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ABSTRACT

In this special project is to study the preparation; characterization and
photocatalytic activity of TiO,reduced graphene oxide (TIO,4GQ) hybrid catalyst. In
the preparation section, the TiO,rGO hybrid catalyst was easily prepared by directly
mixing - of TiO, (Degussa P25) suspension and reduced graphene oxide (rGO)
suspension_which the pH of the TiO, suspension was adjusted to pH 5 using
hydrochloric solution (1M) whereas the GO suspension was also adjusted to pH 8.5
using the same acid and was stirred for 20 min. After that the homogenized mixture
was filtered under vacuum, washed by using distilled water until the pH of filtered
solution as pH 7, then dried at 85 °C for 45 min and was grained to the fine powder,
finally the TiO,rGO hybrid catalyst was obtained. In the procedure above, the
amount of TiQ; aqueous suspension was fixed as 2¢/200mL and while the different
amounts of rGO suspension (2.5, 5.0, 7.5 and 10.0.mg/mL) were prepared by varying
graphene oxide aqueous suspension. The appropriate content of hydrazine solution
was used as reducing agent along with ammonia solution was also used as s
stabilizing agent. Then, the mixture was reflexed at 90-95 °C for 1 h and the black
aqueous suspension of rGO was obtained and ready to use in the further. The as-
prepared TiO,rGO hybrid catalysts were characterized by SEM, XRD, FT-IR, DRS,
Raman, BET and PL techniques. The results showed the morphologies of all the TiO,-
rGO hybrid catalysts were not distinctively different from the pristine TiO, powder
(uncoated-TiO,). From the XRD and FT-IR results, the characteristic peaks of rGO were
not observed in the spectra of all hybrid catalysts because of its amorphous
structure and the too small amount of rGO which could not be detected by these
techniques. From the DRS spectra, the absorption band edge of all hybrid catalysts
shift to the long wavelength (red shift) compared with uncoated-TiO, catalyst,



indicating the narrower band gap energy of the hybrid catalysts than the pristine TiO,.
While the PL intensity of TiO,rGO catalysts were decreased with the increasing
amounts of added rGO, implying the recombination of negative electron (e) and
positive hole (h") were reduced. In addition, the photocatalytic activities of the TiO,-
rGO hybrid catalysts were evaluated by the photodegrading of methylene blue (MB)
dye solution under UV, UV-Visible (fluorescent lamps) and the sunlight irradiation.
The results showed that all of the TiO,-rGO hybrid catalysts could be degraded MB
dye faster than the pristine TiO, alone under lights illuminated, especially under the
sunlight. The reason of this is due to the fact that it is relatively with the well-
supported of rGO on the TiO, particle, enhancing the photodegradation of MB dye

solution.

Keywords: Titanium dioxide, Reduced graphene oxide (rGO), Photocatalytic process,
Methylene blue dye
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2.1 nszurunsininazazlain

2.1.1 vannrsvasnszurunsinlnazazlaiin (Fundamental of Photocatalytic

Process)

nsrvaunsinlanzagladin (Photocatalytic process) iunszurumsiviliansg
suluidundndoet Inelddissfitevionsnsdad fannsaimihidudissfisenls
Taensnsedusouas Fsezvhmiilumsasndssunseduvesmsiiaufiseuanslugui
2.1 FsavFensnsavaadiunszuiunsian Wlnaeaslada (Photocatalysis) FslnlnAzme-
ladadsndudeslowszneu [2] fio
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2) wamuuaq Faflamnnniwsewitundsnulnnouresiayeyaas

3) 1

4) paNTiau wiefpenTunusay

: y) '

'fmwm e \
. : "2\"&%‘7—'{& SaEN {
: Y f\ YA l'\ /\ VA&V |

d a - ) s - el
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2.1.2 vinveslWlnnznzlada

lnaznzlada annsauenld 2 Yssian deinsanananusvesiasavaas

1) Wlnasnyladauuuanugien (Homogeneous photocatalysis) {unszuaunis
Aldfseiite dadanunferivasdunidideshin (auialuudnndureavar)

2) Winaznzladauuvaniugsa (Heterogeneous photocatalysis) {unszuaums
AldIswiAzen Sadianugsieiuasdunisigesnmsidn



2.1.3 WAITULES

nmsarsuaslunszuaunisinlanzazladadu Wunisldwdsnuiussuuluglees
a -:‘ o vV a aaa ‘r L d et ar s 1 A‘n
wasulnlnau (Photon energy) innweasinlwiinufisenvuls Fafenndanuanaiiid
ar w < : ° w P
WAMUNTEAU (Activation energy) anansafuinildainaunisn 2.1

E = hv = ke (2.1)
£
L Ao WasUAIBUAN (Quantum Energy), 38 (J)
h fo  A1AaTindsA (Planck’s Constant) = 6.625 x 10,
983U (J-5)
v fo Ao udveseduual, sn (H2) viedund” ™)
A do emusnapdulas, uilung (m)
¢ g euaeduias = 2,99 x 10T wasaedundt (m/s)

as = @ ! @ A & A -
wauLaslAwdIinAuiuATNEIARY TnendiueeaLiuTuilanNeIARY
anad UARIAMIANNUEYEIANEIAFULALNAINULAT AagUn 2.2

THE ELECTRO MAGNETIC SPECTRUM
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d ar L dl )
JUN 2.2 awnasuvesiidaiuudivaniui [3)
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Ul 2.3 uansanaiuvesdidyd duduiaulalunssuiunisiWlanzayladin A
g1AduraILasgTavaglugie 100-400 wiluwes dmiumaneninduuassisiiaueii
(Visible 58 wasyn?) aglugng 380-750 wiluwns $sdeduUseanidu 3 v fe

1) pdug (Long Wave UV, UV-A) aglutag 400-320 wiluuing

2)AAunA (Middle Wave UV, UV-B) aglutae 320-280 waluwims

3) Adudu (Short Wave UV, UV-C) aglutng 280-200 ualums

ANENIRAUTAING1 200 uiluies daudidyiioeunn msigsdiedluda
Vacuum UV #savgnaandulusinimaunuslusaesysymsdugilasiuma

