﬁuaaﬂiﬁ’uqmwgﬁ audRvesansiuAukarUSunuvesasiuiu nenalnnisih
TWiAnTuldAsodlousunaansiduunnweivilfAnlassenisidenle ioauazanlunsiedouiives
Bidnasou JUT 4.6, wansmnuduiussznindnishlnihuasUSinuansiifure sneunedneg19555uA
asmudsoanidu 3 429 e Trausnuansainisiliihfisnunn deenanuduawiuliihvesessssuna
warUSunamesansiaiudesauliann saadidlaswienisidenledld Sidnaseudaldanusandoudilaogns
seiilos 9297 2 aziFendtasingg %Qﬂﬂﬁﬂf\ﬂiaﬂmﬂﬂ’]ﬂﬁﬁﬁﬁ’gLamﬁﬁaﬂﬁﬁjﬂﬁﬁﬂﬁlﬁﬂﬂﬂiﬁﬂiﬂ/\lﬁﬂﬁlﬂu%ﬂ
vi3ei3uni “dadaningm (critical concentration)” SednuaiznsmiliAntuilaziSunin percolation threshold
dlousunaansiAufinuniy mmiﬁﬂw%%qaﬁﬁuaéwmLﬁm \esnnnisidenleafufiuaniuves
Tasstnensthliiin wazdgavnefnlaseaemsihlihfiauysaiuds mnsliihesiuuliunsd

MN3UT 4.6 wuhemmailihvessrseesmedadwun s uilouiinumsiaduiinanntu lay NR-
RGOV wag NR-CB wansdndruingitandign 5 phr lA1nnsunldiusiniu 9.06x10° S/cm wag 8.15x10°
s/cm muandu Tuwasd NRNCB Wuansusunuaninsaaduuseiffantilunisir i sududoddly
Usunaanniiieliiinlasegnenisualni ?jwi’mgé’mdquiﬂqmﬁﬂ%mmmﬂ (25 phr, 2.37x107 S/cm) o
Wasuleuanssadiust 2 vln fedumaunsiiufiniunseuaunsiaudsannsadlunanenssssuand e
waglnaisuwiniumsuauiudninsau b
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ANWENNEUFIWIVEIVDEETINTANENAUANTELAN 3 viin T9luni13Wansan percolation theshold
uansluguil 4.7 gaavmuanifeeyniaesasiufu uazdiuansfvinnaniensssued wuiteyniauesas
Fufunia 3 slnanansansyaredaldfluesssued Ineruineyniates CB uay NCB fuwiaidinni RGOV
WelonaiinaiewnanAfiuiiiasinne BET funndneiu Tag percolation threshold v99 NR-CB uaz NR-
RGOV Usngidndruingm 5 phr Sidnaseuannsandouiiniulassiensidesleoseseyninasiaifiale
wipgtlsimunuinvuineyniaves RGO-V fvuinlng fludifiad g BET ¢ ﬂé’ULLammﬂﬁﬁﬂWﬂWﬁa&
n31 NCB mmuaamﬂimqamwaqmLLﬂﬁWuuiwaaiuwaﬂmwsJastui FUIUAISUDY 31LauaaLaﬂm5aum
annsaadouiliing uaﬂmﬂuﬁuamNiumwaummaaa’limmwiaimawﬂamau aggregates LAUNDT
Ididnnsounselansild ArnsihlniiFegetu

M19°99 4.5 audin1sAgUveInNUIRLNeETINANANT UAN SR

Sample Content T My’ M AM* Too”
(phr)
NR 0 7.76 5.83 0.66 5.17 10.22
NR-CB 5 4.59 7.60 0.93 6.67 1.67
10 3.95 9.99 1.46 8.53 7.91
15 2.83 12.87 2.90 9.97 71.32
20 3.10 17.74 4.84 12.9 8.51
25 1.99 21.01 6.91 14.09 8.09
NR-NCB 5 5.71 6.47 0.56 591 8.10
10 4.85 7.97 0.29 7.68 7.22
15 4.59 8.22 0.80 7.42 7.41
20 4.44 11.14 0.46 10.69 7.47
25 4.01 12.47 0.58 11.88 7.33
30 3.92 11.60 1.11 10.50 7.48
40 3.35 14.34 1.68 12.66 711
50 2.85 17.33 2.39 14.94 6.89
60 1.86 20.23 3.21 17.02 6.05
80 0.97 22.93 5.55 17.38 5.13
NR-RGOV 5 8.51 6.24 0.71 5.53 11.32
10 7.81 6.54 0.70 5.84 10.85
15 5.56 7.50 0.31 7.19 7.85
20 6.59 7.93 0.33 7.60 9.39
25 6.23 8.74 0.42 8.32 9.22

'szpgiiangnsawiinnisadgy (scorch time) *A1usedingsdn (maximum torque) *A1usadAdgn (minimum torque) ‘Has195E1319
AussUngegaiuusstncign (AM) *seeziianduguiivsngas (optimum cure time)
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Filler content (phr)

