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Synthesis of palladium nanoparticles on graphene oxide as highly
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Abstract

Nowadays, heterogeneous catalysts are widely used in both laboratory and
industry as they can be conveniently separated from reaction mixtures, making such
catalysts reusable. Also, using heterogeneous catalysts help decrease the amount of
heavy metals released into the environment. In this study, we developed
heterogeneous catalysts for Suzuki-Miyaura reaction by using graphene oxide (GO) as
palladium (Pd) nanoparticles support. Catalysts were synthesized by reducing Pd* ions
in GO dispersions under 2 different conditions. In the first condition, a catalyst was
prepared in ethanol solution at 60°C whereas in the second condition, a catalyst was
prepared by adding formic acid into water at 80°C. We found that the catalyst prepared
by the latter condition gave a higher yield when tested. Consequently, we selected
the latter condition in preparing a new catalyst using p- phenylenediamine-
functionalized GO as the support. All catalysts were characterized by Raman
spectroscopy, FT-IR spectroscopy, powder XRD and ICP-OES. Finally, all catalysts were
tested using Suzuki-Miyaura reaction. We found that our new catalyst gave rise to the

excellent yield with the highest reusability of 4 cycles.

Keywords: Graphene oxide, Suzuki- Miyaura reaction, Palladium nanoparticles,

Heterogeneous catalyst
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Tud A.a. 2014 HfinsAdoves Shun-ichi Yamamoto anUssmadiu® 1éinns
w3oueyMALNAEIiBsRuu Tuns U Tueenludilldainidnisdnulasueduies
(modified Hummers’ method) MniuldinoymassfuuTuuasresunaaRBfAnadlU UL
wHunsMueanledlagNsTAdunalaeuLeBmnnIslenIuea InaaadlaviinisiIsuiiiey

gaunInldinSeudasauised 3 gl louA Ngaumaiivies 71 60 °C uag 91 100 °C ule

9 Y
Y 1

Aasaufiseunaaisunsiusonlea TUSHIMLNaLRAENUNALTE 0.01 % wddeinly

a a

nadeusieufizengei-Te1gse lnenisldansassudulusluuuiunas nsafidalulsindu

9

LA 1 Fla

K,CO,

Br EtOH:H,O (1:1)

WNUAIWI 1.5 uansufisengi-lenasegmaasdddlunisnaaeuiiseuise

Y

wuPanTeljiseunaiaifsunsiiuesnleniounall 60 °C atlvinandnieuas

(% yield) aaiannumeiigamilvios uazil 100 °C dawandlunisien 1.2



aaa

M51afl 1.2 mssuansdesazsdnilldanduse fisefidaaseildiuiazanmgd

a10U AaLsaufizen SouazNaANEn
1 uwalaifsnsiueenled nisuiiguvniives 50
2 unataiieansflueenled wisniianmgil 60 °C 66
3 unalaiieansflueenled wissiianmgil 100 °C 4

Tud a.e. 2015 U398 V89 Sadegh Rostamnia a1nUseineduns1u’ latinsdu
oonladiiloldiduiansosfuunaiaiion Tnofldy P-123 Fudumsanussisinnuszondld
Prelusiunsfluoonleduenduiuldiddu elkinuifvesusaufisenntudama
Tisyansnmlunisldnunnty uasdildmuswiisefiawnsainduinlddnlivasads
Lifinnufufivsodundey WethwuissfAzenderug (Hiyama cross-coupling reaction)

Tneldansassudulasionandiialasautazuasaluslus sakanslubkunng 1.6

O 5 mol% Pd

(Et0),Si
R

WNUNIWI 1.6 hansaun1sUisenseusngnaaedivnagouiilsusauise

wudransassuisenlaiduedsfivazanunsalddnlads 5 a3 lnenddlisesaznandnigs

Y

1NN 70 % NNATY

100

85 85

83 30

80 72
6
4
2
0

1st 2nd 3rd 4th Sth

reaction cycles

o

% yield

o

o

WHUNINT 1.7 wansdosaznandniilaannmsldgivesiissuiseunaaiieunsiiiueenlen P-123



Tt .6 2015 Au3F8909 Sheng Wang 9nUssinadu® laviinsiiumgilanduuu

4

nslueanlanmnlelulnsaulnsiasny 1,2 laediu walsaignsidusanlannae

lans@ulawmsn

=Pd c=Cl O=OH ®sN *=0

.ﬁr—-..‘ _____...--R
7o\
L

T

wr -

Catalyst after a reaction cycle Product

a (% & o ! aaa aAa ¢ | [ a a (Y 6
LNUAINN 1.8 LLﬁﬂQﬂWiﬂQLﬂi’]%V@’JLiQUQﬂiﬂ?i@'ﬁ%ﬂi’lwu@@ﬂi"ﬁﬂLLﬁSﬂWiLﬂ@N’ﬁmﬂm‘M