2.1.4 YUAYIAIAAZRER
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1) Tangsi (Transition matal) L9u VDAY Taswvy tnifa Wueu
2) @150 (Semiconductor) 19U vinilleulaaenlen (Ti0,) waadsudalna
(CdS) Berpanlan (ZnO)1Dusiu
« ar o -4 al o 2 L3 L2
peAUsENoUTRdlanEaA i asa1sNIHL Usenaumisiauswuus (Valance band)
WaLADUANTUWUUA (Conduction band) TulanemitiiseinauduuusnasAsuANTULUUR
fnfu wiluaisnedanil Maudiuuskareaudnduwuunsclifndiy Inanadudesinusenia
" [ 1 a d‘ =@ = 4' L3 s
AIDUTDIINNGINU (Band gap) (WeBlanmsau (Electron, e) Wogluriauduuudlasu
L - d L7 L L2 L3 -l e "I ca
wasulwmaunuas (hv) Bidneseuavirdauiiludneusnduwuus lusmsiderfuiivsiu
4 = d‘ dl 44 ] -, L4 «
Mauduuudaziinlea (Hole, h') Fuduuszquanansaindouiisgndasslurnauduuusd
ot at L3 A{ 4 J L4 d A 1 3 t:l as
druppuAN-FuLUNABIENASOUTIARBUNLI9 N aLTLUUALA AU el udaseinnousn
s 1 -l [ - o rY . 1o K p
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JUN 2.5 nalnvestfisenininnesladauuasneinilnnieulaeanled (6]

2.1.5 nalnvasufiiserinlnazazladalunisirdaasdunid
Ujiselnlnavazladalunisiidnarsdunis uansisaunisi (2.2) wazaunisi

(2.3)
mstinuEe
OH® + Organic S Oxidized Organic (2.2)
H' + Organic e Oxidized Organic (2.3)
n1IN3EAY

Semiconductor ¥ e okl ¥ h* (2.4)



deansAaiildfundanuuaddudaedanitlaloan Faiindsaugenittesing
WOUWSU (Band gap energy) miﬁeﬁaﬁw%qnqmnﬁuwé’muwhﬁ'uﬁaa'mwé’wm
(energy gap) YlWdidnaseuluunuaniaud (Valance band, VB) gnnssduiuluguaunisth
(Conduction band, CB) dwalriBidnnseuriuduluuaunisdi (e ) uasiinannznisvn
dudnaseulunouiiaudnielea (hole, h'ye) Faaunisit (2.4) Snwaziduiiendn ey
fdidnasou-lea (e /h" pair) Wevinammihvesastafihluannriifigsidnnsounasisn
duatulianavesimdesendiauiiilagluennia sxsiiliiinisfa (Radical) Aifianwiedls
geuuimthwesansisin Tasluanavesinzgneeniladine h'y inaidulensendaisaa
(OH") fsaumsfi (2.5) dauluianavessendiauszgnimdlay e aduguivesoonled
ishdalesau (0,") Maun1si (2.6) uaziiadulelasiuaioonles (H,0,) Faunisil (2.7)
lelasnueioanledldsundtimuanindulensendasica (OH") Faumsii (2.8)

h' v #F HO~< O+ H (2.5)
edd + 0. -G (46 & (2.6)
2H,0 + e~ |z 2 H,0, (2.7)
HO; & TAR G 2 20H° (2.8)

v da & a

a - { x = - s’q‘ - v
lensondasidanintulumoandladiuse aunsosesaaivaisusynousunsola
fleaunIsn (2.9)

RH + OH" 77> RCOQ" — 2 (€O, + H,O + inorganic ions (2.9)
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2.2 Inmilsulaeanlad (Titanium Dioxide, TiO,)

Tunitlesulaeenled (Titanium  dioxide:TiO,)  Juaisusenaveanlenvaslany
- ° v v ' Y - ' a
Tnniley Aigniunlfunnlugeamnssudiusneg esndiauatiosgs liduiiy uay
v z A -~ ] [ L3 s L
5190 gnAunuaiwsnille A.a. 1791 Tumilewsivilesnaduiead Yssimasingw laesin
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= o Ve - ¢ « a P
uANTIUANEIY 3 WUy s ugAlan auna LLasg‘lwa [7] aa5Un 2.6

U 2.6 lnsadandnvedlnnideilasenled (8]

\lesnnmsiniGesnveseenaszinseaiiunnriety Sedwalviiandivicusens
unnArsuaenty uagfinnmnyaulunshaufiuansnaiy wuirmdenlaeenledd
aglugUvaszinduazounvaiiu fusvavinmlumsdesaaesisuasgs Waeaniinssy
Mifusznindidnasounasyesindianaseutios uazlieauaunsolun1sgainiiganin
ugelevi Taglnmdeslnsenledniflassaiwdnuuusumasiiussdnsmmlunisdovaais
asduvidinnnidlassadawdnuuusind Wesanlassaiwdnuuusumatuil uoudeins
WA gandnlastaiaudnuuuiing lasdinauteeitandseuredlassaiaudnuuy
sumaiaiiy 3.23 eV lgnsiisinaiidinty 3.02 eV [91 uatlassadrandnuuuging
wldguupivnrduassiginieamgifilflumsdaeneilasairamdnuuueuina vl
Tassadamdnuuugivg ian1sgaudeiuiiiafidedaremaiinuiisen  [10] usviednisld
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'3 a ot ¥ - a o e s 1 e L
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A(101)

Counts

3000

(1)
20

20

3U# 2.7 3ULUY XRD 184 TIO, Degussa P25 [11]
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2.3.1 auuAnanvaansiu

1) A uluseuas (Optical transparency) nsﬁuﬁﬂ';'luiﬂs'ﬂaﬁmmsﬂgﬂ‘ﬁ'uu.aa
Ustanasdesay 2.3 vesmndunasiovueiifudassvasmuemaduuadulawy (Domain)

2) audAiTana (Mechanical properties) nsnﬁuﬁizﬁ’ummﬁmﬁ 42 N/m  ukiu
wdnndiifiaumawinfuusiures nsity as1iuasdinnuudannninndnnd 100 wh