31] 46ﬂ5’1‘1/\|ﬂ’2']3Jﬁll‘W‘1,Jﬁi ¥1n119ANTE ALz USUIMEN AL ALYDIADUNDANEIIEITUVIANENAY
CB, NCB uag RGO-V

4
_— 1Mm

_— Mm 5 S Sl ‘1 BP ik '
15KV  K18.,888 16mm LS T 15KUi‘ X588 i4mm
0y ¢ 8 [ pe

¥ i

,STREé 15KV X1@,8808 17nm

JURI 4.7 dugruinenlaendesqganssaudianasouluudeinsnvesneunedne1asssuAnauiu (n) NR-CB 7
dndinga 5 phr (¥) NR-NCB Midnauangs 25 phr (A) NR-RGOV fidadwings 5 phr

a.4 auﬂ'ﬁL%ﬁnmmmuwaﬁmmﬁﬁmnﬁ
A59T 4.6 meau‘ummﬂamamauwaammqaiimmmauﬂumsmmeummm Lmawmsmmuamaaw
SraLdn 300% (Msgo) WimLmaﬂimmmimLm:umemﬂsuumuamamummawu Luaamﬂaumﬂmmmimmu

£

s ludnrmamsindeuiiveselonoduadosen s dualientsssuAnoumedntinomudsy
ity uandowFoudisuasiain 3 ¥da wuin NRCB fruondagegn sesasniia NRNCB uay NR-
RGOV nud iy Sinasnanansueunudninsatiluih faruudeussge foymavuiadn fufifdumy BeT
g4 1Andunsizenfugnssssumndldfninansdududn 2 via iefinrsandeudumunssisgsgn (To) voe
AoYNDARTH 3 ¥lia WUT1 NR-CB uaz NRNCB uane Ts geandiUSnauansiuiu 20 phr luvaiil NR-RGOV
fifn Tegeaniiuunamsdaiu 10 phr ndsanduilovsumamsdufufiuandud Ts fuulduanag

WeanTagianuwlausizuiniu dawali Ee fidanas Arrauuds (hardness) vospaunedniinduile
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4.5

USunauansiufuiiuanndy annanseaesdneiy aguladnaud@izang (Msew, Ts, Es kag hardness) ¥84M13
THwnsAuNsunszuIunssanUsiduanssfuilalndmesiunisidasuauuadninsanisania 2 sin

N1931ATIZRAMUANAIRDNITAILLBIWIAIYE
MsisEsFuunsdaLUsLnslrlddmensuunsmae il duunsity Tngldans3adiunnsaty 2
vila liud Tndeululslelasduaznsauea-woanesin dauanslunmsnsil 4.7 wag 4.8 audidiu wuiunsiiud
Igannslfledeslulslalasiiduansinng fdunulunisndaviitu 262.97 v Tuvaziinisldnsauoa-
weamesniuanssiadiisuyumsndn 163.32 vmseUSinamnslidiFusy 10 n3u sxdiulsdimsldnsauea-
wedrasDniisunumandnsiiniinislilnfenlulslslasdiduansifadia 61% uenaininsnuea-weanosdnds
fuszansnmlumsimdgauazdumsiaiinlineliiAnsunsededuindon
definsanduyulunsmanneunedngsssaueffiusinumsiuiy u ddingruesansiiduie
#1199 Fauandlun1snadl 4.9 wuin NRRGOV Aidndaningn 5 phr fsunulunissdawiniu 495.26 vm/batch
(1 batch WihAusassINTAnTN 100 N31) Fegeninduyunissdn NR-CB (dndwinge 5 phr fiduyulunis
WARLYINAU 382.60 U1Y/batch) Wag NR-NCB (idadauings 25 phr fidunulunisndaiindu 378.98
uw/batch) iflasanaaansiaddldmunlumuided Anansanlu lab scale fedudumilunisndnaudii
funalldsgaeninisldmsveuuuininsanisin Jymyadannsoudlold dlsanuihlsdaluanaiilug
Fu Avdffiensiansandoustansammsihlnihuazyssavsnmnsasuuswosnsiuildannisinuds
Auansnanuiisuiiifuafueunudningatilni Ssanunsathluvszgndlilugraimnssuensdesaoud
apvudues vietufeld uvenandnunslndimdorngramnssumeenlansudnuuadunisanu
vosdefiintunanifiuyarliituunslniBnmaniedne