Va v Y 1 aaa

diewssusnssujizenseuion grdulaundusalfnseilalunaaesuiuliisen

Y
i 2

ygi-He1gsvlagyinisusudsugviuvansaswiunesuniugladuazeaunluluisuiiogra
nuylivsenyaediannseunasnynaaeeniusswnluigladuazesuwnluueisu lnevi
UfAsenduiian 8 Milusiigaumgliies daninil 1.8 annan1saanudiasneiudu

4-Tusluueillea (@13 3) waznsaluselin (@13 7e) nSeuavnandnganian

Y A va

SUN 1.4 uansguuuuvesaEsnsnundidefsundas



Tt ;A 2015 Ma3deved Melania Gomez-Martinez 31nUsewaau’! leihaynie
SEAUUNTULLATYDILNALBLAIUAAUY DNAzATaLaiusAgns Husanlasn ns1HULALSAID

s ueanlan anudau nedusunaunaameusosas 0.1 lneuda

] o aaa ! A A aa s P s
BAHUNATNN 1.9 LLaﬂﬁmjLiﬂUaﬂiﬂﬁlLLmagsﬁUW (1) LLWﬁLaLﬂﬂmiﬂ’)%ﬂiqwu@@ﬂl“ﬁﬂ

2anAzATaeiu (2) uwalalmeunsiiu (3) wwalafeusamgns iueanlas

a

d‘ a a 1 aaa a £ & v &
Wenaasuyszansainlunisiseuisegeyi-iengsslagldarsaeiuidy
4lustunetilsawaznsniiialulstin wuidissufiseunataineunsiulisesas vananan
- Y o 1 aaa = = s v vee %
gaian aumeAsUiseunaaieunsiusenles fveastladnwanuaiusalunisly
U9 nTIUGATE I NaLaReNNIIAULAETIN1TNAFRUNINLA 8 ATI WUTIAISIULATEN

ansaltlang 5 asalaelisouasNananuINnIT 80% FLNUAING 1.9

120
100 100 100
90
100 -
80
58
< 60 a
2 40
L 40
0

1st 2nd 3rd ath 5th 6th 7th 8th

run time

a o a av v vy v aaa
BHUAINN 1.10 LLami@EJasmamamwimmﬂmﬂ%m%ﬂmLiﬂﬂgﬂim
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Tul 2015 #u3Teuas Jafar Hoseini 31nUssmadunsiu’ laduasisdaisaufisen

wnanRgnuunIueenlynigniinaie 3-@minomethy)pyridine wuuilduuralagnisiniey

Museedosynitetuuastulngdu lngduslailuldsafiseggni-lengse

9

JUN 1.5 uansnsilusenlenfignindie 3-aminomethylpyridine

wudnseudisewsenlaaunsadrluisauisegei-ereselalagldansasiu

[ '
[

a
9
Wulusluwudukaznsaidalulsin Inenaunsalddilans 8 asalaens

DUAYNANAN L ULAAY

A5 80 %

100 g9 88 90 86 88 88 86 87

80

60
©
g

S 40
)

20

0

1st 2nd 3rd ath 5th 6th 7th 8th

run time

WNUAINI 1.11 uanafogaznandnnlaainmsldgrvesdusauizen
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1.4 ngUsraeAvasuiY

1.4.1 WigUsgansamvesinssljisenlagiauniassauunlunsvesunaaiou luin

a [

vunsiusenlwnnanfinmenisinauleaedu

Y

'
aaa a

1.4.2 Wiguiiisuuszansnnvesiasaufiseniinsiueenleniivas i wasidaulaiediu

a a

Anaglaenisinluissluuisenygi-tienase

U 1.6 uansnmlassairswessinisefisoriiniainasmdould a) Pd-GO1 b) Pd-GO2
c) Pd-fn-GO