3) Myt (Electrical  conductivity) nsaituiinanuanunsalunisiadeudives
Bidnmsougann vhliausaahmsudamesivhausanngld

4) mhanuou (Thermal conductivity) NS1UTAIAIIULIAIINTDUTUNIZVDY
gandnfanustamdug wasdnhanaiouldndnmes Frupuauiiies Sullmsinsiiuly
Paluszuussuieauioulu CPU

TurAdeiildviinisimdnsiusenledmelansdu 115] . Wetdamlensenda
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JUN 2.10 lansadrwwaanitusenleduariidnanfueenlea [18]

2.4 n31lWa (Graphite)
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3) nsAnidnendufeuquensionaenin aneusunslnd invulutemsases
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g'dﬁ 2.11 a) W31 s b) wans e o) Tassasrevaenslug [19]

2.5 Uszunnvesddeu

nmsduunddenifdeuduunaunisialuly msizezdosdinnmamunisdn flanu
AmusauaLardnoelnumvusenuiow ddungulswmugnamnssuldsuundden
audSldeenidu 11 Ussian Ieeiiddouusazysuavisiignslassaiiomandl autfves
= acn val il =4 @ o = o v a -
ddou nanudtlivuansnaiull Sunmendwinmsvigranvnssuddenineliiinuafivmg
11 Sudusesdinisidaddoustrafuszuu Sedemsuusuanddeuieliieseiinisien

E N | a a
wazidenlyiBmdaiimnzauuasiiussdnsamggn
= - . - A’ = = - & = .u' e ]

1) &edn (Acid dye) dvllatiinanaisusenaudunid fivseqau avaneurldd du
Tngiduindevensaiuzdu nalnlunsindiiaduiuselessiin TdauduleTusiu Tuh
v e 0 4 - W ° o o a dywy o
gauiilian mbunsaienn dedaundannsailuldgendulawaglaausqrslinu Je
Ui Tuaeu Tevuuny vt uavesedinled 38msldasihddeniinenansuseneudunidiy

S v da - a ' ) ' o
avagurfenniUunsavsaiiunans Aedalinunisdn linuvile

' - = - - o |
2) dlainvi (Direct dye) wisonaiseninddenihe dviladdulngiluaisuszneu
da ¥ @ ey ) a o 08 va - P o v

sxlonilminluanags dvynsadalrleaivilifadauiseazsawinld Suszqau deuld
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fouduleaglaa dvvindulelilaeluanavesdavinioiunsnagluseninluanadule
wardaduiudeiustlelasiou Alimusanisdnir andie nuuas

3) @udn (Basic or cationic dye) Afpuvilatlifuindevequadunid (Oreanic
base) IUszquan azanehld deslddemduleTusiu luasuarloozeianléd luvnezdey
Tuanavesddiuiiiussgavssdaduiuluanavenduly  \Judndenu limslddemdule
sysugAwTwazlinumsdnuasuas

4) Anaweda (Disperse dye) [udnliazaretudilantfnsyarelds anansaden
diloerdom dulondleawes luaou wareza3anlad msdouayldansw (Carien) o
Frusesnsnsgaduvesdinlvluduleviedeilagligungll uasaudugs ddamedadu
diuuasuaznsdnilendeudnedl widerdadgnaduvioufauisie wu ufidluniasenled
dnawasauvseanlailu 2 nae TaeRarsannguiaiilusddon loun ddeuszly (Azo dyes)
uazddouueuiilu ueunsAluu (Amino antraguinone) @it 2 ngu Usenaudaweywus
Youensluaiiy (Fthanotamine; NH,CH,CH,CH) u%aauﬁ’uéﬂ?iﬂé’waﬂﬁaﬁ’u

5) #ueniiv (Reactive dye) ludfiasansld fivsvqau Weaglmieriauiidy
sine Adourinilnsiunsdoudulowaglaauniian luanavesdrnduium lensen
ludt (OH) veuwnglaauarieulesiatusheuselauiluannefidudn  naneidy
asUsvneuipiiviinlmifuwagloa #ueniing 2 ngu As nquitdieufinfigauvaiigs 70-75°C
warnguiiendnnguuaiiung dSuenimlvidianla nnafavuluynaniae

6) Aorladn (Azoic dye) Adoumlniligmanasaerl nsiidenasududule
I#¥esdondeaissenouiiunadsasarsrldnoy udunszuanisvinldsausadud
(coupling) udtauiusearslaevlsresinuuurifmuiadudld fosledalddouduleld
waglaa luaou veesdiam Fezledailudiinudenisdn udlinusonisdng

7) @Wia (Vat dye) Wudiliawnsaaraneinle wevinisdeusanieuthdeuly
duinarariilasliinugatortuarsimsuasledoulensenled  Auinazgninadli
naredundedafudlvluduleld Wethiluiisluemedludulossgnosndladituduin
ddonviaifdulsvneumaniiidfyey 2 win Ae d@udln  (ndigoid) wazdueu
N31AIUBEA (Antraquinoid)

8) Auasunuvi vielasu (Mordant or chrome dye) ddousiiniidosldanssieindgn
WiheielviAansinduuduls  arsiivasdniiléfe arsusznousenledveslany 1wy
Tasidloy fiyn wén evgiivlon usu Fuesunuidudiilianalug@uinanduesunuy
vangluanaduiulanzudrazaehldfahldeuldine didddoundulelusiuuasduloned
wludlein

9) #dunsu (Hudiliavare Insasidniduneaassivdsnnifinuiisendui d
Soumtiaillddmiudontie

10) Aoendiadu(Oxidation dye) Wudiilarareilaseziiniduneaasesvaain
AeufAsenludlasdesiauiy erdsuisemsanavneusdnneludile Wawsudeuthe
uasvudng
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) o O, o Y aa ¢o o
11) @dawes (Sulfer dye) iludiliiazarenn Wievihmséioudasiidaeliluana
a g 1 4 = g L3 a a4 a o ] P a ¢ %‘ 4
agluanmiiazangunle usddaimesunwiiafindneenindmieluguiignimdezazaretils
= o & w Con - A W el el i ‘ @
tgmhddamefindeuthe Fvvdanu uazdadudniisangn uddnseuszlinusenisdn [20)