26



LC

AN5197 4.6 FUURLTINAVDIMDUNDFENY1IFITUVIRNFUAUANTHILANR19TRANUY

Sample Content Mioo" Msoo” Msoo” Te' Es’ Hardness®
(phr) (MPa) (MPa) (MPa) (MPa) (%) (Shore A)
NR-0 0 1.05 £ 0.02 2.81 +0.09 10.30 + 0.38 27.20 + 0.90 649 + 11 474 + 0.4
NR-CB 5 1.22 £+ 0.03 3.99 + 0.13 14.52 + 0.62 30.00 + 1.40 648 + 13 49.2 + 0.30
10 2.00 + 0.02 8.03 + 0.10 20.84 + 0.28 21.20 + 0.60 625 + 11 58.0 £ 0.00
15 2.76 + 0.02 1148 £ 0.11 2474 + 0.24 27.90 + 1.00 543 + 15 64.2 + 0.30
20 3.62 + 0.07 14.28 + 0.15 26.90 + 0.04 28.50 + 0.50 527 + 8 70.0 £ 0.00
25 4.67 + 0.07 17.67 £ 0.20 - 26.40 + 0.50 446 + 8 74.1 +0.20
NR-NCB 5 1.43 + 0.02 5.01 + 0.09 15.93 + 0.25 27.10 £ 1.70 618 + 18 52.6 + 0.20
10 1.25 + 0.03 4.49 + 0.16 15.37 + 0.47 33.20 + 1.40 687 +5 50.5 + 0.50
15 1.58 + 0.04 7.03 + 0.33 21.60 + 0.64 32.20 + 1.20 608 + 14 54.9 + 0.40
20 1.77 £ 0.03 4.00 + 0.07 2254 + 0.25 36.90 + 0.60 668 + 13 56.6 + 0.20
25 2.02 + 0.06 9.98 + 0.26 25.28 + 0.32 35.20 + 0.70 624 + 9 58.8 + 0.30
30 2.80 + 0.09 12.31 + 0.38 27.82 + 0.36 33.30 + 0.70 576 + 6 63.4 + 0.20
40 3.46 + 0.10 16.87 + 0.23 30.75 + 0.30 31.50 + 0.40 516 + 8 68.5 + 0.00
50 4.67 +0.14 21.07 + 0.20 - 29.20 + 1.00 429 + 19 72.8 + 0.30
60 6.09 + 0.20 23.89 + 0.46 - 27.50 + 0.30 355+ 8 76.1 + 0.40
80 9.17 + 0.28 - - 13.20 + 0.80 130 + 7 80.1 + 0.70
NR-RGOV 5 1.15+0.01 3.08 + 0.07 10.30 + 0.35 28.90 + 1.70 674 + 14 48.7 + 0.30
10 1.19 £ 0.01 3.32 + 0.03 10.35 + 0.03 30.20 + 0.51 703 + 4 49.6 + 0.20
15 1.24 + 0.01 4.04 + 0.02 12.36 + 0.11 29.50 + 0.60 691 £ 7 49.2 + 0.50
20 1.30 + 0.01 4.43 + 0.07 12.85 + 0.41 24.30 + 0.90 638 + 13 50.0 + 0.00
25 1.43 + 0.03 5.00 +0.14 13.80 + 0.39 22.60 + 1.00 611 + 13 51.9 + 0.20

leuegdadiszuzin 100% Awegdaisvaria 300% *Auegdatiszuzin 500% ‘AAMUAUNIULIIAT 0 AR (tensile at break) *Anszezin o 9au1A (elongation at break) *AnAuuT
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A19197 4.7 MIAATIERAUNU

TunsanuUsunsindsnuin 10 nsu ngllodeululslalasnaududy 0.2 Tuans

Huanssaad
Price Amount Price
Component
(Baht/total) (batch) (Baht)
Graphite 2/ 1kg 10 ¢ 0.02
Sulfuric acid 98% 350/25L 0.23L 32.20
Sodium nitrate 350 /500 ¢ 5¢ 3.50
Potassium permanganate 600 / 500 ¢ 30 g 36.00
Hydrogen peroxide 30% 1500/ 25L 0.1L 60.00
Hydrochloric acid 37% 350/25L 0.1L 14.00
Sodium borohydride 1000 / 500 ¢ 7.56 ¢ 117.27
F1AETALTU 262.99

(5%

A197199 4.8 N15AATIEN

sunulunsiauusunsiniddnny 10 n3u Tngldnsauea-ueanastnfimnandiudu 0.05 Ty
asifuanssing
Component Price Amount Price
(Baht/total) (batch) (Baht)
Graphite 2/ 1Kg 10 ¢ 0.02
Sulfuric acid 98% 350/ 25L 0.23 L 32.20
Sodium nitrate 350 /500 g 5¢ 3.50
Potassium permanganate 600 / 500 g 30 g 36.00
Hydrogen peroxide 30% 1500/ 25L 0.1L 60.00
Hydrochloric acid 37% 350/25L 0.1L 14.00
L-ascorbic acid 1000 / 500 ¢ 881l¢ 17.62
31AE5LA%TW 163.34
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M19199 4.9 NMTIATILAUNUTANABUNDFNLTITUIRNANANTHBANYLAM9 NdndIngs (phr)