1.5 VBULUAVDINTUIY

a

1.5.1 Anwianeimingauildlunisinseudiiselisegyn-lengsy

IS a a

1.5.2 Anwmaveslulasiaulueduniinadeussdnsamlunisseuisegei-lengse

1.5.4 Anwmannnyliasnyiadianmseuiidmasionisiiauiize

1.5.5 Anwimnuausatunislagivesdiissuisen

1.6 Uszlevinaindnaslasu

o = L3 [ o o a v
1.6.1 ﬁ?ﬂ?iﬂﬂ?ﬂi’]‘wug@ﬂl"ﬁﬂﬂ’]L‘Uu%ﬁ@]i@ﬂiU@Hﬂ’lﬂLLW@LﬁLWEJﬂJ“U‘IﬂﬂUWIUI@

[
a a =3

1.6.2 lasusefiseuuuTisiusnissansamlunisisa §isegei-Te1gssanniy

9

1.6.3 lgdssuisenanunsalddlavaluns



uni 2

N1INAadN

2.1 \a309ie gunsal wazarsadinldlunisveaas

2.1.1 \p30sdauazaunsal

1.

W N

wssalundesuuninslanuudanlnsfiwes (Nuclear Magnetic Resonance
Spectrometer), Varian Mercury 400 MHz

\A384 Fourier transform Infrared spectrometer (FT-IR spectrometer), NICOLET
6700

w3asunuanlasiwes (Raman spectrometer), DXR

1383 Powder X-ray diffractometer (XRD), Rigaku D/Max-2200 Ultima

\A38d Inductively coupled plasma optical emission spectroscopy (ICP-OES),
iCAP 6000 SERIES

Lﬂ%ﬁmmq@mmmmumu (Rotary evaporator)
idsanuulwmanuuulininudeu (Hotplate and Stirrer)
wsadliuiauuuudiBonuds (Freeze Drying)

A5l MATeon 4 Fuwus

10. w3saibliawuuaaIn1A (Vacuum drying)

2.1.2 d@15uA4

2.1.2.1 @snssiunazasinugisen

1. WakASIne

Taieulumsn

TNNATUULUDSUINLUR

lalnsiaulasannton

AsALaNISA

nsalalasAansn MNULLTY 1.0 Tuas
= =

WWALALRLNDETLAN

AsANBIAN

A I <A L o A

w15 A DAulaLedlu
10. Yovpeulansanlan
11. 4-lolelauodlya



13

12. nsaATalulsin

13. InuafauansuoLun

2.1.2.2 Aainazany

1. Mili Q
2. LlaNuea

3. lapaslsdmy

4. AaRlsNesUA

2.1.2.3 @155

1. dusennloseu
welau
asazasUsuen
vhudausis
NINAANDY

Tnwnaeuluslug

N R LD

TR U@L

2.2 nMsaaaszvnsiusanlyn

Farauwnslolel (eraphite powden) U3unas 5 n$u ldasludninesauin 250 fiadans
Wlgheulumsm (NaNOs) 2.5 n5U mumlgansaza1euduresnsadaiisn (Concentrated
H,504) 100 fiaddns vnisaudunan 15 it fen3ssniuudngn denuasadidnines
uglugreiudsdarseguuiniosniunivgn wdadosqiulnunadouuofuueniius
(KMNnOg) adlusauau 15 n3u ietduiadaudqlddadielslusraudadunan 1-2 $2lus
sonntuthdninesfiussasesntnansrniuds tilundfvueiesniuusdivdnifiels
w3anusoly wdnfusslnunadeudssuueniundn 15 n¥u MHuvauialunistisny
Uiseduuuiteinunadeueuuiniunviujisenegnavibs ansildeeidnunegad
anamiinadefunasentusssstudanduig 500 nsuldlutinessunn 1 a5 udnh
ansiwssuldneunthimadlludnnesinudwasvimsniuuwaissniuwiudnlniy 1
arslaludumies (centrifuge) Wowsnaznowdunal 10 Wil finnusa 4,000 5aUADUN
Yinzneufitunasnindsseasazarslalasaudesoenles arudutudosas 10 Tnswna
seantuhluiumies (centrifuge) Wiowenmsnewdunan 10 Wit firnnuda 4,000 seuse
Wil dezneudilaludemsarsazarensalelasnasinanuudu 1 Tuais warsailudy

a . Al a & v & aA 1 a Y o P
LAIEN (Centrlfuge) LNBLLENFZNDUBNATIINIYLIATNLASAITULIINNILAN Lmemzﬂauml@’ﬂ,U
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nszangluthusiranleseunazvnisananudunsamenisilulaeslada (Dialysis) auld

pH=7 uahluviliuiawuuudidonude®!