2.6 wiiduug (Methylene blue)

widuug (3,7-bis (Dimethylamino)-phenothiazin-5-ium chloride) Wuduszinn
wWAn (Basic or Cationic Dye) Fsillosauviniumlid adonvidniidundovesvadunie
(Organic  Base) uanAalvilsegay avanuinle ﬁmmsmmné‘uuaaﬁmumm 670 nm
flassasaluanailiu CigH,gN,SCL fidnwnuzilu Heterocyclic u%mmaﬂagm 100-110°C
mmwun'imana 319.85 g/mol fisulvdoudululusiu lussunarloesasanlan luvuedou
Luanavesddudiiivszqavazdaduiulianaveduly (Hudfidanu limslddeudule
sTsumAnTrarlimunmsdn wasuas visiieSenddenviniindundlosey drvlossuuan
yadazduivlessuavrniniatiardsn lasduiumenusevatssiin Wy Wuszlesaiin
wuszlalasiau uazuseiuwesing [21]

lunuadedldhianssuffewaulnnielnonied “ﬁaéniﬂuaanwﬁﬁ EE
dunAnmnamaunsalunsiinddemsiiuug Teeldanududu 2.5x10™m

N
S
H3C N S |$|,CH3
CH3 ClI" 1 CH3

JUi 2.12 Tassaialuanaveusiiduug (22

2.6.1 nalnmIsaeddouniiauug

nalnmsaaeddeuuifiaduvg wWuluawddussi Guainleasendaisida (OH")
\Winannssurunsinlanseslasn Lmlﬂmﬂgnimnuiﬂsaasw‘[uLaﬂa%aqaaauLimauug
\Dumjdarenlest (Sulfoxide) Falwu (Sulfone) waraniufivnisiUniseslsinandt
N-heteroatom TJuagiidu (Aniline) Gl‘]?.JIﬂ‘iﬁﬁ'i’NhlLﬂﬂa‘ﬂ (1) (3) wag (2) ;uawy
nnthilensendaisida (OH°) winuiteeg1egunse MvAansueniuvesseslsunin
Fudu 2 29 L'ﬁuTmar}ammn'i%aIWuﬂ (sulfonic acid) uazfuea aulassailuanail (4)
waz (5) Ltau'[quﬂimanammunmqnaan%‘lm‘lﬂaamnama mmﬂuimaqamalaaau
YUIEN 1 H,0, CO,, NH, ™ war SO, 1udu [23] muam'lugﬂw 213
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s
)
i S CH, CHa ) CHy
)
NH NH
HO* HO*
- LHy —— =  HyC. .CH,
" & o y & "
CHy o CHy o, O O CHy
@ @

y ! HO®
NH, CHy

o
m ©\ He Q HOe L . . HO8 |\, €0y, HO,
S, SO, ..
SO o Hy .
@ )

sU# 213 nalnmsaaneddonuiiduug (23]

av o a 1
2.7 U8NNYAVDY

Chao Chen uazamy [24] lavihmsAinsnsinsouaisusenevuituninueonles -
Inndlsula-eonlyn (GOT) lagldnsifusenles (GO) 1.3 nduredns warlaidvulnnnia
Fawln (SDS) 0.05 Tuadedns uasidonmaeth snduldlnmileuranseaaslss (Tick)
0.12 Wanadns Ysuns 50 ladans ledsudae (Na,50,) 0.6 Tuaas Usuans 10 faddasg
wag (H,0,) 1 Wos@ulpehmin WBines 5 Sadans ﬂumuﬁqquﬁ 90 srwaldua 1Uu
nan 16 $2lus waswuaalefigund 400 sdmigaidea TagUsunwes GO:SDS:H,0 (ml)
fio 1.85:0.11:71.88 (GOT-A); 3.7:0.22:69.92 (GOT-B), 7.4:0.44:66 (GOT-C), 18.5:1.10:54.24
(GOT-D) uway 37:2.20:34.64-(GOT-E) ihlUAnwinsgesaarsddeuiufiaoaiius aae
Uifselnlnnzarladin nmelanisareuasidada 9annisveass wuitdses@ndamnisilu
sasauiserlwlangaglafnues GOT-E > GOT-D > GOT-C > GOT-B > GOT-A > P25
esnlnnifloulesenledlinovaussdouasidida Sailusz@nsnnlunisida
Adouldlald msidunsfusenleddudustslunisiiustaninmesslnnioulaeanls
Tuthauaidida Soild GOTE fvimmnitusenledfmnsauiignianunsndosaane
ddoumiiaaisudlfiian

Feng Wang wavamy [25] lovinn1s@inwimsmisuarsusenovimensiueonlys-
Inmidleulasenled (RGO-TIO) NUFAtemnauieu lnsnmsiuaalediigumgil 400
= < W - & v oas i ' a o«
sy walda Wunal 2 $alus melaussenmeanidueiineu Tddnsidmseningmdnsiflu
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oonluduaglnmionlaoenledi 1:100, 1:40, 1:20, 1:10 way 13 Wedulasthwin e
luAnsimsgesameddonlimlan T feufiteinlnacazladin angldnisasuasgiues
wanidida :inmsvaaessnudl RGO-TIO, (1:20) annsadesameddenldfiian Seiansan
Mndnsrdruvenstituiildasiy minfivFurnvesnsnfusinazyilvuatslnmidoln
senledlunmaifnufisenlnlanzacladin vinliszdvsnmlunsiuiiswiiteanas