Component Price Amount RGO-V CB NCB
(Kg/Baht) (9) Price (Baht)
§719555UYR (STR 5L) 102 100 10.20 10.20 10.20
Graphene (RGO-V) 16,332 5 81.66 - -
ASUBULUANNIALN NN (CB) 1,000 5 - 5.00 -
ASUBLLUANNTA N339 (NCB) 55 25 - - 1.38
Active zinc oxide 98 0.39 0.39 0.39
Stearic acid 52 0.10 0.10 0.10
n-cyclohexyl-2-benzothaiazyl sulfenamide (CBS) 184 1 0.18 0.18 0.18
Sulfur 235 2.5 0.06 0.06 0.06
3IAE15ATTIN 92.59 15.93 12.31
$IAIAIUTNNS 366.67 366.67 366.67
AunuN1INEn (Baht/batch) 459.26 382.60 378.98

159MIA1U3NTS = internal mixer + compression molding = 366.67 U



uni 5
dAyUnan1IvnaDg

5.1 d5UNan1339Y

muf‘a%’ﬂﬂfﬁﬂmmim%mmLLﬂi‘T/'\Iuﬁ]’mmLmﬂWﬁﬁmé‘amﬂqmmwmiwaaﬂamhEﬁ%m’mmﬁuazﬁﬂmma
yosUTIuN LN s oulddoautAnsunludin autfidang wardng1uine1veden9sTunAieiu
nszuaumsianluedu Inawseuiiisudiuasueunuandn 2 alla Aeasusuwudninsaaluin (PRINTEX®
XE 2B) wawAniusuLUANingA N339 anansaagulddd

nsfnuUsunsiiddedamandl lneriuujiseteendinduves Hummers wagUfAsen3andu vesans
Fhadisnaitu 2 i 1w lofeululslelasduasnsanoa-ueanestn (Miedniiug) wuimaunsitudléainms
Tdnsauea-ueanesdn (0.05 M) iumsimdliuinaeondiauindesguussuruaivoutiosiian walvien
nsthlifingean (91.11 S/cm) ilewSsuifisufuasdadueiadu 19y arfveunudninsatiliin (86.28
S/cm) uazAFUBLLUANINTA N339 (32.13 S/cm) waunsituiildilsnaiusuuazesndiauussdusyneumndn
7l 81% uay 19% mudu fdnvasluuwu flake) SituiiRasine BET ¢ (45.89 m¥g)

pouNeAnE T T ATRALR NI HUTF I nmsRauUsTae S mstdanun ol ldludadiuing 5 phr
waglsiAnisinlifiiindy 9.06x10° s/cm IndifestunesmednenisssuvAinauafusunudningaiiliii
(8.15x10°® S/cm 7 5 phr) luvugineunednsesssumdfinauafueuLudninga N339 fdadwingni 25
phr (2.37x107 S/cm) Wefimsanautifdana 1wy uegdaiiszedn 300% mudunuLssRsgean szovda
0919 wazAuLd veInoNNeANE s TIIVATINANA SRR WUTIResMeARY T T ATINANN
unsilufiantRidnalndifesfunounednenisssumaiinauasuounudninsanisiidesin

MnuamvaaestiwiuasUliimunsituaansawsealanmnnsdaudsunsindriuuisesentindures
Hummers wagUiise3sndulaglinsnuoa-uoanetndumsinddsdienuuiinwiofunnden naunsiud
afanuusnduusy fufifasmnesi Ansthlifings devluidumsiiilugsssunionanneumedn
g19535umRL I nudfivsinaasdadin 5 phr wansisdndndngeiiuiuensnenwednanansalaile
(9.06x10° S/cm) dnwarduguinerBusulditeyniavesasiifuansofalaniisvenindenlss dwa
ididnaseuanunsnindeuiild uonindaudhidinavesneunednersssumiiliunsfuduansdiafiien
IndiAgsiunesmednerssssumnAninauaUouLuAningnnIsin (miveuuudninsailuiuazafuouuudn
in3n N339) Mndeyadisfunansimsunsituilldfinmnnisdauuslagismaadlunadotamnsmhumaun
nsldasueunudninsanismle dwmasenisannistdndndugianiangullnsdey (petroleun based
material) anUSinaveadefivdenngaavinssuviasulans waziiuyarliiusdnsasienssssumals
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AMANUIN N

1. msAuandesazuald (% yield)

MsmuISasazNalruaIwnsiNAaan lRkarwnsHY LaRIRENNIST (1)

o v nandnase (g)
SpvavNaln = ———————x 100%
nananmaud (g)

WaRa15au GO

Tl HanARTSS = 8.6021 A5y
NaNENAUNG YY) = 10.0065 nsu
. . 8.6021
Sevaznald = —(mx 100%
10.0065 (g)
Sovaznale = 85.965%

A1919 N.1 Sezazuala (% yield) vaaunsiideanlen (GO) Lazunsiy (RGO-V wag RGO-N)

sample % yield

1 2™ 3™ average
GO 85.965 86.435 85.060 85.82
RGO-V 83.406 84.763 84.311 84.16
RGO-N 78.568 78.200 81.852 79.54

2. MSANUIMINTIEIUVBILANDINTLAUADDABNANSUBUIAEWALA XPS

A514 N.2 INTNEIUTIOTABNDDNTLAURDDEAEUASUBULAEMATIA XPS J8IunTTU (RGO-V ez RGO-N)