<> OH
0
<> 1) KMnOy / H,SO,
2) Sonication
CHO
COOH
HaWNT e ns ueenlyn

a = = ¢ ¢y aa Y] Y] s
LLAUANINT 2.1 LLa@Nﬂ’]ﬁLmiUNﬂi’]wu@@ﬂiﬁﬂf\nﬂLLﬂilW@@?EJ?ﬁﬂqim@LLUaﬂﬁﬂﬂaﬂJLN@i

2.3 Mydauaszinasuisensymassivuluansvasunatafisuuunsiiuaanlya
wuu#l 1 (Pd-GO1)

a o [

Faunaaionezding (PA(OAC),) 31u3u 3.0 fadnsu Tnethluiduadluaisavaney
nsilusenlefsiuIy 20 fadndy Anszaredalutn 20 Saddns Adrluvinislelnnud
doantanhlUiudigenuea (C,HsOH) 20 fiagans'® ANt lUniudsurawimén
wazlimnufeuiigumadl 60 °C Wuan 3 dalus Lﬁ'aéuqmﬂﬁﬁ‘%mﬁﬂmiﬁlﬁlﬂé’wLamuaa
(C,HsOH) aanseni1shuvinnisinezladaidunan 2 Yu wazihaisazareldseiiindvinazane

v o 4 1 < .
20N AIYANTILIBUUBTEDNLUG (freeze drying)

i OH
o @)
EtOH
+ PdOAc), —
3 hr 60°C
CHO
COOH CHO
COOH
nsueanlen wnalalisunsitueenledwuu 1

a a o = a s d'
LLNUATINN 2.2 LLE“WI\TfniLG]58M@Hﬂqﬂ§3ﬂUquUle?U@QLL‘W@LaL@UﬂJﬂi"lwu@@ﬂisﬁﬂLLU‘Uw 1
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2.4 Myduaneiiasisenaynassivunluunsvasunaaihsuuunsiuaanlen
wuudl 2 (Pd-GO2)

Faunaafeuosnndiuan 3.0 fadnsy lnsthluifuaainsfiueenled 40 Sadndu
finszanesogluin 20 S08803 vdsnduiunsanesiin (HCOOH) 2 fiadans? wlunau
warliiaufeuiionmgdl 80 °C Huan 6 Halus easu 6 Hlus arsounlugiensa
Wesinfimdeeandrensiiiulnerladadunan 2 Yu suien pH Uszuna 7 Tnedunaen
pH lnenisldeliiieidadumnmasindn pH vasthildlunislaeslada doandutiiiase

UfAseluviliilaansviuiwuuudiBonuds (freeze drying)

OH
OH
(@)
HCOOH
+ Pd(OAc), ——
6 hr 80°C
CHO
COOH CHO
COOH
ns Muoanlen unalatieuns Muoanleauuun 2

WRUATNWH 2.3 LAAINITHZENOYNIATEAUULUIATVBIUNALARBNNI T Lo lgAwuUT 2

2.5 Msdansginsiusanlysngnindienistiaulaeliv (fn-GO)

Fanrsidaulaeiiu 2.2 fadnu Fadadeulansenlyd 20 dadnsy diluiduadly
nsueenled 20 Tadnduinszaedmegluili 40 Taddnsluriaiunay dearnduluiins
SandTigaumgd 80 sarwadea Wuan 24 Halus Wedugaufisenviliarsdediadu

v o

na1dlmenisineylada wavidndnihazaremlenisvilusawuuuiigeanuds (freeze drying)

WHUNINA 2.4 hanan1sianisiidaulaeiuasuunsifussnlen



2.6 MsduATIRIIEIUgNTRUNATEAULITUIRTYRUNALALABNUUN T WLan YA TIAn

franrsntaulaeiiu (Pd-fn-GO)

Faunaasueztinndiuiu 3.0 fadnfu lasiluifnasnsiilusenledfigniage
widaulaediu 40 fadnfu Anszaefegluth 20 feddes udintudunsnnesin
i 2 faddns thlunuwarlirufeuiigaumnd 80 °C wua 6 2lus idleasu 6 Falus
thansmualudrensanesinfimaessndonisinldlnezladaifuiat 2 u auiidr pH

Usvana 7 wagmdamvhazangmenisiuisiuunaidenuds (freeze drying)

NH, NH, H2.
O OH OH
)
. PdOAC) HCOOH
6hr80°C
CHO

COOH COOH
a ¢ al a v a o ¢l
ny1itueenlenngnindey wnaaliguuunsiusanlyni
w51 daulaLediy anfnmensidaulaediy