Ju Hu uazamy Anwaidgansduasieiiduainunlulnndeslaeenlesiu
asUszneuifag ns1itusenled (TI02 -RGO) laeTBnsusuusannislelasimesusame
\Joa5aAuIeFei Cetyl Trimethyl Aammonium Bromide, CTAB) uaafigariananvaives
Tnssadandn uandiviuindwluginslusenledldgnimdlieglusuuuuresimdniiitu
sonlesluszitimsinwiammidoutu uasnuiduaaumivlmnidealaoenlediinising
Funtuvuiuinrestuiadnsuoenleiudau wmedeulssavsninnisn 1dnddey
Wiguszwing TiO2 RGO laifinisiAumsanusefsia(CTAB) war TIO2/RGO-C ilinsifiuans
anusafeiin nuidiadnausenledlumsusynauTio/RGO-C nduduiiifuiaGeuni
wararsuszneuduainurlulninidlsulasenledeguiuninduululniilonlaoenledd
dunsidheismsiiisaiu venanidsilfgailasnindumantilniolaeenleds
wlfuflszevarslilaswes dedisuiuiidnmiusenlsduazanualulnniienln
sonlasiavansusynau TIO2 -RGO dunaves fisensefudonasiunuirfisyavsam
getu Wuwasnansafussinlnaniesilnesnladuarinadnafusenledlasansuszney
TiO2 -RGO filldasim sz avBnmassna TIO2 fe RGO 1Ty 0.6 fivseAnanmiiign

Tamas Szabo wasany [27) WimsAnwvmassifsatunisuondassufsonds
uas Tagandanisnseaneslinh Ssasldasussnavinlunsitusenleduasnndels
anled lnefimsiwdsudusajidonduadnndedlasanled-niiusenled Adusum
ns1fiusenled 1-10 Weddulasdamin warinmdeulasenles 90-99 wWadidulasthwin
Tnenszaensilueenledlud 1.6 8ns U3u pH Tu 8.5 (+/-0.3) wguwIes 15 wiit uaz
Fuliluiiln 1 Yu wdnhlvnautuarsuruseslnnideslseonled Ausy pH D 5 el
anazney udnhlunsesuvanaiidiu sntulleuliuisigamgd 50 eswniwadea an
nmmaaasfanauandliiiegt nsaflusenlesazlinisuenssenaninmioslaee e
imznguiues dudimsBainziussussianeind asinsadanaeiuldgandtlnmiesla-
sanled uaznnsfinwvesmstuiissiitermenadunisidailuea TiO,GO 7ifl GO
finszaneseglu Tio, liifu 2 Wedidulasthwinaraunseiiniiuealdd

Yong Gao wazAmy [28] vmsAnwiAgrtunmsuiuupiuRaumuusuy densld
Inndloulavenled nsftusenledifefiuyssanamuesjifeinsydudouas Tnold
Aulszlominnnsiiluesnlediiannsadisveredisnisgandunas nduiilvmiien-
Inoenludilunzardadiievgnnsyiulunszuiunisnsedussuasnsléedyivindu vilw

awnsagnnseuneliuanidida Fanraessulnnidenlasenles-nsfusenled 1935
layer-by-layer  Taglginddulviu (Polysulfone) 1lugrummuusu udwinnisnszanesa
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Innidleslasenles neuasnsusenledvivouly Tiasigiiuirvasinismiouiaeti
laginaiin QCM-D uaxmn@ﬁuﬁuﬁ'wmﬂﬁﬂ SEM  91nturiimsinwusyavniwues
wuuusuiiIunsUTuYud Tngnsisaeudnsinisivaiiuvesansazats waznaaoy
Usgdnnmnisidnddenlasléuiduug wuinuuuusuiiiunisududgeifuiiadae
"lmmLﬁﬂ:ﬂmaaﬂ“wﬁ-nswﬂuaan‘lﬁéﬁuﬁﬂisﬁw%mw‘[un'ﬁﬁ']ﬁ’mﬁé’anuﬁmﬁuﬂﬁﬁ%mﬂwﬁu
douas Snmfadaiusninisivathuvesasarantliitu 3-4 wh
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unii 3
A5 UUIY

3.1 @150l

1) ns1Mueenles (Graphene oxide)

2) lnnifsulasenledinsa@inisdn (TiO, Degussa P25, anatate 80%, rutile 209)
3) lans1@u (Hydrazine, N,H,)

4) wanluillsulensenles (Ammoniam hydroxide, NH,OH)

5) nsalalasraainitisidu (conc. HCL)

6) asazarumiiuug (Methylene blue, CygHysNsSCL, MW = 319.85 g/mol)

3.2 gunsaluaziATaiie

1) tr30aufa

2) \n3nsdamaBen 4 dumis

3) ip3ostunIuwiivngn (Magnetic stirrer)

4) \AS0snTENuUVaRAILFY (Untrafiltration)

5) NTEAENIeN

6) kulasUiun (Micro pipett)

7) winsiafiiey (pH meter)

8) w18y

9) Lﬂ%‘amqum?sa (Centifuge)

10) gviuffiseninlansazladin (1m x 1m x 1m)

11) inSesiinsIsinsidvauidiond (X-ray Diffactometer, XRD)

12) ip3insiziansiesruudunsus (Fourier Transform infrared
Spectroscopy, FT-IR)

13) 130 3iAT I iRIAUSYNEUTRIES (Raman Spectrometer)

14) in3aviasmsgandunaduaniuzueudsUV-VIS Diffuse reflectance
Spectrometer, UV-VIS DRS)

15) iedoviiAsiziasdusyneuveanstasnisiauas (Photoluminescence
Spectrometer, PL)

16) ip3osiAsEimALRATesEns (Surface area and porosity analyzer, BET)

17) naegansImiBEnATauLULABINI A (Scanning Electron Microscopy, SEM)

18)A3aainmsganduuas (UV-Visible spectrophotometer)

19) vaeaypaisaisus uwudnala vuin 18 Tad 5 vaen

20) vapaylpeLsawus nglavi vua 18 I0d 5 vaen
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3.3 nsAseusA9ns iueanled n1swseuarswvuasylideulasenled
waznsnadaulsEAnsamnsitdaddouniauug

Ignsflusenled nseulaanaisuviuassnsnlueenlenlaeiSnisdaunsiev
arsusznauldsdousy1sine Tnensiiulans @y (Hydrazine) udSiiduazaisazaney
wonluiilonlensenlen (Ammoniam hydroxide) (Husauaissan dulnmdeyle-
ponlest vliuansuruastluth 2000 fadni Tagldusinmvesdmensfiusenles 2.5,
5.0, 7.5 uaz 10.0 fadnsu