XPS parameters

Sample O 1s C1s o/c
(%atom) (%atom) (%atom)

RGO-N 89.48 10.52 0.117568

RGO-V 90.54 9.46 0.104484
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3. d@uuAn15u Wi (electrical conductivity) Ineawmaila four-point-probe

RS=4.532><%
p=RgXt

1
o=-

P

1HaWa158417 Graphite
e Rg AB AIAIUATUNIULNY

0.07239 Q/sq
t Ao AIANUNLIVDILHUAIBENS (cm) = 0.2975 cm

p =0.07239 x 0.2975 = 0.0215

1
o=
0.0215

o =46.43 S/cm

A1519 n.3 A lnvesawnslald wnsiu (RGO-V wag RGO-N) Arsusunuaninsatiluii (CB) waz
ASUBULUANINTA N339 (NCB) Tne/as four-point probe

Rs Thickness Resistivity Conductivity

Sample .

(Q/sq) (cm) (Q/cm) (S/cm)
Graphite 0.0724 0.2975 0.0215 46.458
RGO-N 0.0782 0.1529 0.0120 83.638
RGO-V 0.0748 0.1467 0.0110 91.113
Printex XE 2B (CB) 0.0492 0.2361 0.0116 86.278
N339 (NCB) 0.0850 0.3672 0.0312 32.125

lohms per square
4. nsnagauaNUAn1sunlnia (electrical conductivity) Ya93snRaNNDRNE19ETTNYA

A1519 N.4 AN NP RUNEENENISITURRANATSUBULUANNIALN LW (CB)

Voltage Current Resistance’ Thickness Area Resistance Conductivity

Sample W) (A) (cm) (cm?) (Q/cm) (S/cm)

100 0.000016

200 0.000022

300 0.000031 8
NR-O 11,627,905.6  2.0867 298  16,605986.7  6.02x10

400 0.000040

500 0.000049

600 0.000058

lauduraensanuduiussenIemnseualwiuasmua1eing
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A1519 n.4 armsihlndihvesreunednenssssumnpnauasusuLuaninsa i (CB) (s10)

Voltage Current Resistance’  Thickness  Area Resistance Conductivity
Sample
V) (A) (cm) (cm?) (Q/cm) (S/cm)
100 0.000031
200 0.000040
300 0.000049 9
NR-CB-5 81,196.0 1.9889 2.98 122,749.9 8.15x10
400 0.000058
500 0.000120
600 0.000130
0.1 0.15
0.2 0.29
0.3 0.56
0.4 0.63
0.5 0.85
NR-CB-10 0.6046 2.3937 2.98 0.3114 3.2117
0.6 1.03
0.7 1.18
0.8 1.24
0.9 1.52
1.0 1.62
0.1 0.20
0.2 0.32
0.3 0.53
0.4 0.69
0.5 0.93
NR-CB-15 0.5411 2.6037 2.98 0.2136 4.6823
0.6 1.09
0.7 1.24
0.8 1.41
0.9 1.60
1.0 1.68

1 o v o ¢ o o«
AMutureInTIANNduTLS ST n s LalnT LAz AUReAng
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A1519 n.4 ArnsihlniivesreunednenssssumananasusuLuannsaii i (CB) (s10)

Sample Voltage Current Resistance’  Thickness  Area Resistance  Conductivity
%) (A) (cm) (cm?) (Q/cm) (S/cm)
0.1 0.24
0.2 0.51
0.3 0.85
0.4 0.95
NR-CB-20 0> L33 0.4328 25870 298 0.0902 11.087
0.6 1.42
0.7 1.69
0.8 1.85
0.9 2.13
1.0 -
0.1 0.30
0.2 0.46
0.3 0.69
0.4 0.97
NR-CB-25 0> L2z 0.4182 26903 298 0.0706 14.173
0.6 1.33
0.7 1.59
0.8 2.02
0.9 2.14
1.0 -

lauduresnsnanuduiusseinemnsealniuazanusnedng
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A1519 0.5 Al vesreunednessssumAnaNAITUBLLUANNTA N339 (NCB)

Voltage Current Resistance’ Thickness  Area Resistance Conductivity

Sample W) (A) (cm) (cm?) (Q/cm) (S/cm)

100 0.0000130

200 0.0000225

NR- 300 0.0000305
NCB-5 400 0.0000400
500 0.0000490

600 0.0000580

11,142,654.4  2.2212 298 14,946,0355  6.69x10°

100 0.0000100

200 0.0000160

NR- 300 0.0000280
NCB-10 400 0.0000380
500 0.0000465

600 0.0000565

10,430,980.6  1.9018 298 16,345114.4  6.11x10°

100 0.0000140

200 0.0000225

NR- 300 0.0000320
NCB-15 400 0.0000415
500 0.0000505

600 0.0001500

3,111,330.1 2.1863 298  4,240,781.8 2.35x10"