U

a

WRUAIWT 2.5 LaAINISINTENaUNIATEAULILUINTYRIUNAIAR e UUNT BB leATignAn

e ADaulaeu

QQ

2.7 MagauUsEansnmaAsUisendeuisenyyi-tenase

OMe
OMe B(OH)2  Pd catalyst O
I KoCO3 O
EtOH:H,0 (3:2)

12 hr 40°C

wRuN i 2.6 wansufisenyyi-dengselaeldansassiudu 4-lelelauouiilea

4-lolalaueillea (ICHOMe) 50 fiadn3u (0.2 Tadlua) nsnlfialulstin (C4HsB(OH),)
42 fiadnsu (0.3 Nadlua) Inwna@eua1suaiun (K,COs) 90 Jadnsy (0.6 Aadlua) Adksa
UfRsewdarviafiedould 3.9 fadniu avaneluansavanenausewieniueauaziily
§n51dn 3:2 IneUsuns Usunw 6 fladdns lunasannasstirluniuiigumgi 40 e

aaa

wardea Wuan 12 $9lus Wieduaaufiserbidmaseildlunisviiufiserludumies
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(centrifuge) 1ut1a1 20 W9l frwAITY 4,000 sOURBUNT BLBNAILSIULATE198NIN

1%
a =

svihavane ldvaeavengatuveuvaleentagldlvisldisalisedntunuditluldluvin
sUBLN AeaumdevewvaIteeiandentua1sw it medinazansvlianednuiu
Aldlunsviujisedinnng 6 fiaddns seaintuhludumisdnseuilunan 20 widl se
< ! = 3 16 Y o ! aaa a X o ax a o a
A7 4,000 sRURRWNT Qaduvesvateaniaglullyddusuisendnduun vinIsaugiEn

1 59U Weladudduvaadussfisedluiliuisieinssari g ssuugeyyinie

a

(vacuum dry) drutureamarfiiulsiluislaeaslsimu (CH.CL) Usans 15 fadans
adlulumngurayifveavaniigaldieuniing dveavadildimuamldnseusnileriins
afiawdndasioanuiainit uondulanaslsiinudegdudns waeirnanududels o
Faunn (Na,S0,) ndantiusemefvhazaiedeiniosss megmyIn1ALUUNYL (rotary
evaporator) a¢ldnsvesudsdvn mnlunsalildidundnduniidsuended Thinldlga
mm%mﬁmﬁwm%aﬁﬂﬁuﬁqu@mwmﬂ (vacuum dry) inlUiAnnaelsnesud (CDCls)

Weldiluihazanglunsieseidemaiin 'H-NMR Wofigarendnualndnsioa

2.8 MINAFUANNENNITAIUNTIFE1 VeI e

o U 1 aaa ‘NI b4 ¥ Yo a 5 %4 1 a ‘NI | %
s isenuisaiunldselulaenisinansdiunng 9 luuSunanuinduwas
imudade 2.7 deantuiindndueiiils Ansievsiemata TH-NMR warinnaninsosas

YDINANN N

2.9 M3N3EUEIABENFMTUNMUTNIUN TRV DUNIATZAVUN LUUATVDS

uwataLRBuUR s A dematia ICP-OES

W3NANTF0E19UTINT 25 addns sevinUiuUTnnsiaotifiseujizend
wisnldludaimingunu 10 fadndy antufintiuidnile udhlldeslnenisnenlnenis
Hunsafianes 0.5 Jadans thllanudou 100 ssrwades 24 $alus Weadaauhansi
goulasaunarlunseenlanszn1unsed Lalusuusunsvesansazatgauiusuinsasu
25 adans

WSHUANTALANUIATTINVDILNALAREUATUTY 1, 5, 10, 15, 20 Uag 25 ppm
U3y 25 fladdns a1nafenansazaisuInggiu (stock solution) unalaifeuadnududu
1,000 ppm



uni 3

AATIZANANITNAGDY

3.1 nMsgadiananualAaseufisen
3.1.1 ANWAUININIBATNVBIETANN &
#1569 9 MASIUVUNTINBULN1INIEAMNAILEATTUAISI9T 3.1 A9l