3.3.1 mawnssunsindeanlendaedsnisuiuussisvesdumes
nmswseunilwdisanlenmeIsnsusulsisussduwes [29] Tnefiisnas

Wssunatl

7~ ; N
Y] 3 Y “d 3 o
Faranslndnn 2 n3u warlnumaBuulasuanum (KMnQ,) 6 n$u

wiasluvInnunay wieunuynistumunaulvmdudeifedu

4 J

/ i § i
° v w8 & da - =
dmnanunadlunediluiniudiiigungi 0-3 sswuwaidoa

p vy

e ~ =

AREYANasaranensa (PaWa3n 3 dau: lumsn 1 @) 48 Haddns

aeleinistiunuung Wunan 20 ui

L (earsnildnuauzidulraudiiman)

X

4 N

= Y

[ w 3 & e v =l
ﬂﬂmmnunauaanmnmmﬁa ﬁ]’]ﬂﬂi&ﬂ']ﬂ']i{jﬂﬂ')ﬁﬂqm%ﬂllﬂﬂﬂ

U

Whunad 2 T2l

i B

ihmafunauluseliludaniuddnass antudes q W@unduasluly

YINUNaNIIUIL 192 Tadans neldanistuniu wdwinistiuniudia

Wildwaan 1 alus
x .
(— [ v 1 3 el A:i qv - ‘o’ III
YNamENauMEIsnsvyuwies Nwansazas waziiuniingy
%’ d ﬂl Vel 1 s
luiSonq ullenaaeuansazaefiléil pH wihdu 7
.

i

YINNNSNSDINENDU A NRLNDUMEDYSLAUTIUIUL 5 Nadans 91nuy

° v v oo P = o
ilveulviuvisiigmadl 65 ssmwadua 1Wunan 3 Falus

nsussgnaulvaviden fazlanansiindesnled
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<4 a o a "
3.3.2 mansgunsiueenleddlisnisldaduaiiuiigs (Ultrasonic)
= = ¢ a = ad v oal =
mMaw3eunTueenilurnuisves Fuaes [30] Mmeisnsldaduaudglaeidl
WmaeIeudweluil

ﬂ
Fawansrinseanlesun 300 fadnsy nduwasluluvasaunsiag

M 50 daddns
s s . &
wWsinauadly 30 faddns udnirluanslilugdansiledin vihnas

v

sonicated Wutaan 1.30 3l
= ]

£ 7

o ° = o
u’l?ﬂiLL’II?Uﬂ'ﬂEJmmUW']ﬂ'\'iMHuW'] 83 INBLLENAENTaYA18DNINM

el w =4 i <
nalnaniguviest Wuan 30 uil
\f J

.
- aa, @ 1% i
SuaisaLalseenIINVaanuRINRaNYE leatsazalensueen len

& Al e I
FadunaLy )
3.3.3 namssuasuvaussslmniisylasanles
A : z . / s
Falnmnitleuleeanlad 2,000 Hadny HuLindu 200 dadans
Jumuuna 2 $Hlus
, R >
: X -
Inansuvavasslmniilvulpeonled Yn pH Susuld 6.5
\_ J
( y &
nUuUsU pH Wy 5 Mmearsazanensalalasnassn

3.3.4 nswisNsAl9ns Wusenlyd

Tutureunsiniouiadnsiusenledi wldlansduduiuiming lneesld
sns1alensdu 5 lulasang sensftusenled 1 Hadnsu wasldansavarowealuieuls-
asenlednavasiuie ludnidiunenludoulonsenled 35 lulasans dens fuesnled
1 fiadnsu TnefisrwazBunnismeassdesioluil [31]



, ™
Ywmnslueenlen 0.5, 1.0, 1.5 wag 2.0 Hadans

(USnunsrusenleaviniu 2.5, 5.0, 7.5 uay 10 Nadnu) mudeiu
asluriagUruyruin 125 daddns

A J

) ) |
launduasluuiunms 49.5, 49.0, 48.5 wax 48 Hadans audeu

W5 o

\

lalensn@uadludsunns 12.5, 25.0, 37.5 wae 50 Wlasans audsu

(@nsrdulensdusdens iusonledidu 5 pl:1 me)

£

ldusuluiinulensanladasluusians 87.5, 175, 262.5 waz 350

lulasdansmuainu Ensrduwsnluilodlansenlednansfusanless
35ul:1 mg)

X

dlvlimmdeuluiniiion @amall 90-95 °0) Wiunian 45 unil

@ =i LW ¥ o
YIRUNTEMNIAVRINI TUean lwaURsu A anaudsn

i

%o e A N1
Pinussisliliduiigamgiivies JapH Gusulé 10.5

X

WarUSU pH asazansuvIuaesiileiiu 8 5dasarsavaslalaspanin

3.3.5 NMSATENASNENTENINEsuYauass Inmteulasanleduazsfignsailu
aanloa

ASuvIUaBLIATNIITY asurvasslnmiiouls

ﬂ‘ v - aa 4 | 4 - e
sanleanmisuld 50 faddns ponleanwseuld 200 Haddns
: i B
L wnaufulutninesvuia 500 Jaddns Juniudunal 20 wait ]

X

o &1 19 o - )
nanUullUNsa9ILLATBINTBIETAYANELUVARAIUAY
seninnsosdemsdInauarmerdlau auin pH laussanm 7

X
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[ A
° < a - a
uﬂiﬂﬂuﬂqmwﬂvu 85 yANTaLTd Lﬂu’ﬂa’] 45 uUm

R o

, 8 :

=Ha

unansiazidenarlafusuisemaninisioulnoanled-3fad
. ¢ o ' w &
nsueanleauavinulilunaestesiuanudiu

3.3.6 N1SNAFAUNISNIRTT U

Anwuszansamlunisiludinswiterlnlnerzaslafnvesiasaujisowan

Indieulneenled-Sidnsiusenien neldniuiln wawy3adida uawd wavuasending
- = w - ¢ & % ol i Voo -5
WIsuidisuiulnndluulasenled Inlivaaevddenmiauuginimdudu 2.5 x 10° M