100 0.0000145

200 0.0000230

NR- 300 0.0000320
NCB-20 400 0.0000415
500 0.0000505

600 0.0001500

3,111,930.4 20328 298 4,562.071.9 2.19x107

100 0.0000150

200 0.0000230

NR- 300 0.0000320
NCB-25 400 0.0000400
500 0.0000500

600 0.0001500

3,090,281.5 2.1803 298  4,223,844.9 2.36x10"

1 o v o ¢ o o«
AMutureInTIANNduTLS ST n s LalnT LA AuReAng
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A1519 n.5 ArnsthlndivesreunednessssumAnaNAITUBLLUANNTA N339 (NCB) (si0)

Sample Voltage Current Resistance!  Thickness Area  Resistance  Conductivity
W W (cm) (cm?) (Q/cm) (S/cm)
0.1 0.15
0.2 0.23
0.3 0.38
0.4 0.52
NR- 0.5 0.59
NCB-30 0.6 061 1.1100 2.2693 2.98 0.9921 1.0080
0.7 0.74
0.8 0.81
0.9 0.89
1.0 0.94
0.1 0.10
0.2 0.26
0.3 0.42
0.4 0.61
NR- 0.5 0.79
NCB-40 0.6 0.96 0.6004 2.4447 2.98 0.2997 3.3361
0.7 1.10
0.8 1.26
0.9 1.42
1.0 1.60
0.1 0.13
0.2 0.35
0.3 0.57
0.4 0.78
NR- 0.5 1.00
NCB-50 0.6 192 0.4851 2.5010 2.98 0.1556 6.4262
0.7 1.42
0.8 1.62
0.9 1.78
1.0 1.97

1 o v o ¢ o o«
AMutureInTIANNduRLS ST n s LalnT LA AR eAng
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A1519 n.5 ArnsthlndivesreunednessssumAnaNAITUBLLUANNTA N339 (NCB) (si0)

Sample Voltage Current Resistance!  Thickness  Area Resistance  Conductivity
(V) (A) (cm) (cm?) (Q/cm) (5/cm)
0.1 0.15
0.2 0.37
0.3 0.61
0.4 0.82
NR- 0.5 1.05
NCB-60 06 196 0.4770 2.4420 2.98 0.1495 6.6895
0.7 1.48
0.8 1.66
0.9 1.82
1.0 2.03
0.1 0.21
0.2 0.50
0.3 0.70
0.4 0.89
NR- 0.5 1.06
NCB-80 06 130 0.4847 2.7193 2.98 0.1427 7.0087
0.7 1.58
0.8 1.71
0.9 1.97
1.0 2.00

lauduresnsnanuduiusseinemnsealniuazanusnedng
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A1519 1.6 AU UDIAONND ARG TUY I ANELMILA T (RGO-V)

Voltage Current Resistance' Thickness  Area Resistance  Conductivity
Sample
(%) (A) (cm) (cm?) (Q/cm) (S/cm)
100 0.000040
200 0.000048
NR- 300 0.000059 P
75,727.6 2.0443 2.98 110,387.3 9.06x10
RGOV-5 400 0.000120
500 0.000130
600 0.000150
0.1 0.14
0.2 0.30
0.3 0.52
0.4 0.70
NR- 0.5 0.90
0.5335 2.0107 2.98 0.265 3.769
RGOV-10 0.6 1.10
0.7 1.28
0.8 1.43
0.9 1.60
1.0 1.84
0.1 0.3
0.2 0.46
0.3 0.76
0.4 0.88
NR- 0.5 1.06
0.5021 1.9150 2.98 0.230 4.354
RGOV-15 0.6 1.32
0.7 1.55
0.8 1.72
0.9 1.97
1.0 2.03

1 o v o ¢ o o«
AMutureInTIANNduTLS ST n s LalnT LAz AUReAng
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A1519 1.6 AU UDIAONNDANY1IETTUY I ANFLMILA T (RGO-V) (sia)

Sample Voltage Current Resistance'  Thickness  Area Resistance ~ Conductivity
V) (W) (cm) (cm?) (Q/cm) (S/cm)
0.1 0.12
0.2 0.25
0.3 0.60
0.4 0.82

NR-RGOV- 0.5 1.05

20 06 198 0.4412 1.9373 298 0.133 7.498
0.7 1.50
0.8 1.68
0.9 1.88
1.0 2.14
0.1 0.32
0.2 0.48
0.3 0.76
0.4 0.92

NR-RGOV- 0.5 1.39

25 0.6 150 0.4328 1.9180 298 0.122 8.220
0.7 1.62
0.8 1.85
0.9 2.06
1.0 -

lauduresnsnanuduiusseinemnsealniuazanusnedng

43



N3ALIUAINITITNUDIANNOEN 195 TTURNANTINHILATHY o dndrudngAi 10 phr
Nvaya Wunvthsin 284 cm’
AN 0.143 cm

mﬂ’g'm’humusuamﬂ%mﬁa (blank) 0.3545 Q

NNToyanin1si 2.3 Jagaeumedngssssuatauiunlndih 0.5335 Q
ANUAUNIUYDIABUNBFAVRININTINAUAIINAIUNUYBAUATEED 0.5335 - 0.3545 = 0.1790 Q

dayadanadlumuindaannisi (8)