A151991 3.1 LAASENHULNINIEATNUDIENT

a3 ANWAZNINIYAITN N1SNSZANYA2 UL
HaUNSLvlel NIAMLUY LHDaTLDYn nszeluLn el
(Graphite) miniun AegRguNTUIN
nszemlutila ey
= ¢ = %)’ v ::glj 1 1 ¥
ns1¥tueanlys NIAUINALUN LUBIIY WHANNNSO LGNS
(GO) Wmtiniu sonicate Hglvinszany
fatutn e
DUNALNALAAE 3
- A11150N5LUA UL
YuInU T LUUNS Y

aNntwAWUUT 1

(Pd-GO1)

RIARN LBIU UNUTNLUN

1@RuIN AnAENaUEN

A71 Pd-GO2
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#195 ANWAUZNINIYAITN A1SNSZANBA2 LU
BUNALNALALALY 3
o A11150N5LUA2ULN
YUIAUIUUUNSITY

N lUARUUN 2

(Pd-GO2)

Weyadgly g

WY TIATINLUN

19R nmznaudenin

Pd-GO1

a

= ¢ al
ﬂiqwu@@ﬂ‘l‘ﬁﬂ‘mﬂﬂmﬂ

Y

e ADaulaedu

(fn-GO)

NIAZLDEAAAT UNTINLUN

AszEFlun e RN

AUNALNALALALY
YUIAUUUUNIITY
faa v al
aanlaanAnmIgNISIN

Jaulaeiiu(Pd-in-GO)

NIATLIUAFAT UIUNLUN

AR PRRLL LIVl RN

MM 3.1 WNUNEIIHNS 9 Tenansadaasgilanuindanwagsmiu Aelld

avsaunnawariuvinul Weatssensanusdeneseulauinagaunisnseatedlbuiin

%
[ a

PP 9

¥

U7 Pd-fn-GO au130nsddtuilaafian miuu1aie Pd-GO1 wag Pd-GO2 muasiu

{91957 Pd-fn-GO dnglsitutediuainlassairevesnsilidulaediuilidase

yilalanunsanszarediluinled ausiae Pd-GO1 gnesndladnyilanduladeenitvilv

3

fapaiivyilenduniosndiauegyilvianunsanseanedilutlafndy Pd-GO2
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3.1.2 wmatdasuaUnInsalnl

watiasuuaUnnsalny (Raman spectroscopy) feulglunsigatiiondnunives

o i s A & o o = 2 ]
f3UAe 9 vessmAniueu nedallaunsavendnvaglassaiisweainsiiueenleanldlu
JansosduaynInszRuL LA sTRILNaLaR U 0vIINT3Adn T ueanlafmean e
9 1 USunausind (defect) Wusiudaguin 3.1 Tnedunisvesdygingniteanuduad
Raman shift Inglunsdlvesnsrusenladazusing 2 Ainfinfiddgy leun Defect band
(D band) wag Graphitic band (G band) A1UszuNU 1368 cm™ wag 1606 cm ™ AINEIAUAS
wanslum19199 3.2 58 D band duiusAuUSINaIAISUaY sp° Feuanstamnilulasaasig
nyflueenles (Wsuiunsdunusiaainagnd) wag G band duiusiulTunaaIsuau sp?
= = ¢ % a s a o a oA o a
Fauansdeanuanysalvadlassairnsflueenled (Heudunsiiunusiaaindini)

AMUALI |p WuAUTLYEEE QI8 D band lag | knuasduvesdyyiau G band

gﬂﬁ 3.1 hansdaygyae Raman spectra ¥94 GO, Pd-GO1, Pd-GO2, fn-GO wag Pd-fn-GO
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A19199 3.2 UAAIAT Raman shift WazAl Ip /g VOSAITAN 9

samples Raman shift (cm™) Io/lg
D band G band

GO 1368 1606 1.01

Pd-GO1 1352 1599 1.06

Pd-GO2 1348 1587 1.34

fn-GO 1348 1604 1.04

Pd-fn-GO 1354 1602 1.02

99M15199 3.1 WU A1 Raman shift (G band) vesns usenles fif1 1606 cm™
wdlodanmiiuan Raman shift vesasTiudesn 4 ¥dn uwnalaieunsflussnlemuuud 1
(Pd-GO1), uwataiisnnsilusenluduuuil 2 (Pd-GO2), ns1ilusenlediignansiemsiilday
lateflu (fn-GO) uazuwalaiounsflusenludiigninsensiidaulaediu (Pd-fn-GO)
wuAnmsdeulunians (Red shift) dndoseSuislaiunalaiounsflusenledudnd
1, unalaiisunsiiluesnledadad 2, ﬂiﬁ\luaaﬂ%ﬁﬁgﬂamé’wwwsﬁ\lﬁaulmaﬁuuaz