- = < -5
3.3.6.1 3L TazaI8iauLg Nadmdiudu 2.5 x 100 M

7 )
Feansuiituugin 0.0079 niu ldlulninesuuin 20 faddns
Z avanumiuuINauy
( i
MNVUINAILLYIIAUSHMSTUIe 1000 Hadans
wavdSuBnasmetnay
2. )

3.3.6.2 vadounsnaduidouwiiuug neldaaulin

~

FINIVBIILS W@ TiO,-rGO 0.1 nsu Tdludnnesvuin 250 fadans

X

.
a aal v -5 a aa
WNETASABLUNAUUGAINNVY 2.5 x10~ M 50 Uagdang ]

N

nduarskalilugia vinnrslunmunasanaiiuietng

(

Wn9 1 42l (30, 60, 120uay 180 wrd) Mntuiluvilvimnnzneu
v < = v
Y Lﬂsamqum’im (Centifuge) M28ANTITOU 4000 rpm. e

ihluiarnmsganduuasineiaies UV-VIS Spectrophotometer
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3.3.6.3 vadaun1aiseuizendisuaslumsirdaddouniiauug nelduaed
uazusdgI-Idila

Farsvoaiusway Tio,-GO 0.1 nfu ldlulinineswuin 250 fiaddns

L J

3 i B :
= - v ow -5 a_ aa
Wma'ﬁa%a']ElLlJV]aUUQﬂ'NNL'lm‘Uu 2.5 x10 M 50 Uagans

. ”,

r i S

vinmstumusasanailugiinduia 30 wiii wdwihnisiiuied

Adouvszanu 4 Nagansldluviaonoudnd

i

MnduvinsaIeLaeuATy 3 $alu (30, 60, 90, 120, 150 waz 180

(
S

& o o q w v - o 3 o
wiih) Mnmiluintinnaznaudeiessmsumiss (Centifuge) e
ATAILTITEY 4000 rpm. WieTluTaAIN1saanduLaY

3.3.6.4 nagaumsiieujiermeuaslunisidaddonuiiduugnielduaoniing
(429 11.00-12.00 u.)

~ N
Fevadnsamay Ti0,GO 0.1 ndy tdludninedounn 250 Hadans
X >
, = -
Wansarauwiiduuganududu 2.5 x10” M 50 fadans
L Y.

X

( o = ol al a 7 o v = \
ilhnvinumiivaseied wazvhnistunmusasana laeiiu
MegnnY 5 winiszanm 4 Jaddes ldluvasnwuiild
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3.4.2 Lﬁ%‘i)ﬁtﬁi”lzﬁa'ﬁﬁ"ltﬁsuuauﬂﬂliﬂ (Fourier Transform Infrared
Spectroscopy, FT-IR)
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4.1.1 X-ray Diffractrometer (XRD)
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4.1.2 Fourier Transform Infrared Spectrometer (FT-IR)
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4.1.3 Raman Spectroscopy
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4.1.4 UV-Visible Diffuse Reflectance Spectroscopy (DRS)
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AN5197 4.1 LARIAIANEMARULALAITBIINsEVTIINaINuasinwilsulaeanleaiu
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Fnpe Aonset (nm.) (Band gap energies, eV.)
TiO, 404 3.07
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TIO,~GO [7.5 mgl] 414 3.00
TiO,-rGO [10.0 me.] 418 2.97
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4.1.5 Photoluminescence Spectrometer (PL)
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4.1.6 Brunauer-Emmett-Teller (BET)
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BET surface Paticle size
Sample Area (mz/g} (nm.)
TiO4 ‘ 51.95 19.19
TiO,-rGO [2.5 me.] 69.08 19.11
TiO,-rGO [5.0 mg.] 73.44 19.15
TiQrGO [7.5 mg] 82.82 19.14
TiO,-rGO [10.0 mg.] 85.88 19.30
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4.2.1 Scanning Electron Microscopy (SEM)
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AARNUIN UV

1. X-ray Diffractrometer (XRD)
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2. Fourier Transform Infrared Spectrometer (FT-IR)
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2. Raman Spectroscopy

70

40

G
35
30
25
2
€ 20
g 2D
c
el
10 D
5
0
500 1000 1500 2000 2500 3000
Raman shift (cm™)
3t 9-8 N3y AlnasuTeInT g
[ R T
G
200 R
2 150
G
o
2
£ 100
50
0
500 1000 1500 2000 2500 3000

Raman shift (cm™)

d ar
FU# 9-9 ns sy awneduveansiitueenlen



Intensity

300
250
200
150
100

50

500

1000 1500 2000 2500
Raman shift (cm™)

3000

71

U 9-10 asavisny aAwneduwesimednsiiusentlys

Intensity

10000

8000

6000

4000

2000

500 1000 1500 2000 2500
Raman shift (cm™)

3000

JU# v-11 nsmisunu awneduvedlnndlealeeenlen




10000
8000
2 6000
w
g
B
£ 4000
2000
0
500 1000 1500 2000 2500 3000
Raman shift (cm™)
o v
FUN ¥-12 nsmsmu ddnaduees Ti0,1GO 2.5 mg)
10000
8000
£ 6000
wv
c
@
£ 4000
2000
0
0 500 1000 1500 2000 2500 3000
Raman shift (cm™)

3ﬂﬁ ¥-13 N9 AnaiuYes TiO1GO [10.0 mg]

72



4 UV-Visible Diffuse Reflectance Spectroscopy (DRS)
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5. Photoluminescence Spectrometer, PL
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AMANUIN A

