1AS9NS

A1SSEUNTSaIULNaLESNUSsaUN1Sal

yalasen1s  nsduaszilulsinnailumpusiunendmiunsiaduiinianglaane
wiatlangealsawud
Synthesis of boronic graphene quantum dots for detection of glucose

by using fluorescence techniques

Yauan YNFNIANTUNT FUNND BYUsEaRy 6033075223
ARV LAl

Unsinen 2563

AMLINYIANENT JNIAINTAINNIINGEY



nsdaasiznlulsinnsiiualeusunen dusunsiaduiiaanglad Ade

wallangaalsaigun

Synthesis of boronic graphene quantum dots for detection of glucose by

using fluorescence techniques

Tng

UIAINNSUNT AUNNA

'5'1&1muﬁtﬁ‘]udfawﬁwmmaﬁnmmwé’ﬂgm
USyaninenanansUdin
AP NAT AEINEIANENS
PANTUUNINY 1Y
Un1sfnwn 2563



15913 Msdanseilulsinnsiumeusunendmiunsiaduiinanglaamemeliangosisaiwud

Ty weasnsunn Junia

Iesveusilidudrumilsvesns@numumanansuSyainermansdaudia awived aadyad

ANEINGIMENT PIAINTAIIININgNdY

ALENISUNTERULATINTG
1. 599fans19158 ATt dusy Us881UNTINNT
2. 97197158 M9.90% dUUIIU ASSUANT

3. S9IMEANTINTE AS.UBeTAY 5ITUNAUAY  81373589UTnY

FevuatuillasumnuiureukareyliRlaemvinn Al adl

Mhﬂwﬁw&%’“ ............ ;ﬁ{ ..................

(5991873139158 AT.YBETRU 5ITUNUAI) (599A1@7513158 759535 LaLin)

211597 UTNWN PFIUNNIAIV AT

Fufl 27 feu waunAs w.e. 2564



Folasans msfuenesilulsiinnsflumeusiumendmiunsaduimanglaademain
ARRIEGRAN]

Fodanlulasens UNENANTUNN JUNAI wuUsEIda 6033075223

Foomnsditinw  sesmansansd s yweini sysuiauia

AAIYNAT AEINEAENT PAINTAININETde Unsfnw 2563

1%
o

umanglaadunaandsnudidydmsusisne egnlsinany mmfwmaﬂqiﬂagﬂU%ImiuU%mmﬁanﬂ
Auld videramsmuausedutimanglaadiessuunsauaueedluy Svdsalviszduimanglaaludonss
Anund Aundrianunsndwaliinein1siousdusuvedlsaimiu fundeas a dagiu lsaddaldiigms
$Snulsivenald wazdiisusauoiainennsunindousuusdslfinanlsaiummudngs aziu minsiata

o w ]

WmanglealudendsdrfydmiunisuiveniiaseaunusuusavedlsaUawiu WaussimeIn1ssuusaveddsala

o

(%
= [

981991 ur297 Tuawdded nsduaneiiannsiainainlulsinnmiluateudunenivievuslelalasiaa
(BGQDs/Gels) Uszaupnudusalunisnsiainuinanglaaniuujisenedeoulel lagldmaiangoaisaiyus
awninsalnl BGQDs gnduasigsidunszuiunslalasinesueaiiiesdunauiden 31na1saiy 3-axdluilila

Tulsfin uedn (3-APBA) nwardugiu uazlasedi1aves BGQDs gnanwismenindieainndasganssaididnnsou

viindosr (TEM) 91nHan1svnass BGQDs fisusradunsena uazilvumeynaadsil 4.69 £ 0.84 nm Bsld
niviu nsfigadiendnuainyfariduun BGQDs fu FT-R uay “B-NMR l¢fusudn Suyiladdululsin uodn
U3haveureaunMitumeuiuaen Tuwuidsdaulafiaznsaiaimanglaaegsdumgiagassiounsly
ulginglageending lalalasiauleseanlen (H,0,) Hundnsaeiiitedds %qmmamLﬁmﬂg’jﬁ%mﬁ’wgﬁqﬁ%’u
lulsiln wedaruufisenlalasluisdurinlviinnisanasvesdyaangesisagus uaﬂmﬂﬁla‘lmmagﬂﬁﬂm
Usegndlld ieiiuaudeshilumannatntimanglag uadnwiaiiesnimueseulss Tnsnanisvaaosuansls
diudr enududaamgeaisawuifianuenaiy 375 uilummsussndutuaranduduresimanglea d1
Fasiian13ns193n (LOD) wazATadiiantsTadeusana (LOQ) vesimianglaadu 40.10 way 133.66
lailasTuans swdrdty Tudsnnadudunss 300-800 lailastuans uenindleaintu wansvaseswesuiiuansiy
BGQDs/Gels finuannsalunisnsaiaegiiussdninings uasdinnudmnzianzasgeioiinanglea lasan
11 Fannaia BGQDs/Gels anunsnduiadoniianiduusslonilunsnsainseduimanglaalunisitade
Tunamsunng dwsugUaslsaumula

1%
o

mdAgy : Wnnanglea, lulsinnsitumeusiuney, lalasias, ulwinglaaeending, lelasiuilesesnled



Project Title Synthesis of boronic graphene quantum dots for detection of glucose by using
fluorescence techniques

Student Name Pattarapapa Janthakit Student ID 6033075223

Advisor Name Associate Professor Boosayarat Tomapatanaget, Ph.D.

Department of Chemistry, Faculty of Science, Chulalongkorn University, Academic Year 2020

Abstract

Glucose is a necessary energy source for human body. However, if excessive amount of glucose is
consumed or lack of glucose control by hormone regulation system, resulting in abnormally high level of
glucose, these can cause a dangerous symptom in terms of “diabetes mellitus”. Unfortunately, this disease
is nowadays untreatable, and some patients might gain severe complications, extending from diabetes.
Accordingly, blood glucose measurement is vital for indicating preliminary disease severity in order to
relieve dramatic symptoms in due time. In this study, sensing materials with fabrication of boronic graphene
quantum dots encapsulated in hydrogel (BGQDs/Gels) have been achieved for glucose detection via
enzymatic reaction by using fluorescence techniques. BGQDs were synthesized by one-step hydrothermal
reaction by employing only 3-aminophenylboronic acid (3-APBA) as reactant. The morphology and

structural properties of BGQDs were investigated by TEM photographs. As a result, BGQDs were spherical

and their average size distributions of BGQDs were 4.69 £ 0.84 nm. Additionally, the functional group
characterization by FT-IR and "'B-NMR confirmed boronic acid group at the edge of BGQDs graphene sheet.
Herein, this research focused on selective glucose detection by slucose oxidase enzymatic reaction to
obtain H,0O, as reactive product, being able to react boronic acid groups on BGQDs via hydroboration
reaction inducing the fluorescent quenching. Furthermore, hydrogel was applied to improve the sensitivity
and enzymatic stability for glucose sensing system. The experiment demonstrated that the fluorescent
spectra at 375 nm was inversely proportional to the concentration of glucose. The limit of detection (LOD)
and limit of quantitation (LOQ) of glucose were 40.10 pM and 133.66 pM, respectively, with the
concentration linear range of 300-800 uM. Moreover, the results of this study provided that BGQDs/Gels
showed a highly effective sensing activity and excellent selectivity for glucose detection. As anticipated,
the BGQDs/Gels materials can be alternative candidate to give a benefit as the application for detection

of glucose levels in the field of medical diagnosis for diabetic patients.

Keywords: glucose, boronic graphene quantum dots, hydrogel, glucose oxidase, hydrogen peroxide
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1.1.1 lsAlummu (diabetes mellitus)

Tsu1ma1u (diabetes mellitus) FoindulsadessifinrusuussdnelfiAanindediald © a1n
anunsaivedlsamuluiiagduy wudh wnlivesdnninislsaumuldnienuuusadunndy
ageraiiios Felusenuvesesdnseunsislan (world health organization, WHO) Tull 2020 1¢uansds
Sruautaslanummuialandifindr 422 dueu uasdidhnadedingada 1.6 Sueu uenaint §4l4T
MsAansaiin Sruuvesithelsalumniuazifingsis 700 Awaulull 2045 @ ndeyaidainvesiiae
Tsavmnulunediuuudiin wuin aulvedduudielsaumiuinndududu 4 fesesnussmedy
Suifle uazduu @

nuitelutiagtu wui ssdfuihmanglaglunseuaden (blood glucose sugar) fiflunniund
(hyperglycemia) tfuanmaudnuaslsaiuimai visil nszuaunaialsauimiuaansoudsesnidu 2
viin @ Fuanduguil 1.1 16un 9dindl 1 Ao Suengliaunsondnsesluudugduldiausiiiing sdana
Tnenssonalnnisanseduinmanglealunszuaden aviu guaslsaumiurdadisududeddsuns
Snwlndnsesluudugdu iletestunmainnismnaianimaludengs dwmsulsaummuried 2 3
Huannziinunniian laednagilanmmudninannssulssmuesiifssduinanglaagaiuly au
anmzsrmeliannsaneuaussiososluudugau (insulin resistance) WelalldFunmssnvndunau oy
daaliinnnzduiivdewaddudeon