A (wudang)

et ingsUiung (S/cm) = —— - PaE— -
anudunmu (Tevia) X fiuiinihdn (msawuinns)

2.0107

st wgalsunes (S/cm) = —————
0.1790 X 2.98

A5 AT IUSUMS (S/cm) = 3.7694 S/cm

12
1 y = 0.5335x + 0.0267
R? = 0.9987
E 0.8 A
S 06 -
8
L 04
02 -
0 T T T
0 0.5 1 1.5 2
Current (1)
UM 0.1 nemlanuduiusseninadinsvualniiuazaiusnsdndvosnounodne 95T ANaN SN
HIWNSHUNERAIWINGA 10 phr
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ABSTRACT

In this study, the graphene was prepared via a chemical reduction of graphite oxide. The
reducing agents used were L-ascorbic acid and sodium borohydride at the concentration of
0.1 molar. The obtained graphene was characterized by fourier transform infrared
spectrophotometer (FT-IR), scanning electron microscopy (SEM), CHN analysis and four-
point probe. FT-IR spectra of graphene showed the decrease of oxygen functional groups at
the wavelength of 3436, 1197 and 1039 cm™ compared to graphite oxide and the morphology
of obtained graphene showed the exfoliation of a few-layer sheets. The percentage of oxygen
element in graphene was significantly decreased when using L-ascorbic acid
compared with sodium borohydride. Accordingly, the conductivity of graphene reduced by
L-ascorbic acid (92.05 S/cm) was higher than that of graphene reduced by sodium
borohydride (82.42 S/cm).

*sirilux.p@chula.ac.th

INTRODUCTION

Graphene is a two-dimensional carbon with a one-atom-thick planar sheet of sp” bonded
carbon atoms that are densely packed in a hexagonal lattice structure (Kuilla, T., 2010). It
shows the remarkable properties with Young’s modulus of 1 TPa and ultimate strength of 130
GPa. Moreover, single-layer graphene sheet has very high electrical and thermal
conductivities (Kim, H-W., 2010). There are various methods for preparation of graphene
such as chemical vapor deposition (CVD) (Wang, X., 2009) and epitaxial growth on SiC
(Seyller, T., 2008) but these methods can produce only small production scale. The most
promising method for large-scale production of graphene is the reduction of graphite oxide
(GO). There are several reduction methods to obtain graphene such as thermal reduction
(Schniepp, H. C., 2006 and McAllister, D.A., 2007), electrochemical reduction (Zhou, M.,
2009) and chemical reduction (Stankovich, S., 2007 and Wang, G., 2009). Thermal reduction
requires for special equipment and high heating temperature, while electrochemical reduction
has a lots of cost of ionic liquid as an electrolyte. Therefore, chemical reduction is an
alternative way to reduce GO because this method is cheap and easily available way. The
electrical conductivity of graphene is depending on type and concentration of reducing agent,
reduction temperature and reduction time. Accordingly, the aim of this study is to investigate
the effect reducting agent on the electrical conductivity of graphene. In previous study,
several kinds of reducing agents for GO reduction were reported such as hydrazine
(Stankovich, S., 2007), sodium borohydride (Gao. W., 2009 and Shin, H-J., 2009) and
hydroquinone (Wang, G., 2008). However, it was found that such reducing agent are
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hazardous nature and high cost, which may limit for application. The organic reducing agents
such as alcohols (Dreyer, D.R., 2010), tannic acid (Lei, Y., 2011) and D-glucose (Zhu, C.,
2010) were interested due to its low toxicity. In this study, the chemical reduction of GO was
conducted by using L-ascorcic acid (LAA) as a reducing agent. It is because LAA is an eco-
friendly material that can be probably substituted to toxic reducing agents. The reduced GO
(graphene) were then characterized by Fourier Transform Infrared Spectroscopy (FT-IR) and
CHN analysis. Morphology of graphene was examined by Scanning Electron Microscopy
(SEM). Finally, the electrical conductivity of graphene was investigated by a four-point
probe. All experimental results were compared to those of graphene obtained from GO
reduction using sodium borohydride.

EXPERIMENTAL
A. Materials

GO was obtained from Zibo Huaming Graphite Materials Co., Ltd., China. Sodium
borohydride (NaBH,4), L-ascorbic acid (LAA) and sodium carbonate were purchased from
Sigma-Aldrich, USA.

B. Reduction of GO

1 g GO was dispersed in 1000 mL deionized water. Then, the colloidal solution was adjusted
until pH 9-10 by 5 wt.% sodium carbonate solution. The 0.1 molar of reducing agents
(NaBH4 or LAA) were directly added into the colloidal solution under magnetic stirring and
the colloidal solution was heated at 95 °C for 1 h. The obtained product was filtered and
washed by deionized water to remove the residual ions. Finally, graphene was dried in oven
at 105 °C for 8 h. Sample codes used in this study are as follows: RGO-N is a GO reduced by
NaBH, and RGO-L is a GO reduced by LAA.