wnalagunsiuesnlyangnAnmiensiiaulaeiiy  an1sidsuwladlasaasnediun

o o U aa s

< 1 3 a a ! a s a aaa o A a
Lﬂu%%ﬂﬂﬂ%u%ﬂ@@ﬂ‘ﬁlﬁ]u bYU @W@ﬂl"ﬁﬂ LL!EJ\‘IJJ']"\]']ﬂLﬂ(ﬂ‘ﬂﬁﬂifﬂiﬂﬂ‘UUI@‘EJG]’Ji@'J"‘ZWILGmaQVLU

Y] ¢ 1 aaa ] a o 8 ¥ a a & a a s o
nouduAsIERdusUfAzems 2 vlla vliiAensiUasuwlasuuiuilivesnsiusenlasvi

Tiiuszaasnsfusenlediudsunlasinomuysann Cop, Mdunslsundnyilindanulunis

FuvadlassasransituueanlonilAniitesad A1 Raman shift 3sanas®>>

[

PAMU I/l 91NA15199 3.2 @1unsauanUSUNumntUUNURIv9ns WU bua be
10807 Ip/le ANUIN LAN9INETUUTUSUIUAPTUUNURININIINAISNULN | /I VO3
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3.1.3 watlayiTesnsiunasudunsisaaiuninsalnl (Fourier Transform

Infrared Spectroscopy, FT-IR)

91nn31N IR spectrum w83nsIAUDDNLBANUINTNAT 1260 cm ™ WNTAIE ey 10umn

1

11910 C-O vibrations ¥8s8wanlen (epoxide) dau1Hing 1618 cm ™ AWMUz LUANAT

1

dyaadnnain C=C stretching vulassadnsvesnsfusenlen Wny 3419 cm™ danwuza

N9191130 O-H stretching inanuylansenda

971 IR spectrum 840UN1ATEAUUNLULATTRIUNAARBNULNT W UDaNLYALUUN 1

WAN 1633 c™! NN WUEURANATFYYIUAI1L197A C=C stretching UulASIAT19904

1

nsflusenled Wn# 3411 cm™ AdnwaeAini1awnain O-H stretching Mu1a MY HeATY

lansondavunsniueenles
U a = [
310131 IR spectrum Y848RN1ATEAUUILLLUATYRU AR UUNT 1A WRN YA
WUUT 2 WUNNT 1630 cm ™ ddnwalzuautazAdyy1aa1a1n C=C stretching Wuiini
3437 cm ™ ddnwagiini191131n O-H stretching  Mu131nanuyilandulansendauy
nyuenleyn
31nn379 IR spectrum vasnsfusenleafigninnisiiaulaediu Usingiintun

1100 cm ™t Wufin?innann C-N stretching veslassasramifiaulaedudauiiind 1593

1

cm! PildnwuzuwranAd g IUnIN131n C=C stretching uulassassssnsiflueenlen

finfl 3418 cm™' WJufinfin1ain O-H stretching vewgilsidulansenFauazuosiefuuu
wisidaulaeduduiin N-H stretching Aiunarnwsiiaulaieiiua1ndnuiazgniinues
O-H stretching viuagausiuiududyaanfeiu®

31nN35 IR spectrum ¥840UNIATEAVUIUIATYDILNAIAREN UUNI T Lo N LYAT
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a a1 [ o

aaa a ~ X A gy & o A
gnAnnsdaulaeiu Usingiindui 1215 cm™ ddnwaeiendyaumuamduiinian

1

9711 C-N stretching wa9laseadransitaulaeiiu daunini 1576 cm™! Allanweaugiau
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I o

AdeysuaRN1a1n C=C stretching vulAssasisvasns Husenloniindl 1726 cm ™! (Judiny
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HanwarAdygraaILnaunnain C=0 stretching ¥03A15UBNTaVUNTIA U DN YA

wanvudyaaadyananioniivsinamyasusntauulasiasiansiiueanlesan

N5 IR spectrum vawnnasnuinifianuwazilufadn 4 NvasUseanas 2330-
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a o
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Pd-fn-GO
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3.1.4 waila Powder X-Ray diffraction
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gﬂﬁ 3.3 3Uuan9 XRD pattern ¥83 GO, Pd-GO1, Pd-GO2, fn-GO wag Pd-fn-GO
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3.1.5 nMsAuaUTInauwaafenuuisu)isenseulademaiia ICP-OES