Tuanzund Wesrsmeldsunglaaainnsuslaaasemsussiamenslulewnsn dusouazsinis
ndsgosluudugau (insulin hormone) iflensdulifinisvudnimangladlunssuaioniingivad uasuns
udawading q wimndszduinanglaadlésuimniune senereinifvinamailfeglusulnala
wiludy wagndmiie ieie il luswiissneraunaundanu Tasseduihnalunszuadonvosau
alUaegfivszana 3.9-6.1 mM uddmsugUaslsaumuivsinaniangledludeauinndi 6.1
M @ sl msdiseduihnalunssuadengadunauamsadmaiiousiionila uazdeliiinlse
ndaielameidsundy suluisorahliianenislonie wemes gudsmsueuiy wasssuudsyam
gnvians @ agnslsfiou luifagou Tsawmmudaliiisnsinuivildmeniald fsdu nsasrany
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insulin properly

5UT 1.1 %lla uaramnvenIsiialiaumiu (diabetes mellitus) ©

nnsAnwnuAfedeunthil wuin Idfinmsdnwmansaindmangleademadaiivainmans
BnF9E10U NTAATIZRAEAlaladl L (electroanalytical techniques) & wallalasuilnsns il
WalausIaueas (high performance liquid chromatography, HPLC) 1Y inadiauuaaiunlasiuns (mass
spectrometry) 2 1 udu §anadamdaiarisansaafadiniangladldogsduniziatzas uasd
UsgEndnmgs

Tu¥ 2011 H. Gao waramy 2 ldvin1snsratauinianglaadrsimadanesinelsuns
(amperometry) H1un1sldouniauluresnniitutiniiauaznsiflueenlys (PtNi nanoparticle-graphene
nanocomposites) ﬁQLLaﬂﬂugﬂﬁ 1.2

@)
(b

Graphene Oxide (GO) Reduced Graphene
4 Oxide (RGO) CH,0H CH,0H

~ Glucose OH

Electrochemical reduction on o, 0,
+ ultrasonication - - OH o
PtCI§'+ NI >4 *Gluconolactone o o
OH OH
Glucose Gluconolactone

gﬂﬁ 1.2 (3) BUIAAKAZINUITEVBY H. Gao wazag 12

uag (b) lassaswwadluananglaaiiuasulunglalunaniny



93T wud Wuwesnsraiangleaaneyniauluveswnviiduiinfa waznsfluesnled &
nsrainmemaiiamelsweity aunsansiainanglaalaegnsdiniziaizas Ineliinissuniuanaisdu o
WU 391dud (ascorbic acid) nsag3n (uric acid) gise (urea) Wimansnina (fructose) LuAY 1llaaunain

nsidenadndliilunsimsesiainii -0.35 v ilvdygiavesansdunldlyuimnanglaalignnszdu

e

'
6 aa o w v o

wanslugun 1.3 uenanil WuwestiiAdadninn1snsiaianegf 0.01 mM AnAuELTRNlaAWUYeIYT

¥ '
Ya A

diinnsnndnisidsveunauiiuvesunniiduiinifa dwalilifiuinslunisiiau]iseundagrevihlv

\NnUfiseneendintuveinglaaesaiiusednsam

0.30F Glucose AA UA Urea AAP Fructose

b WA
O

o, T L

0.25

0.20 -

0.10 |-

0.05

0.00 1 1 1 A L RN 1
0 50 100 150 200 250

t(s)

sUf 1.3 Bvsnavosiasuniu (0.5 mM ascorbic acid , 0.1 mM uric acid, 0.1 mM urea, 0.5 mM fructose)

v

!
=

Wwasio 5.0 mM nglaa gty -0.35 v 1

agdlsfinnu uwldwedadainaanunsaasiviniimanglaalaegnfivseansain uiinaliamanid
Anugsen dudeu wasdnludeserdedidermglunismeaes lnsmensiasgismemaiamdlndy o

nsasvindinanglaaiinistdioulsdidnunieides ndndusivenimanglaa waziouledazanunsaiin

o
Y a &

nspaduuuimthiaadnnaald Fuduaivelianuiodh wassslninmlunmsienesivesdadidninge
anas 19 Fardu Aadeviuinaulamatiavgosisawudaiuningaln (fluorescence spectroscopy) lunis
a5 ¥nansUseneudang1s esnidumaiafianansadeseiildde smds lddudou fanusung
(selectivity) wazAuI83la (sensitivity) g9 wonand wedadFiaunsaiiasigiansiavnaeslds
f¥ad1Anlun1smsrada (imit of detection, LOD) s ¥ uazanansathluuszgndiunisasiaiaansyseney

nelusrangla 46



1.1.2 waillangaaisaud arnlnsalnl (fluorescence spectroscopy)

nann1svennaiangesisaiud awnlnsalnd (fluorescence spectroscopy) Aeadeatunig
AneidynvigesLsaivud Mnnsasundassyiutundinuresdidnnseu nanie deddnmseu
aneluluanalddundsnulugasmiuenaiusaninlileian waziadida (Uv-visible wavelength) 7
WaNZEL AgEnInTaLAA DU nan Ly (ground state, So) TUgvanuznsesu (excited state, S;) og9lsn
au Bidnaseuluaniuznszduiinnuaiosin osandndsnunelug ﬁuﬁmmsmmﬁuzﬁamwﬁu
(relaxation) wiewtaanUdoendsnuunsdimeonuluguuuuastaou (photon emission) diunaiin
deyeyrauvlgesisaus (fluorescent signal) Sidnnseuludu s, %Lﬁmmsmﬂﬂé’uajamazﬁuashﬁmL%q 1oy
TdfnsiUdeu spin multiplicity nmeluszasiaan 107-10° 3unft 17 virliuesdunisiiesuawednmou
(photon emission) dsanunsadaneldognesanda sie nalnnisiinanansaesunglddeununn Jablonski

diagram "® glauanslugui 1.4

Jablonski Energy Diagram

Excitation
( A%sorptlon) E’xclted Singlet States " Wl
¥ e ational
107" Seconds Sz% s¢———— |-Energy States
Internal Internal
Con::asion g Conversion
Vibrational g 3 i Flu%i::asyci?\ce
Relaxation 11 - Q\ P-4
(10714101 sec) "l S Excited
= Ny =
Flugresc7ence Tt ot :: (ﬂ)e
9 40" ntersystem
(107- 107 sec) c,oslgmg
Intersystem
Crosyslng Non-Radiative
~nn Relaxation
(Triplet)
Quenching
h o = =1 v Phosghorezscence
Non-Radiative g =E (10" Sec)
Relaxation 01 $
A 0 Figure 1

Ground State

JUN 1.4 ununmsgiunaenudmiunmsisesasveduiana (molecular photoluminescence) ¢

Tnaund n1sUanvdesndsnuding nldlddifsmdsnuveddnneu wididnasoufinnnduasn
ansafiamsgydendsonluguuuuduldiguiy oni msmendanuluguuuundsnuanuouainnis
W3 (rotation) N15&Y (vibration) uaznsyuy (collision) vedlaana \ludu §sdamalvinimenindud
Uamﬂa'a&Jaaﬂmmﬂﬂdﬂﬂawuawaﬂﬁuﬁgﬂqmﬂﬁu Tnen1siaseinisiUasunamesans aunsafnanunig
LU§auLLUaﬂuL%mmmwLLazﬂ%mzuiéfmﬂmim?{ﬂmmaaﬁ@mmmaaLsamuﬁﬁtﬁugﬁu (fluorescence
enhancement) 13 aan a3 (fluorescence quenching) M'%'aﬂﬂi%W%aﬂﬁ@mﬁquaaLiaL%uﬁ (shifted
fluorescence signal) MNAHAINTAIUNTIAT IR Fuilinallangeaisaudlasunsueusuias

Yraulalunisngiadn



1.1.3 Fa93eauuIlu (nanomaterials)

[y

Tu39M13/N 539 3AN9TI0 M (biological sensing field) JanseAuulu (nanomaterials) Aog1ay
AIBURUABY (quantum dots, QDs) 2 ayn1anasAsea vty (gold nanoparticles, AuNPs) ?229
auUNARUTEAUUILY (silver nanoparticles, AgNPs) @ wagaunia@aneuseauuilu (silicon nanoparticle,

QJQdd 1

SiNPs) 227 gy L Tuiifieneeneunn ilesanauant@nfivuedn Ieihliisanduiuiiiadeyiunsg

a o a

LuaLMSUﬂuawﬂﬁﬂmumuwmlwzyﬂaw (bulk material) FsdsralvinisinufisenaivuiuiiTaninlaie uaz

q

[y

59U Belundntiu Tagsydvuludadiafesnmes wazaunsadaudasiiuiiale viliinideaulaiTag

q

(%
[y

seauuluanlylumsnsirinuinanglaaiuegaunsvane @2

Tud 2014 Y. Tang wagamy 0 ldiaudnmaiamagesisamuslunisnsaiauiuuinia
nglaa Tngldoyniaduseduulu (AgNPs) FagndauiasiiufasnuufAzelelaslusdu (hydroboration)
sewriamylansonda uazmylulsdin ueda vuiuivesendomsiidoumoudunon (CdSe QDs) Fiuans
Iugﬂﬁ 1.5 INUANITNAADI NUI i’a@ﬁ'éﬁLﬂiwﬁﬁtﬁmmﬁLﬁmé’mmmwggaaLsaL%umﬂlﬁﬁ losndvina
U89 AgNPs danaliiiin metal-enhanced fluorescence (MEF) kagn1siinyUsingnisal surface plasmon
resonance (SPR) @eeifindnanamgestsaiaususs CdSe QDs Immﬁmeﬁﬂ%mmamfwmaﬂq‘lﬂa
ﬁgui%'wé’ﬂmiLLa'qé’l’Uﬁwdmfwmaﬂqiﬂa U AgNPs 7lvdunsAseniu CdSe QDs devinliifinnisanves

Ty aungestsalwud vasnuanglaavilgiteniumnsiaindnan

0\}{’@\ eB -© /L*'/
—OH CO S
OH B o4k 1~ 45/
@ OH
AgNP-CdSe QD complexes Ilom
3000

r AgNPs, CdSe QDs + glucose
P CONH:
L/ /" caseQDs™~_ on o
/ .

u
'S
=3
=3
S

2000

FL intensity / a.u.