1. Anwlszansamnszudunsiialnlnazazlafinvasnussujiseme
Innidleulasanlyd-3ardnsusenledlunisirdaddoumiauugnieldnis

AYUFIAN9

A 1 L L bd b Il
M1319% A-1 MsRLAnIAINseanaukasasddeuiduugneldinlnuiin

nan AINTRRAGULAS
A TiOprGO | TIOrGO [5 | TiOrGO TiO,-rGO
(W) TiO,
[2.5 mg] mg.] (7.5 mg] [10 mg.]
0 1.611 1.608 1.596 1.590 1.574
60 1,298 1.585 1.574 1.577 1.550
120 1.552 1471 1.443 1.425 1.419
180 1.530 1.382 1.379 1.315 1.282
1319l A-2 maauaneeiiduesLiduugneldane
nan anudiuduvesdiion (C)x10° M
(W) TIO»1GO TiO,1rGO TiQy-1GO TiO,rGO
TiO, 2.5 mg.] [5me.] [7.5 mg] [10 mg.]
0 2.428 2423 2.429 2.420 2.422
60 2.425 2.412 2.396 2.400 2.359
120 2.362 2.190 ] 2.169 2.160
180 e 328 2.053 2.099 2.002 2.002
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1 ANIAANTULAS
Wi T0, TiO,-rGO TiO,-rGO TiO,-1GO TiO,-rGO
[2.5 mg.] [5 me.] (7.5 mg.] (10 meg]
0 1.623 1.608 1.597 1.586 1.561
30 1.124 1.269 1.407 1.427 1.366
60 1.073 A 1.143 0.969 0.893
90 0.900 0.932 0.947 0.752 0.675
120 0.789 0.838 0.889 0.622 0.561
150 0.685 0.763 0.750 0.643 0.4528
180 0.535 0.634 0.517 0.412 0.171
15191 A-4 uansnnniutuvessiiuugmeliuasy’
98 pduduresdden (€) x10° M
3 T, TIO,-+GO TiO,-1GO TiO,-1GO TiO,-rGO
(W) [2.5 me.] [5 mg] [7.5 me] [10 mg.]
0 2.469 2.446 2.429 2412 2.374
30 1.710 1.930 2.140 Vo ! 2.078
60 1.632 1.193 1.738 1.474 1.358
90 1.369 1417 1.440 1.144 1.026
120 1.200 1.274 1357 0.946 0.853
150 1.042 1.160 1.141 0.978 0.688
180 0.813 0.964 0.786 0.626 0.260
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1Al AINTAANAULAS
i) 0, TiO,rGO TiO,-rGO TiO,-rGO TiO,-rGO
[2.5 mg] (5 mg.] [7.5 me] [10 mg.]
0 1.612 1.602 1.587 1.586 1.564
30 1.271 1.382 1.287 1.277 1.263
60 1.152 1.182 1.074 1.055 1.063
90 1.086 1.065 1.064 1.035 1.025
120 1.063 1.040 1.027 1.016 1.004
150 1.002 - 1.052 1.057 1.014 1.003
180 1.008 0.967 0.912 0.856 0.819
M319i A-6 uanepudiiueamiauugnislFnslvuasyiSada
& mududuredddon (O x10° M
>4, TIOHGO | TOMGO- || TORGO | TiO,GO
(1) (2.5 mg] [5 me.] (7.5 me] [10 mg.]
0 2.452 2.437 2414 2412 2.379
30 1.933 2.102 1.958 1.942 1.921
60 1.752 1.798 1.633 1.605 1.617
90 1.652 1.620 1.618 1.574 1,959
120 1.617 1.582 1.562 1.545 1.527
150 1.524 1.600 1.608 1.542 1.525
180 1.533 1.471 1.387 1.302 1.246
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nan AIN1TAANTULAY
- TiO,1GO | TIO1GO [5 | TiO,rGO TiO,-rGO
() TiO,
[2.5 mg] mg.] [7.5 mg.] [10 mg]
0 1.603 1.595 1.582 1.566 1.566
30 0.234 0.205 0.189 0.155 0.155
60 0.095 0.067 0.055 0.053 0.053
90 0.063 0.035 0.042 0.035 0.035
120 0.035 0.030 0.028 0.026 0.026
150 0.024 0.024 0.019 0.016 0.016
180 0.018 0.0178 0.016 0.016 0.016
A31eil A-8 wansrnuiituresisuugmelinisliuaeniing
18 msduduresdfan(c) x10” M
% Ti0,60 | TiO,1GO | Ti0,GO | TiO,1GO
(un) TiO,
[2.5mg.] [5 mg.] [7.5 mg.] [10 mg.]
0 2.4387 2.4265 2.4068 2.3824 2.3824
5 0.3560 0.3118 0.2875 0.2358 0.2358
10 0.1445 0.1019 0.0836 0.0806 0.0806
15 0.0958 0.0532 0.0638 0.0532 0.0532
20 0.0532 0.0456 0.0425 0.0395 0.0395
25 0.0365 0.0365 0.0289 0.0243 0.0243
30 0.0273 0.0270 0.0243 0.0243 0.0243
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2. MmsAnwInsldauLrvesiasal]isen Tio,- rGO [7.5 mgl meld
uaga19ing

AT A-9 WAAIAINITARNAULAS Uae A TuTuYBIRIsUfATen TiO,- rGO [7.5 mg]
meliuasoiing vaenislden

msldauds) AINTAANAULEN C x10°M
1 0.016 0.0243

% 1 0.065 0.0988

¢ 2 0.349 0.5309
%13 0.629 0.9569
4 0.914 1.3905

‘G‘ ar L Qe =
3. MsAneINslduIveIRusIUfiseBaas Tio,- rGO [7.5 mgl meld
uaeg-Tdilaluaniagnsn-lua (pH~3 uaz10)

ANT9N A-10 uanAINsgAnduLAsLarAIm I TITuYBITAYLE LU 1IEnse

van (un) AINITPANAUUAS C x10°M
0 1.637 2.50
30 1.624 2.47
60 1.610 2.45
90 1.618 2.46
120 1.606 2.44
150 1.618 2.46
180 1.603 2.44




= ' & ' 2 aal
f15790N A-11 uﬁﬂ%ﬂﬁﬂﬂiﬂﬂﬂﬁuuﬁﬂLl.ﬁzﬂ'1ﬂ')'ml,‘lm‘(‘l"lﬁlE}QmﬂﬂUUq‘lUﬂﬂ'}Qzl.Uﬂ

van (ui) ANIAANTULAS C x10°M
0 1.405 21315
30 1.430 21755
60 1.563 2.3779
90 1.331 2.0249
120 1.220 1.8560
150 1.007 1.5320
180 0.516 ™. 0.78502
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