C. Characterization

The elemental composition of GO and graphene were carried out by CHN analyzer
(PerkinElmer 2400 series 11, USA) and the amount of oxygen was calculated by Eq. (1)

%0 =100 — (%C + %H + %N) (1

The functional groups of GO and graphene were characterized by FT-IR, PerkinElmer, USA.
The FT-IR spectra have been recorded in the range of 4000-400 cm™ using KBr pressed pellet
technique with resolution of 4.0 cm™.

The morphology of GO and graphene was examined by SEM, JEOL JSM-6480LV, Japan
with an acceleration voltage of 15 kV. The samples were sputtered by gold prior to SEM
analysis.

The electrical conductivity (c) of GO and graphene was determined by four-point probe
(RM3-AR JANDEL, UK) and was calculated based on Eq. (2)
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o = o (unit of S/em) )

where R; is the sheet resistance and 7 (cm) is the sample thickness.
RESULTS AND DISCUSSION
A. The structure of GO and its reduction

Fig.1 shows the FT-IR spectra of GO, RGO-L and RGO-N. The spectrum of GO showed a
broad band at 3436 cm™ was corresponded to O-H stretching vibrations of phenolic or
alcoholic functional groups (Song, S.H., 2010). The narrow band at 1719 cm™ was attributed
to C=0 stretching vibrations from carbonyl and carboxyl groups. The vibration from C=C
stretching of unoxidized graphitic domains was detected at 1575 cm™ (Wang, X., 2012). The
band at 1197 em™ was breathing vibrations from epoxy groups and the band at 1039 cm™ was
attributed to vibrations from epoxy, ether or peroxide groups (Bradder, P., 2011). After GO
reduction, the intensity of each peak was significantly decreased, especially peaks of oxygen-
containing groups at 3436, 1719, 1197 and 1039 cm™'. However, it was found that the peaks
around 1700 cm™ still observed due to the incomplete reduction process.

Table 1 shows CHN analysis of GO, RGO-L and RGO-N. The oxygen content was
significantly decreased after GO reduction. It is clearly seen that the oxygen content in RGO-
L was lower than that of RGO-N. NaBH, is most effective for reducing C=0 species but it
has a low efficiency for reduction of epoxy groups and carboxylic acid (Pei, S., 2012). While
LAA molecule can release two protons, these protons commonly have a high binding affinity
for oxygen-containing groups, such as hydroxyl and epoxide groups. The water molecules
were formed and graphene was produced. Therefore, the ability to eliminate oxygen-
containing groups of LAA was higher than that of NaBH,4. Accordingly, LAA is expected to
be a better reducing agent than NaBH4 for GO reduction.

Table 1 Elemental analysis of GO and GO reduction

Samples Carbon Hydrogen Nitrogen Oxygen
(wt.%) (wt.%) (wt.%) (wt.%)
GO 58.01 1.69 0.67 40.23
RGO-L 80.10 0.00 0.05 19.84
RGO-N 64.30 0.59 0.08 35.03
646 |Page
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Figure 1 FT-IR spectra of GO and GO reduced by LAA (RGO-L) and NaBH, (RGO-N),
respectively.

Figure 2 SEM images of (a) GO, (b) RGO-L and (¢) RGO-N

Table 2 The conductivities of the GO and GO reduction by four-point probe method.

Samples COr(lg/lL(i;l;nty
Go 34.73

RGO-L 92.05

RGO-N 82.42
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B. Morphological analysis

Fig. 2 shows SEM images of GO, RGO-L and RGO-N. GO showed multi-layer stacks of
carbon sheets (Fig. 2 (a)) which slightly separated from each other due to the strong of
covalent bond from oxygen-containing groups. After GO reduction process (Fig. 2 (b-c)), the
gaps between carbon planar sheets were obviously expanded due to breaking chemical
bonding bonds between the planar sheets. Some sheets had exfoliated to became thinner layer
sheets compared with GO. However, it was found that there is no significant change in
morphology between RGO-L and RGO-N.

C. Electrical conductivity

Table 2 shows the electrical conductivity of the GO, RGO-L and RGO-N. The conductivity
of RGO-L and RGO-N was higher than that of GO. By using LAA as reducing agent, the
conductivity of RGO-L was significantly improved compared to RGO-N. This could be
explained that the electronic conjugation is restored after GO reduction process. Moreover,
the anisotropic properties of GO was destroyed. The electrons are easily to transfer over in-
plane planar sheets, leading to an increase in conductivity.

CONCLUSIONS

Two kinds of reducing agents including LAA and NaBHy as reference was used to reduce
GO. The results showed that the conductivity of graphene was highly obtained by using LAA
as reducing agent. It is because LAA was more effectively removed the oxygen-containing
groups in planar carbon than NaBH,, resulting in the increased gap between planar carbon
sheets. As a result, the electrons were easily transferred along planar carbons. Consequently,
LAA is a new approach for effectively converting GO into stable graphene sheet under mild
condition.
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