1000

500 600 700
Wavelength / nm

U7 1.5 mnsiainnanglaavessyuniaiussiunludauuasuuiuiivesuaadesgiiay 0
ag9l3finu w31 CdSe QDs mausunev Fuluianseavulusdanisnannisansnainusuin
wnnanglaalaeg1esanda uwinssuiunsdunseidinsaindanugsen wasdudou suudisedlds

Taneninlun1snsInin



TuT 2017 X. Wang uagaiz 0 Uszauenudidalunisnnainiimanglealusiiogieass Ae s
prrafatnmaludsuvesiadeugnia (fetal bovine serum) tngnsldlududtu ladaludaioudunon
(molybdenum disulfide quantum dots, MoS, QDs) %aﬁadﬁLﬂuaumﬂixﬁuuﬂmﬁwﬁwaa transition
metal dichalcogenide (TMD,) 719281l ndgygravesngeoisasudlun1sngata Ann1snAaes WUl
middeilannsansaindnangladldesaivssansam lefadadtanismsatadiil 5.16 uM uax
anusofnMInnTimhaanglaaiiunsAsuadyyamgosisarudfianamiuaududunglea

MnnFu danansluguin 1.6

350.0k —0.1mM
w——().8mM

300.0k

250.0k

0.1mM 0.8mM 1SmM 3.0mM 5.0mM

200.0k

150.0k 4

Intensity (a.u.)

100.0k 4

50.0k +

0.0

T T T T T T
400 450 500 550 600 650
Wavelength (nm)

SUN 1.6 aUnNASUNABLSAUA WAL NS BIkaadluauAty ndaluanlrousunen ATNSHRNAMUUTY

Y Y

nglaa (0.1 fis 5.0 mM) lugSuvessgeugnis @

wiegelsinnm 1eainansedvunludulvgiinussnaulusnelavemin dadusunsrese
daundon Tuiagtu dnideluensinermansdsfiuundnluniseysnuminenssssunid uaginnsly
NANNI15VUANELTEY (green chemistry) funnndu 6239 psriluaeusunen (graphene quantum dots,
6QDs) iunddusanuilumadeniiuszneusioansusuezaey (abundant carbon atoms) fitduiinsiu
Aawnden © wagdanantisng q lunslvdyanumigesisanudldd Jufnanaudinisiniudsmoudy
(quantum confinement effect) 9 wonanil GQDs Faaunsndanszsildine sangn fanuefiosgs u
gamniigs wazfianudufiven Samneduniniunlfidudnsatamedanin (biological sensors) #

wudsen (drug delivery) Mweaems31nm (bioimaging) Lagfatsaudauas (photocatalyst) 1Humy ¢



1.1.4 n31uUAIDUANADN (graphene quantum dots, GQDs)

nsiluABUdLAeY (graphene quantum dots, GQDs) WusyaATignifauniHunT UK 1LANS
Faasziiilildiduoynia 0 4@ Afvuiaduitugudnarsdesnin 10 unluwns ® wasidugiu
(morphology) unsanau visesuld Inslassaireuszneumeuiunaiiu 1-10 $u Fesvavienglussuy
ogluv29 0.18-0.25 wluing uazlszoyriasenineszuIuyszana 0.32-0.34 nm “ TpgauandRidauasd
dAues GQDs A anunsaganauuadlaluyining FausiaaueIAAY 260 81 320 wiluwuns @0 91l GQDs

falnaanURlunsaeuaigeesawudlas waslinuaudfndidnnsetindianizda vinlilanvuivue

Y90UNA fakandlugun 1.7

9

Bulk Band Quantum
®)

Conduction =
Band ==
Band
Gap
Valence ==
Band

sUN 1.7 amuans (a) laseasensituateudunen @2 uaz (b) Anudunussenineuuineyniniu

v

Energy

" i
HHH H :
il S
. 2
@

® [[l~—

Decreasing Size

awnesuvigeaisalwud ) muaeu

nsdaas1ginsflumsusunen (GQDs) aansawuseanidu 2 35 A nsduasizsianlnegluian
(top-down approach) wazn1saaasizsianianiulug (bottom-up approach)
1. Mmsdaasizianive/luidn (top-down approach) ®”
MsduaseiIstsuduanafueuiivsznoussseslsniniisinnsdasesiauuy sp? Yiansy

nsrUIUNIMILAll Wy eendndulaeldnge (acidic oxidation) nszulunisielasimesuea (hydrothermal)

Judu wagldlundaduaidunsudunensgduuily wansdaguil 1.8 §935Uderanisdunsned was

@) v a

anunsatdenldarsisdulaviainuiane wu N5y nslusenlyd w@uleasuou Wudu dnvie 35U89lanan

o,

1 [

nanduelulIiaun uwldedndn fe ldaiunsanivAudnsueiuly AUUTENG wazvuIAveINg 1Y

q

moUsUAENAFUAIIZAle



Top-down methods %
- R

__)2%:%& %3 s Piﬁ;ﬁg‘;‘, %%- %‘

% oy ‘A v S

O R B
%

Graphite Graphene oxide (GO) GO nanosheets G(‘).Ds

3‘1]1‘/1 1.8 ﬂ‘i”UTlUﬂTﬁﬁﬂLﬂ'ﬁ?“%ﬂ’)&l?ﬁ'ﬂqﬂiﬂwll]mﬂ (@)

2. msduangsarnantulug (bottom-up approach) ¥
nsguMsduaTgiordvinnsnudveseumeluanavuinin Tnsamsssuildinduluanad
fiansvemduesduszneu Fahuriunszuiunsene 9 wu nssuaunsinislada (pyrolysis) nseuaunIs
lalnsiesuea (hydrothermal) waznszuiunislaalamesuoa (solvothermal) iudu ui olwanss adu
aanemiianismukduduiiuedvandn wavvgrgvuinauiivualvaidunsifumesudunen é’f&LLaﬂﬁugﬂﬁ
1.9 Famsdaaneinndnluingiuldsuemdonduegiaunn Wesnldie fussansamgs iy
Sunserodwinday ausausuUinanIsdunsed waranunsainunrwInTeIns iualsuRunevle
ssanansnidetuesnonduldmuens 1y sxneuvasslulnaiau (N) Tuseu (B) uasdawles () i

U

AU

Botton-up methods

5 #F
f&%%

Small-molecules Polyphenylene GQDs

JUN 1.9 nszvaunsdaasigisaedsananivlng @



BN NTLANLABNVDISIND U NI 0LamBlsaenay (heteroatom) LABUUANUNTAYILLAY
UszdnSnmnisaewasngoalsasudlafn g Wy oznauvedsiglulasiau (N) luseu (B) wavdaes (S)
[ o/ a J 4:’1" 14 = va P v
Jusu Inenisdvesmeaumaiidnlyaunsawfsusdasaudfivisdsenisveansifiumeouduney tnsany
lulnsiauesneu uavluseuazaen Falasunsiigauiuadin sstedindyauvigeasaaudlanuinian ¢

a

© HaFsudisutunsftumondunonillifsmmaiidou eswnesmouvessmuaiisidnaseusnn
(electron-rich atom) SsanansalBidnnseuiuaiveusznenvenMitumeusiuneniieginiuld Tasende
nsrvIunsiNlysmeulviiuezneu (protonation) vivliAsusuveserlsunfninUszquin dwalvivae
dosfunisfnnisaeleudidnasou (electron transfer) luanugnszduidodidnasouldSundsau 91n
wmmsaifenandaunalingflumeousuneniinaldmeusuBad (quantum yield) getu 7

Tud 2014 J. Ju uag W. Chen @ IinminsifiuAdyanagesisaeudvosiingaianiiiu
Arpufunenaniuvylensidu dadsnlulnsiauiussdusznou aneudsed wuir noilu
mouiunoni ldsumsfnulasanunsardsuamigeaisawuddfilad duandduzud 1.10 Fudulddain
s fumsusuneniinsUuvessinlulnsaudussdussneululassailiiddya amigesisawusigandi
nlumeuiunond iflulasiauduesduszney Fewuirmeusuvedlulnsiaulaunsituaouduney

(nitogen-doped GQDs, N-GQDs) JA1MINNINNTINUAIDUAUADNAL 5 11

PL intensity / a. u.