31nnsAududuninsgiu (calibration curve) wudnldaunisidunsadu
y = 4707x - 1265 A1 R? = 0.9988 sl Wisluihadyaralvunuarlugunisidunsslu
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unalaRenuuiuRInsiuoonlen

140000

120000 .
100000 '
80000

60000

intensity (a.u.)
[

40000
20000 -

0
0 5 10 15 20 25 30

concentration (ppm)

WHUATNT 3.1 WARIAMUTUTUYBIANTUINTTINMAL AT
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3.2 nagauauansalunisissufiseuazanuauisalunsldanvasiaiseujisen
3.2.1 NAFBUAINEINITALUNISLSURATE1aRATIULA3EN

msvaguATIAINIAlUNIS ARSI e U RS geR-Tengsy Tneldansiediudy
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azatBleNIuDA SnIndu 3:2 USun 6 faddnsthluniufigunndl 40 esmiwaldoa
Hunan 12 lus

OMe

OMe
B(OH), Pd catalyst

-
’

K,CO,
' EtOH:H,O (3:2)
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¥handn (me) 50 a2 87 4
uulua
0.21 0.32 0.69 -*
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1%
P~
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1Y a a I 1 a v o“:{'u 14
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U 3.4 uans 'H-NMR 983 4-lodoanisole

210n15N15U7 TH-NMR spectrum 9898159AU d-iodoanisole Litaldnisovas

HaN&R Wudyeyraul chemical shift 3.77 (s, 3H,) 9 nlUsnaungy a Yalufilusnouduag

Y
a &

TndiAee oonTiaudsdardianivsiunfifaeazfiedidnasausinli H, gn deshield 3
downfield HNAA1LAUIN AU chemical shift AR WAUe 6.67 (d, J = 8.7 Hz, 2H,) 317
TUsmaungu b 1189310 coupling U He wazlasunaainmdumend (methoxy) Falumng i
a . I a a J A o 1 6 a

dlannseu (electron donating group) @18nsNanelUsneunAIunUeaslsv89ualsuIAn
il Hp gn shielded 10U gaving chemical shift 71 7.55 (d, J = 8.7 Hz, 2HJ) 31nlUsnau

nay c 188330 coupling U Hy
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a a S

! a v cav v aaa < = P !
drundndaanlaanufisegyi-lenaseasilu coupled product lunfiasivedn

[ =

4-methoxybiphenyl Ima%sﬁué’mmm 'H-NMR #l35U# 3.5

Y

g‘dﬁ 3.5 1@nd "H-NMR ¥83 4-Methoxybiphenyl

dlofiansan H-NMR sprectrum 84 4-Methoxybiphenyl agnWudggy1ad chemical

shift (8) 7 3.9 ppm (s, 3H,) WWuveslusmouNA UMMy WTiafign deshield 1AnI1UNG
Lﬁaqmﬂ@mamamaﬂ%Lauﬁﬁm%ﬁﬂimmmﬁ%aqq dudyey1ad chemical shift 71 7.10
ppm (d, 2H,, J= 7.3 Hz) LﬂuiﬂimauuuaaLLaIiu’laﬂﬁgﬂ shield 11n7ign Lﬁ‘jawmuyj
Lwaﬂ%sﬁqLﬂulﬁwyjiﬁﬁLﬁﬂmaudqamﬁwaﬁiamimuﬁﬁwLmﬂqaaﬁw chemical shift 71 7.64-

7.57 ppm (m, 4H,) iieeann coupling AU Hp WAz Hy #9171 chemical shift fisunia 7.49

a

ppm (t, 2H, J=7.2 Hz) #8490 coupling U H. Wag H, @A¥ing chemical shift 71 7.37
ppm (t, 1He, J =7.3 Hz) 189310 coupling fiu Hy wazfiudilénsinvesiin d ﬁﬁh@ﬁﬁqﬂ

512 TUSHOUNAILAUILILN AL
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dlethdussufAselunnaeuiieufisergyi-lengs: wuiunalaifiounsily
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)
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Yovawnananiiindifeaiu nefesavnanandildan Pd-GO2 93 % uazsosaswananiiliain

PA-fn-GO 89 % srananslunaun i 3.4

WNUNWT 3.4 uansfavarnandniilanndiseufisen Pd-fin-GO
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3.2.2 ¥AgaUANNENTTalUNT IdgIvRsiLTIURTen
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