300 400 500 600 700
wavelength (nm)

JUN 1.10 arlnasungealsaiguives GQDs (1HudLAY) Lay N-GQDs (duddn) luasavangiininug1intu
N3 360 WluwAs kazn naen1siTeIuasnelalaIINAINIAGY 365 WIlUUAT Y89 GODs (AN

971) wag N-GQDs (nnang) 4o
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MATers Z. Qu kazane 0 ladnudainsifluateuduneniaeyitnisiuny eidululsin uedn
wWlUlulaseadne madiasdisiiudyyinigostsasud lnen15naaeidisuduainnisduasigingiily
Arsusunenatnns i ueenlannleislolasimesuea wagvnnisiduesdluidalulsin weda

(aminophenylboronic acid, APBA) @ siisnglulasiau uazluseudussduszneu fauandluguil 1.11(a)

¥
v A

INNIMAaBY WUl WITeluszauanudisalunmsindygrangeesasudliiunsilualsudunen
1oy nslumpuANAaN? lasUN1SAALUAY (APBA-GQD) U dA1Aiaududan (quantum yield) winiu

49.7 % WeawIsuiiisuiunsiiumeuduney (GQD) Mlifinmsiaussailasly Fasiamoududaniiie

[

2.9 % Wiy Fellnnuunna1avesnsiiudyaungealsasudii 17.2 wi dawandduguit 1.11(b) agiu

'
a o

Jadiuladn ﬂ’]iLaﬂJLSLVI@IS@%@@&IQ%‘*&’JEJLW&J?IEUEU']QJWQE]@LiﬁLeﬁu&“Uaﬂﬂ’iWWUﬂ'Jau&JMWE]Vliéﬁ]%ﬂ

T

(@) HO\B/ \\hv
LDC
COOH + pH 7.4 PBS CONH

{ APBA-GQD
GQD APBA Enhanced Fluorescence

(b)

'—— APBA-GQD
“==_ GQR

FL Intensity (a.u.)

350 400 450 500 550

Wavelength (nm)

sUT 1.11 wrAansanwdaslassasisvaansifuatoudunenineyinisiuvy faddululsidn weda (a)

U

ainasurigeaisaiwuived APBA-GQD uaz GQD (b) finugniadunszAu 290 uay 320 urluiins Aue

Fyu @)
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1.1.5 TulsiinnsrWualeuAunan (boronic graphene quantum dots, BGQDs)

nsHumsusuneniinsfuvyfladdululsin uednanusailuldnsainngladldeganinens
laglulsiin ns1uAlauduAem (boronic graphene quantum dots, BGQDs) asnsainufisendunglaa
Iétauuuondeioules uarliondeieulsinglaaeanding nsunilunsdiiiliondoioules BGQDs a1unsn
Lﬁﬂﬂﬁﬁ%mﬁU’JQﬂE’]WﬁlWLLﬁqua (pyranose sugar ring) ¢ © Taemiilaridululsdn uedn (boronic acid) 7
pejuufinges BGQDs annsnvhuiasentutinaniumyueanesedogiufeatuvedlaseaing (1,2 vie 1,3
cis-diol) FlfuoyiusTulsiun toames3Unssdvih (tetrahedral boronate ester) fanalnnsasaaiatiena
nglaagud 1.12

Ks Glucose

~ H H
- pKa~9 e( o/

OH
| "0/ OH 0/)\ OH
OH
Insoluble Soluble Soluble CH,OH

JUN 1.12 nalnnsfiaufiserseninamy@idalulsin weda wagiinianglea 0

MnnalnfAserdananiadumamandnisatunisasataieianglaasumylsddululsdn
wednlngliiandeloulss Fvliaunsousnarusndiesinianglea uaztimarindu q Aillassadie
pdofuldodvduds nanfe thnadifllassainaiealwsuluadulelowestuimanglaa ondidu
hman$nna tmanuaning daausulua Wuiu dwarilfsunussuunisesaiatmanglaaan

laseaina cis-diol Meluluana © dwandassaidlugun 1.13

@) CH,0H (b) (C)  cH,0H (d) cH,0H
CH,OH OH
o, () o [
OH ol OH OH O
OH OH OH OH OH OH OH
OH OH OH

glucopyranose fructopyranose galactopyranose mannopyranose

JU# 1.13 lassashasdianalnesuluaves (@) dmnanalaa (b) wisansnlva (o) wiemaniuaning wag

(d) Yanauuulua
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Tl 2013 J. Qiu wazauz “? laldnsiunleuduneniiuseqau (anionic fluorescent GQDs) &
fuiingfendunsuenddn waglensenda sruiuindeluiisAdlieululsin uweda (cationic boronic acid-
substituted bipyridinium salt, BBV) #iflus¥quinlunisasiaintinnanglaa deaninsansiaindinnanglaa

nmnsdlagldorduoulednglaaeenting Auuanigui 1.14

Low Fluorescence High Fluorescence
— H
1.0,
5 g
0 O
N+
7
-
p e
/ & |
Ni
Lo R
B fluorescent GQD B o”
- OH — OH
receptor

JUT 1.14 uundineddslumseenuuuszuuimnsininmaanglaa ©?
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Tuemdfed mansaatmivanglaaaglindnnisveaussdunsisomsni fo ussiagauszquan-
ausEWINe GQDs wag BBV muddu Tuanmzilifinglaa GQDs way BBV axifnussisgavinliluanasglng
flu dawaldidnmsouves GQDs @rwnsatianisanslou (electron transfer) 1Ugs BBV e Jevinlvidayeya
wgeasaLeusidladaanas uiluanngiiinanglea dmangladannsnifaufisertululsin ueda
desaninanglaaiingueanssedogilafeiiuredasaii Jeililulsin wodaianisdsunag
nanedueyitusvesieames siinasieUszques BBV lousyq BBV 1unans Fdluiinussisgamalyiiiniy
GQDs MNNITNAADY WU Lﬁ@ﬁﬁf’]maﬂqiﬂa deyayauvlgoaisaiwus GQDs ﬁﬁhqaﬁﬁyu PNUSNNITT AU

[
[V KY] [y [y a

At Jannsiaiardetifsanansodwszimuinnainangladld wiegelsinuenuided wuilddiesus

wnanglaananunsaiudyainmgesisawud haaluanaieiviadulaaamensnlna uazniuaninan

anunsadindyaagesisawudlis Auwandugun 1.15

0 20 40 60 80 100
Monosaccharides/mM

2] U

UM 115 dyarungeaisaiyusved GODs nasantauuIntalutanatd eansnlna (dudan)

nmuwanina (@udiver) wavnglaa (i) 2
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1.1.6 wwaRamsnriathaanglasdlemsldieulsingladeonding

deulatiygmmsidensumzvesfagazduuludensasaduimanglea fideTafueudunig
WzawensnTaiainangleadienislieuleinglaaeendina (glucose oxidase enzyme, GOX) 4
Az Rz e futhmangleaifissediafion © Tnsteulssinglaaesndinaaunsnvhufisentiu
5wmwaﬂqiﬂa1é’asimﬁ’wmemzm waziinufisenlalalasiaudesoanlas (hydrogen peroxide, H,0,) 1u
wanSarianvie ©9 fudufoentled (oxidizing agent) Aiguuss uazamnsaviufisentunylulsin weda
VUNIINUAIDUAUADN (GQDs-B(OH),) ﬁﬂﬁmaa%’wﬁummﬂumauﬁmamLﬁmmimﬁ'ammaaL"ﬁJumsﬂfju
lansonlan (GQDs-OH) uUfAzenlalasluisdu (hydroboration) wardasadyainmgeaisawudliin
n1sansnas (fluorescence quenching) I ©% e 91nwdnn1ssanans Seanansathurldii omusuna

wmanglaalaainmsiUasunUasdyannmgestsaud asaunisn 1

Glucose + Glucose oxidase (ox) /734 Gluconolactone + Glucose oxidase (red)
Gluconolactone + H,O 2 Gluconic acid
Glucose oxidase (red) + O, = Glucose oxidase (ox) + H,0,
GQDs-B(OH);, + H,0, 7 o4 GQDs-OH (1)
VUYLIA GQDs-B(OH), = graphene quantum dots with boronic acid functional group
(strong fluorescence)
GQDs-OH = graphene quantum dots with hydroxyl functional group
(weak fluorescence)
ox = oxidized form red = reduced form

9139804 B. Tomapatanaget uazane 2 Fulumnuiddetuusniifinisnsiainmavigesisaigud
Ingldiinsraianinugiuainmyileandululsiin (boronic based fluorescence biosensor) Tun15M533A

melensldieuleinglraeanding lasiluuifnmAdeduanduguin 1.16

Flu-B(OH), ill,O, Q\O/ GOxg, Y Glucose
= omm

Flu-OH b J
Flu-B(OH), = High Fluorescence Flu-OH = Low Fluorescence

¥
[

UM 1.16 LwrAnn1seenwuusEUUNIRTIintinanglaalagldioulesl wagdinsiadndnugiuanmy

Handululsin ©
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Mnraneaes o sdfedivssavenuditlunsesaindmanglaa Tnglifinissumuan
ihmaluianaieviadu Tnsamgihmaninlna iesnieulusinglasoendnaiiniudimgtutiaa
nalaaifiesegnafien duuanduguil 1.17 uasndloeulifnufisefuimangladldlelanauesoonlss
Feanunsvhu s funyilerdululsin wodaldiduasuszneviiuea Inhlianusofnnuusinama

nglaalaannisdeuudasdyauvigeasaud laelardndiinnisnsainsegin 0.011 mM
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JUM 1.17 Malaeuidasdyiamgestsawudniinsiinnaaviagiig o
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Tud 2016 wr9ann Sanan vaTdTauT 0 Idiauinisnsatauinianglea Tngldnsifiy
meusiunoviduyilsdtululsin uedmiuFisenswhoeuluinglrasendinaduiiodtu duinmsiaialy
uATeillald 3 lolmwosveansnesilufifalulsin wodmlumsiaiu nuanimeassemaiangesisa
wusawnnsalnl wudi endygrungesisalwudvesnsiflunisudunenananiuusuiuadudy
lelnsiauedoanled Faudundndusifniuoules uasdaruduiusiuuiinashmanglea Tnsansi
Fu 3-0sdTudalulsiin weda (3-aminophenyl boronic acid, 3-APBA) 1Juleleiwesailndieafiaiuise

aaa [ !

nvialalasauleseanlediunanuiisendinanla uwsleluwesdu q luawisansiadala lnedlen

UnA1AN150533T09 2.858 mM uennil anudn dnandninalisuniussuunisanaindinianglaa
wselavhlviadyarargestsawudiianisilisulas Asgui 1.18 Ay Faasuledn nfluateudunenii
fivgfflandululsiin weda (BGQDs) HuuAsenseiisieauleinglaaeendinaaiuisavitfisenduiinia

nglaaliag1adnnzianzas ngliinssunuaniinaluanadu o

Il before enzyme adding
I after added 60 min

800
700 -
600 -
500 |
400 -
300

200

Fluorescene intensity @.u.)

100

Glucose Fructose

Wavelength (nm)

JUT 1.18 As1vluvisiansmadlvesdny1amgesisatuAred BGQDs N1Aue1IAaY 375 wiluunsduiy

U o

wnanglad (o) wazdinnansnlna (131) Andudy 20 mM unisldeuleinglaaeendiaa 1 unit Tu
HEPES buffer pH 7.4 ©¢
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v aAY o w

wrngalsAniu nstaeuleifalidesAnlulsasauadesnIniFIa1n et dawIndaun1eusn W
gamgil anmanulunsawa 1udu ¥ sdulinanauszdninmnisvinuvesoules © lalasiaa

(hydrogel) 3afuniislutagnfianuiaulslunstismunnuatssveseoulel wazanusadunuszendld

U

lovannuane wu nmsvudse M3nsainnisdinm Wudu @ lalasealnuaudfiduasiaunsagaduin

=

éludFuannn esnlassadrsindiwesiduanudd faunsodnfuiameluluenald uasandnume
fuey Ao lelnsinaiogluanngiarliosare uazdnwanmiliulassaiianigiglild Jamngtunis
n3¥amsazanefieglui uonaniu lelasaadsdiondnualludosmuseuys warBaveuld nodwlng
wissldantanfinansssund wu Tsiu thima wazansilnanaddlidusunnesoasanin saufl
ouled Tnslalasiaaauisowtsennidu 2 4iin © ldun vdadl 1 Ao Indwesn lelasiaa (polymeric
hydrogel) na1Ag 1@IﬂiwaﬁﬂisaauﬁumﬂiuLaqasumméﬂ fiSenin wiawed (gelator) wnadaiusy Tng
TdUfduiusuuulainiaus (covalent-linked network) Lazuiladl 2 Ae yus1luiafiand lalasiea
(supramolecular hydrogel) @slalnsaviaiimuilansu Ao wawmesvedslasivaannsaadimiussii
Julasenelndiwesaufiafidvunalvg Inelddunsiseuvuueulninaud (non-covalent) 19 n15iAn
Wusglalasiau dunsisenln-ln (TT-T interaction) UssAaganialnfin dunsisenlalasindn uazusauwiu

v =

wosad Wudu dedu luarudded 3783 la1denldy Uslutadaans lalasiaa 1le9an

Y

oulsingladeanding wazuinanglagaiunsaiindunsisewuuueulaaud Auaviatls lslaia
washly Ao glasa aowse lulueamas (sucrose laurate monoester) Feflaud@luneuiiianlalasiaa

(amphiphilic hydrogel) lngillassasvuszneunigiiniaglasa Lazatgasuauesninu aslandluguin

vYa o v 1

1.19 g ITuaandein eulsdazarunsagnasadnlululasainelndwes uagldsunisvieriu Jedamal

Y

Yasedsnndaunisuanliidudasndnlunisiauvoaseules

O

W

HO
O o)

OH OH

OH
OH OH

UM 1.19 lassasmuaiivaslasa aowsn Wlueames (sucrose laurate monoester)
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Pnmsnumussanssufinarluiteiu sgduldi mansatadmanglaatianudidnylunised
seiuveslsalUY Wietielunsussmauguuswedlse uazdmaligtheidulsamuilloniasen
Finundu deu eidedisdymmunslunisesnuuy wagiamnlulsinnsilunteusiuaen (boronic
graphene quantum dots, BGQDs) 1Uuiannsiainlugluuulalnsiaa (hydrogel) dmdunsatauinia
nalaaeg1ednmizianzasiiunisidieuledinglageanding lnsldmaieangeoisawudaidninsalnd
(fluorescence spectroscopy) i mefIdedinwiAnitnglaaaunsaviujisendueulesinglaaeending
uaziinasusenaulalasiauleseanlen (hydrogen peroxide, H,0,) 1unansinue %ammmv‘iwﬁﬁ%mﬁ’u
FnT1939 LLﬁgﬁﬁiﬁﬁ@mwmwQaaLiaL%uﬁLﬁmﬂmU?auLmaa Tneflalasalunistieiinusedniam waz
anudadlilunsesaintmanglag saufeiasinuiaissninnmsinureseuluingleaoanding da

wwiRnilauansdsgui 1.20

0,

‘ Glucose \C(‘/ Gluconolactone

Strong fluorescence Weak fluorescence
® 5 & € w b
Glucose Gelator BGQDs GOx H,0, BGQDs

BOH form OH form

JUN 1.20 wnrAnnuddensnsniudinianglaa lagldiannsindin BGQDs vievidlulalasiaa
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1.2 InQUsEaIALAZYRUIUANUIRY
Weasslulsiinnsumeudunenlugluuulalasnaduianasiainviinlnidmsunisnsiain

umanglaamenaiangessawudauninsalnUegaliuszansnm

1.3 Uszlavunaininazlasu

lfannsiainviialuigiululsinnaluaeudunenlusuuuulalasiaadmsunisnsiainuinia

9

nalaaldegnednmneianzas



UNi 2

BN15NAAB9
2.1 \3asile uazgunsal
2.1.1 w3nsiielun1shiasizi

-gandesuuntuanislenuudaunlusidimes (Nuclear Magnetic Resonance spectrometer, NMR)
JuBruker-500 (500 MHz) spectrometer @slilunsfigatiendnualvestulsinnsflumeuduney

- ﬂﬁaﬂﬂawiﬁﬂﬂﬁLﬁﬂmamwudmﬁm (transmission electron microscope, TEM) 5u JEOL JEM 2010 field
emission gun operated 71 200 Ailaliad @ sldlunsinauin waznsaaeudugiuveslulsdnnsiu
AIOUANABYN WIUNTIY Image) software U84 Scion Corporation

- i3eangFsmudnesudunsusaanlnsiines (Fourier transform infrared spectrometer, FT-IR) §u
Nicolet 6700 FelflumsAnnevingilsAtuvesiulsinnnfliuaousuney

-1 90 vsatgus atuninsalnd (fluorescent spectroscopy) ﬁu Varian Eclipse Probe fluorescence
spectrometer 4 sllun1s@nwinisnsiatatinianglaawasauvinisaisuassaslulsdnn sy
AIDUALADN

- Iphone 7 Tgdmsuatun wansiioens
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2.1.2 gunsafitldlunismaaas

- lulastiun (micropipette) wua 20, 200, 1000 Wag 5000 pL
- in3esufnsalimasuladdmiunsdauasesiuuulalasinesuea (teflon lined hydrothermal synthesis

autoclave reactor)
- ﬂ%ﬂwaﬂLLﬂﬂﬁgﬂLﬂﬁauﬁaﬂﬂﬁuau (carbon-coated copper grid)
- lo39AnT0eas (syringe filter) UMM 0.22 pm
- Yia9ARAET YUIA 5 mL
- nalneylada (dialysis bag) YuIAgNIW 2000 Da
- IAAUENTET VUIA 3 Ay 5 mL
- vaAuansla Yun 3,5 wag 15 mL
- Jnnes aun 25, 50, 100 tag 1000 mL
- AIDAEAIINA (quartz cuvette) VWA 3 mL
~ wSeaniuasazany (magnetic stirrer)
- wisuslwdnAuans (magnetic bar)
~ wSeatafiiet (pH meter)
- wesluliwes (thermometer)
- éﬂﬂdﬂﬂﬁlumm%ﬂ (sonicator bath)
- Msyhuisuuwdiganuds (freeze dryer)
- indestauuvanBen
- gay

2.1.3 @154Adl

- 3-pzdluddalulsiin we@n Ledidainn (3-aminophenylboronic acid hemisulfate salt, 3-APBA)
- 51m1aﬂqiﬂa (D-Glucose, C4Hy,04)
- wouladinglageandina (Glucose oxidase, GOX)
- lglasiauleseanlan (Hydrogenperoxide, H,0,)
- szﬂma aoL3e lulueaes Liawmeas (sucrose laurate monoester gelator)
- lawfadanenles (Dimethyl sulfoxide, DMSO)
- IalgiReuneava (Disodium hydrogen phosphate, Na,HPO,)
- TululwiRsunegns (Monosodium phosphate, NaH,PO,)
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2.2 MIAUATIEN waznsingatliendnuel
2.2.1 mafanszhidumesluanalulsinnniluatouduaendmivasaimimanglas

n1sdaasigululsidnnsifl umlrsudunen (boronic graphine quantum dots, BGQDs) 28
nszuarumslelasmesueansualuedu (hydrothermal carbonization) Taeds 3-azdlufidalulsiin weodn
(3-aminophenylboronic acid, 3-APBA) U3una 0.372 g (0.2 mmol) asluviaivansla auia 15 mL avale
FretfiadinUiinms 10.00 mL uazauasazangliidniu iuna 5 uiifigungiives Inelduvisusingn
Auas Iniunansaraeashuedosinsalimmasulal (teflon-lined autoclave reactor) 1w 25 mL U
drlvatin wazihlulfanusoulumuniigunafd 160 °C 1uian 4 Falus 1easudvuaiian nsos
a1savans BGQDs filsilededinsesansauin 0.22 um dieidaansiifvmnelng vdwindulaeyladaas
avaelaglihiiadAanduivharans Wunm 6 dalus e dandootunid nandusigareldmsavas

BGQDs #unenala wazldansisesuasdiiioagnelauaseInauennau 365 nm

2.2.2 mifigatiendnvalvasdugasiuanalulsinnsluaaudunan
2.22.111571A512%W U1A wazd aig1uvas BGQDs A 28 transmission electron
microscopy (TEM)

YN WazdugIuredansazans BGQDs iamgrimendesqanssmiuuudesin SusSensiegndlag

N13vena1Iazaney BGQDs a\‘muLLﬁ\iuﬂ%ﬂwaﬂLmﬂﬁgmﬂﬁauﬁwﬂﬁuau (carbon-coated copper grid)
2.2.2.2 msigalandnuaivas BGQDs fae 1'B-NMR spectroscopy

thansazane BGQDs lulukalagldisnisvihuiuuurifenuda (freeze dryer) annduazans

YoIude BGQDs smemvinazaty D,0 wavihluinadeyaia chemical shift Tluniae ppm
2.2.2.3 nsngatnaianduvas BGQDs 7y Fourier transform infrared spectrometer,
FT-IR
thansazane BGQDs luviliusts Ingldiamsviuiauuuudidonuds (freeze dryer) anntuualy
avidoauazilunauiu KBr Inals BGQDs dnrnandududszana 0.01 Weosiduslnouia wdwintu 1d
Fregsiiuaudiadhuniossalansedn udnihludnseidhe FTIR
2.2.2.4 MsAneauUALdeLLEIU89 BGQDs #ae fluorescence spectroscopy
UUnansazars BGQDs Auidudu 10.78 me/mlL U3anns 500 uL aslumeondanms a1ntuie
MetehdadArauiiuimsaaiiodu 2.00 mL wagauasazargliidrdudunan 2 it udailie

doyaravigeaisarudngaumgiviesnieldan1ie dawandlunised 2.1
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M19197 2.1 anemingandmsunsindayaungostsawuives BGQDs

BGQDs
Excitation wavelength (nm) 310
Start (nm) 320
Stop (nm) 800
Width of excitation and emission slit (nm) 5
Smoothing factor 19
Scan rate (nm/min) 600
PMT 530
Range of emission spectrum (nm) 320-460

2.3 MsinseNTannIIada BGQDs Ngnviviululalasiaa (BGQDs/Gels)

2.3.1 M3ANEIUSIIAEAWMBSIMAZENAIMTUNITHAATI2YTE0NT22T0 BGQDs/Gels

Fauminiaiawas (gelator) glasa aovsn wlweaves 4.00 ¢ adluvanivaisvuin 15 mL wag
azangsginliadmaulausuinsanyine 10.00 mL 1nuuhlulvenusaumensaadiaului (heat gun)
P v I Y = ¥ v v o & a a
Wislilaamasazateaulaansazateanan (stock solution) WINTY 40 %w/w Ma9INUU LIBANETAZANEN
lemietnTadand Wislilaansazatsadon (stock solution) WUTU 5 10 kag 20 %w/w ULURANTAZaELAL
WMBsLALA1TAaYany BGQDs AN 5.39 me/mL lumaviiasarenaulauiiadaronlan (DMSO) wag
Woaninines (phosphate buffer, PBS) pH 7.4 A1Mutdudu 100 mM 8n51@21 DMSO:H,0 iy 10:90
20:80 @z 50:50 TuvInAUaISIUIN 3 mL USUPsUasansazauliasylalandninisnei 2.2 Inausung
JIvBsATaraeNavLe Ao 1.00 mL Fslunismaaesil gaumginldlunisuy Ae 60 °C MndulviAuTou
mztazoaaulnili (heat gun) Wuran 30 Judl wagledimansazanoidunan 30 Jund waahuilieanu
% 1% A f = Y & a = % ° A ve 2 vud A v )
Soumneaiaseathaulnidnasadunan 30 3w gavine WansasaneilansiidliNgamgivies uazdunaua

YDINITNALDA U 1A

NBWR 8057831 DMSO:H,0 &eti1 (H,0) Tunisnaaesil Usenaumenaanadviwles pH 7.4 lalawmas

way BGQDs azansluiiniiadmi



A1919% 2.2 YSuasvesarsazatenny o Alrlunisfineuiunalalawesiiuingaud iy BGQDs/Gels

24

NI | AT A U3ums Yuws | dsums | U3ums

DMSO: | gavnevas | wuduiaia U4 Y94 PBS | w89 U4

adadi H,O wawedly | wesSudy | awmes BGQDs | DMSO

1.00 mL

(%w/w) (%w/w) (uL) (uL) (uL) (uL)
1 0.50 5.0 100.0 700.00
2 0.75 5.0 150.0 650.00
3 1.00 10.0 100.00 700.00
4 1.50 10.0 150.00 650.00

10:90 100.00 100.00
5 2.00 20.0 100.00 700.00
6 2.50 20.0 125.00 675.00
7 5.00 20.0 250.00 550.00
8 10.0 40.0 250.00 550.00
9 0.50 5.0 100.00 600.00
10 0.75 5.0 150.00 550.00
11 1.00 10.0 100.00 600.00
12 1.50 10.0 150.00 550.00

20:80 100.00 200.00
13 2.00 20.0 100.00 600.00
14 2.50 20.0 125.00 575.00
15 5.00 20.0 250.00 450.00
16 10.0 40.0 250.00 450.00
17 0.50 5.0 100.00 300.00
18 0.75 5.0 150.00 250.00
19 1.00 10.0 100.00 300.00
20 1.50 10.0 150.00 250.00

50:50 100.00 500.00
21 2.00 20.0 100.00 300.00
22 2.50 20.0 125.00 275.00
23 5.00 20.0 250.00 150.00
24 10.0 40.0 250.00 150.00
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2.3.2 nMsAnwsasduivnazaevazandmIunsIIeuaanII9n BGQDs/Gels

Fubmdniaames (gelator) ylasa aoisn lulweames 2.00 ¢ adluvinivaisuun 15 mL wag
azanefothiadanuldusinasanie 10.00 mL dlulfarudoudleinioadaulwih itelhiamines
araneauldasazaneafion (stock solution) iudu 20 %w/w nasantu Weasansavaneiildsetiniad
A1 i olwldansavansadien (stock solution) 1Wudy 10 waz 15 %w/w TiUnansazaisialanes wag
d@19axa18 BGQDs ANt UNd U 5.39 mg/mL luaaviasarenaulauiiadananlesn (DMSO) uaveainn
Uriles pH 7.4 anududu 100 mM lusasiduais 9 asluaiivansauin 3 mL USuinsvesansazane
uiazaiauansdaansnedt 2.3 TasUSinassumesasasanevionun Ao 1.00 mlL Sslunisneansil onumngiiv
Tlunsdy fie 60 °C andulinnudousarisadiaulnii Wunad 30 Jundl waslefinnansazareilu
e 30 Juit udnhalianufeuseadoattaslniidnadaduna 30 Junit gavietiasasansiilés

Ml INgaumaiivied uasdunaNaveINITAALRE B4 138168 9

MEMe 89571831 DMSO:H,0 &eti1 (H,0) Tunisnnassil Usenaumeneanadviwles pH 7.4 lalawmas

way BGQDs fazansluiiniiaami
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A1919% 2.3 YSuasvesarsazatenny o Altlunisfinundnsaiuiiinazateiuingaud miu BGQDs/Gels

NI | ANUTUTY | ANt | USues | USueg USung USung
DMSO:H,O | @avewes | Lawainas VD9 w93 PBS VD9 VD9
s lLawesiu | LNt RG] BGQDs DMSO
1.00 mL
(%w/w) (%w/w) (uL) (uL) (uL) (uL)
1 10:90 1.50 15.0 750.00 100.00
2 20:80 1.50 15.0 650.00 200.00
3 30:70 1.50 15.0 550.00 300.00
4 40:60 1.50 15.0 450.00 400.00
100.00 50.00
5 50:50 1.50 15.0 350.00 500.00
6 60:40 1.50 15.0 250.00 600.00
7 70:30 1.50 15.0 150.00 700.00
8 80:20 1.50 15.0 50.00 800.00
9 10:90 1.00 10.0 750.00 100.00
10 20:80 1.00 10.0 650.00 200.00
11 30:70 1.00 10.0 550.00 300.00
12 40:60 1.00 10.0 450.00 400.00
100.00 50.00

13 50:50 1.00 10.0 350.00 500.00
14 60:40 1.00 10.0 250.00 600.00
15 70:30 1.00 10.0 150.00 700.00
16 80:20 1.00 10.0 50.00 800.00




27

2.3.3 nM3AneAUiudy BGQDs Nvisngaudmiun1siaseniannsiadn BGQDs/Gels

Ywmansazaneiaawnas (stock solution) 10 %w/w USums 100.00 pL asluraniuaisaunn 3 mL

YiUnasazay BGQDs AMILINTY 5.39 mg/mL Usunasaauanslunnsedl 2.4 Diunsinazatonaula

wiaganenlen (DMSO) wagweamniwines pH 7.4 Aududy 100 mM Tusnsidiu DMSO:H,0 Wiy

50:50 lngUTunssiuvasansazaenavin As 1.00 mL gaumginldlunisneass fie 60 °C 3 ndulvniy

Soumatasaataulndy iWuan 30 Juni wazletenansazateiduian 30 Ui walrtunlvainusou

mansetiauliihdnasadunan 30 Jundl aaveiasasaredilanansliNneaumgiivies wasdunanaves

NISLNALDA U 1A 9

A157199 2.4 USU91589 BGQDs NlUN1SANYIAUILTUAMLNEd@Uvas BGQDs d1%5U BGQDs/Gels

o ANUTLTUEAYINEVDY BGQDs U3u1m3u93 BGQDs 910
e T 1.00 mL (mg/mL) stock solution (L)

1 0 0.00

1 0.270 50.00

2 0.539 100.00

3 0.809 150.00

a4 1.078 200.00

5 1.348 250.00

6 1.617 300.00

7 1.887 350.00

8 2.156 400.00
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2.3.4 N15ANEIANENTY BGQDs fiiiunsand iy BGQDs/Gels Aaenaliangaaiseaiun

anlnsalny

Ywmansazaneiaasnas (stock solution) 10 %w/w USums 200.00 pL asluriniualsaunn 3 mL
YUnansazany BGQDs AULNTYW 5.39 mg/mL Usunssananslunnsiedt 2.5 ndeanidy Tuasaih
azanglawfiadanenlen (DMSO) waznoawntviwes pH 7.4 anudutu 100 mM Tusnsidiu DMSO:H,0
Wiy 50:50 TasUSinassmmesasazatevianun e 2.00 mL gumgidldlunimaaes fle 60 °C anduls
anudeusieedenthauliin Wunan 30 3undl wazlefimnansazaaifiunan 30 Judt udathunlieng
Loumpasoathaulniidnadaduna 30 3wt desninasavanedilaldlumendiaani udundis

Tingaumgivies Wunan 15 wnil anduindyanamigesisawudnieldan1nzaemisei 2.6

A157199 2.5 US11m5999 BGQDs 71 b4 1UN1SANEIANUY LT UN NNLduYDd BGQDs da115U BGQDs/Gels

meweliavgvigeasawudauninsalny

5 ANUTUTUEAYINEYDY BGQDs U311913799 BGQDs 91N
e T 2.00 mL (mg/mL) stock solution (L)
1 0.068 25.00
2 0.135 50.00
3 0.270 100.00
a4 0.539 200.00
5 0.809 300.00
6 1.078 400.00
7 1.348 500.00
8 1.617 600.00




M19197 2.6 aneNlddmsunsindyaungostsawunves BGQDs/Gels

BGQDs/Gels
Excitation wavelength (nm) 310
Start (nm) 320
Stop (nm) 500
Width of excitation and emission slit (nm) 5
Smoothing factor 29
Scan rate (nm/min) 600
PMT 500
Range of emission spectrum (nm) 320-460

29
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2.4 mMsAnwIn1snsdnlalasiauileseanlan (H,0,) Y89 BGQDs/Gels

YUmansazasiaaimas (stock solution) 1 ugu 10 %w/w USH9S 200.00 pL asluviaiuans
119 3 mL JiUn BGQDs AuNg W 5.39 mg/mL U3u1ms 50.00 L Tidadvhnazanenaulaufiada
Wonlwe (DMSO) uazneantiwives pH 7.4 Anududu 100 mM Tugnsid@iu DMSO:H,0 Wiy 50:50
mniulalelasiauaseanlasmnudadurie 9 adurinfvas Ysunsilduanstennsieit 2.7
Tneinassiavasansayaesionun Ae 2.00 mL wlelildmmduduanineveslalnanudesoenludillily
n1sa5193A @8 0.01, 0.10 waz 1.00 mM auasazanelaglduvisusivanauans Wunan 15 wiit arnduld
anudeuseedenthauliih Wunan 30 3undl waglefienansazaafunan 30 Judt udathunlieang
Loupasoathaulniidnadaluna 30 Suidt desntinasavanedilaldlumendfaani udndis

Tineamaiivies Wunian 15 wiil mntuindygargessawuinieliantiedmisei 2.6

AN5199 2.7 USunaadlalasiulaseanlandnsudneinisnsiainues BGQDs/Gels

ANUNTUEAYNY | ALY U311095701 YSuwesves | USumsves
o 284 H,0, Tu Sugures H,0, | H,0,a70 stock PBS DMSO
e 2.00 mL solution
(mM) (mM) (uL) (uL) (uL)
1 0.01 0.10
2 0.10 1.00 200.00 550.00 1000.00
3 1.00 10.0
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2.5 msﬁnmmsm’m%’mﬁﬁmang‘[ﬂaiﬂﬂi%’Laul%ﬁngiﬂaaaﬂ%Lﬂa%aa BGQDs /Gels

2.5.1 nsAnwIUTuanglageandinad munzanvesufiserseninnglasiunglagesnd

\afisisia BGQDs/Gels dramatinngeasawudaUnInsalnd

Y1Um BGQDs A3l udY 5.39 mg/mL USu1ms 63.00 pL asluzaaivaisvuin 3 mL uazdiun
g13aza1englag AUYNTY 25 mM U3uns 100.00 pL uazlivnasazaeeaatiines adudy
25 mM wagansazaluaionngladeanding (stock solution, GOX) USHR5Uanssannsnedi 2.8 iueandiau
Tneldiedondusandiausuunnnndunan 15 wil Tarhauaisazanelaelduisudindnavansidunan 60
U7 iusviazaelaufiadanenles (DMSO) 1250.00 L kadLfua1savaieiatainas (stock solution)
sy 10 %w/w U31nas 250.00 pl U3annssanvesansazateviavun Ae 2.50 mL 91niuldainudoudie
wdenthaulvindunan 30 3wt wagledianansazareiduiaan 30 Jundt udhunlianudeusewedos

v

wWianlwi8nasaudunan 30 3wl gavinetiunaisazanedlaldluatend@aniny uaruunaenslin

v v

gaumgiivies Wuan 15 Wil anduindyaavigoeisanus Meldan1izinsied 2.6

T

M13199 2.8 USinavesnglaaeendinaililunisfinwinisnsiainiimanglaaves BGQDs/Gels

- USunanglaaeeanding Usnnsvesadenngladeending -
ASIN U3um5v09 PBS (uL)
Tu 2.50 mL (units) 559.52 units/2.50 mL
1 1 4.50 832.50
2 2 9.00 828.00
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2.5.2 nMsdnwngasisawuiinmsturauduees BGQDs/Gels futhananglag riuntsld

wulydnglageandiag dremaliangaaisaisunaiuningalnd

YU BGQDs A3t Nd U 5.39 mg/mL USu1ms 63.00 pL asluvaaiivansauin 3 mL Judn
ansaranenglaa eududusing q Weldldamududugariedous 50 81 1500 uM deantiunansazane

Woaaunies Aadudu 25 mM wazaisazaganennglaasandind (stock solution, GOX) 2 units

'
a

USunnsvasansaratuaazedauanisannsied 2.9 wuesnduulagldindosdusendiauwuunnnidunan
15 w1 Yesauansavanelaglduviaudmanauaisiduan 60 i iudvihazatelawiadananleq
(DMSO) 1250.00 pL LaaLANaNsazasLaLalnes (stock solution) LWNTU 10 %w/w UsuIms 250.00 pL
U31As5I0veEsazaNeTLn Ao 2.50 mL 9ntliannudeuseiaieatianliiinduna 30 3unit uay
Tvdinansazanadunan 30 Jund wdhanlfanudeudenisalradlniidnadadunan 30 Suit se

[

UnansavanedlaldluaendAan udrnhudanslineamgivesdunal 15 uii mntuindyayi

o

Waealsalwud nelaan1ieiinsen 2.6



13799 2.9 USinawwesansazanetimangleanldlungeeisawudlnnstu d1m5UBGQDs/Gels/glucose
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AMLINTY | ALY | USuesues | dSaesues | USueg U3uns

GIAIKIEY Suduves asazany | afennalad V84 U4

asavay asavany ﬁwmaﬂqiﬂa PONTLAd PBS DMSO

aeit thananglea | thanglaa | 970 stock 570.28
Tu 2.50 mL solution units/
5.00 mL
(UM) (UMW) (bL) (uL) (uL) (bL)
1 50 2.50 50.00 870.00
2 100 2.50 100.00 820.00
3 200 25.0 20.00 900.00
4 300 25.0 30.00 890.00
5 350 25.0 35.00 885.00
6 400 25.0 40.00 880.00
7 450 25.0 45.00 875.00
8 500 25.0 50.00 870.00
9 550 25.0 55.00 865.00
17.00 1250.00

10 600 25.0 60.00 860.00
11 650 25.0 65.00 855.00
12 700 25.0 70.00 850.00
13 750 25.0 75.00 845.00
14 800 25.0 80.00 840.00
15 900 25.0 90.00 830.00
16 1000 25.0 100.00 820.00
17 1200 50.0 60.00 860.00
18 1500 50.0 75.00 845.00




NANIINAADY LaZaAUTIENANITNAADY

3.1 N5AATIZY Uag nsigatiiandnual

3.1.1 nsdunsziluanaueesiulsiinnsflundaudiunen (BGQDs)

asmaduiildlunsdaunseslulsinnsifluateuiunen (boronic graphene quantum dots,
BGQDs) Ao 3-ezdlufifalulsdn wedn (3-aminophenylboronic acid, 3-APBA) Juliuansfisiserlsunfin
Huosiuszney Tnsnelulassaiiswestuanaiingiladdueduiiiong lulnsoudussduszney waziny
ilardululsdn uedn Fudumyddydmivihiiserduimanglaa lueidded duneunisdunsiei
BGQDs avdatas1zvin 1875 a1ntanlulng (bottom-up approach) H1unszuaunstelasinesuea
(hydrothermal process) Tnewn3esildainnisazay 3-APBA faeundiadaa wazilulieudoufigumgd
160 °C \flurian 4 talus vdsanmeviiufazen wui vesarsazanedilafiniaudsunlasndmdeslaves
asmatufumsararediouns wanidlevhnansesiaelededingosans sum 0.22 pm wuih Soyaadsig
fneguuusunsasadleied Jawansliifudesdudn amsdaduinnndsudandundnseifdvunn
ounalvgiu anthnimsasaeildluhlaeslada (dialysis) Wuna 6 dalus iflevililuanavesansis
fiu Bnanawndeanseduv3duiingu uazkanassld (byproduct) unsrinusenty Taglumavaaestusout 16
Wabutwn 1 4lue il edestunisdudavesaisazats uwagifindnsinisunsvesarsazatsnisluga
lnorlata vdsnlaezlafauds wui mansusigninedddinela weedletluinmadeouasniegliuacy’

frnuemAay 365 Wiluwng asazaneliseuadin lneuffsewandugun 3.1

310 nm 375 nm

HO\B/OH 160°C
4 hr

NH,

3-APBA

BGQDs

JUT 3.1 Ufsenlunsdauasnzyt BGQDs Lavn1nianinisiseauasasalsazany BGQDs aelauasginng

Y1IPAU 365 WILULUAT
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3.1.2 mafigatiendnualvasiuanadugasiulsinnsfluaaudunan (BGQDs)
3.1.2.1 MsANEIYUIALAZEFIUYDY BGQDs
YA wAzdNgIUVEY BGQDs a111303tA1elaIun a8 veIndedanssaudiannsouriindes

WU (transmission electron microscopy micrographs, TEM micrographs) éfﬂLLamﬂugﬂﬁ 3.2

@) g

50

'Y
o
1

Fraction (%)
w
o

3 4 5 6 7
Size (nm)

gﬂﬁ 3.2 miene TEM (a) high-resolution TEM (b) nmkaniszezv1ani1eluszuu (o) LaguIneynIn
\ade (d) vesluianaifuiees BGQDs

A mEveIndesqanssadidnnseurdadosinluguil 3.2(a) nuin BGQDs fidaaszsiledl
é’ﬂwmmﬁuaumﬂmmau (spherical particles) lag ﬁ'ﬁxajsﬁwaﬂwaiuﬁxuwLLamﬂiugﬂﬁ 3.2(c) (graphical
in-plane lattice spacing) 11U 0.19 unluluns wazfivuinveseyniaadeidu 4.69 + 0.84 unluiuns
(FuInanMIgueynIA BGQDs $1uau 127 aynia neldlusunsy Image J software) Tnehlunadnuay
voenTfuAIeudunenvziivwInduugudnatsiosndt 10 uiluwns ©© G3Usradunsanan nieguly
wazdiszovvinaniglussunuoglutag 0.18-0.25 wiluans 0 fafu Jeduivgléin BGQDs Aduaseils

Wunsfumsudunen F4Ana1nnN15IuiI U990 51RNYae 3-APBA
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3.1.2.2 mMsAnenyilenduvas BGQDs
vy leiduves BGQDs awsadiasiesilanigiilesnsiunesudunsuse awnlnsalnd (fourier

transform-infrared spectroscopy, FT-IR) ﬁ’mamiugﬂﬁ 3.3

C-B

% Transmittance

4000 3500 3000 2500 2000 1500 1000 500

5U% 3.3 FT-IR spectra Y81 BGQDs

Mniduanniuves BGQDs luguil 3.3 uansinvesaiuivesnisdunuudavesiusy O-H (O-H
stretching mode) nuyilaitulansendauulinanaiduwesi 3a31 cm? wenanil Ssuansdsfinddnyuos
vjlulsinuulassairsveslulanafulesi 1410 uag 1100 cm Favsuanfsfiavasmnuivesnsdunuy
tnueINUsy B-O (B-O stretching mode) LazANNATeINNTAULUUD AvR s C-B (C-B stretching mode)

AINEIFU MNNETINAINITI9AY AAled1 BGQDs 7iladingilsiduvesiulsiin wedin (boronic acid) nelu

JEERGERR
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3.1.2.3 Msiigaiandnuniuas BGQDs #ae ''B-NMR spectroscopy
Wesnvylulsiin wedin (B-OH) anunsainnsiasunadluilumivesn weda (boric acid, B,Os)
Fuuizertuiimanglaawuueideoulellalid delu 1ieiaadn BGQDs Inylulstin uwedn egiveu

YDUHUNTINUMBUANADNIWIIN1THgIUENAN Walve BGQDs aeiiteuiuansaasu 3-APBA Fausynausig

nyfleidululsiin wedin Tulassasrwedinana duandlugun 3.4

(a) 3-APBA Ho__OH

NH,

80 60 40 20 o

(b) BGQDs

80 60 40 20 o -20 -40 -60 -80 pPpm

5Ufl 3.4 1'B-NMR spectra 984 3-APBA (a) Waz BGQDs (b)

913U 3.4 LiTaWa130u7 “B-NMR spectrum ¥83 3-APBA nudn dfiavesluseulugunydedidu

'
=) = o

Tulsiin wodn NUszUN 28.6 ppm BnYia Weatsuiu B-NMR spectrum 989 BGQDs Wu11 Jdgyaynaived

v o

luseuiiuszuas 28.8 ppm FslnaiAesiudyainduseuves 3-APBA wazliinnisiudsuntasluiumny
193N waBANINALUIINYFYIUVDMIUDIN WaBAT chemical shift Uszunad 18.5 ppm Y Jaanansaasy
1641 BGQDs fivgilandululstin wednegusiinveuradinunsiiiuaiauduney Asuiininil BGQDs 7

wissdlamngaunazilUldfnwnisasiainiinanglaanuuuifafing1l 30y lunmmeasssialy
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3.1.2.4 MsAnANURLGILEIYaY BGQDs Miemaliangaaisaisunanlnsalnd
Tun1s@nwrauU@iguas (optical properties) vodluianaiduigas BGQDs a1u13avla lagin
ansazans BGQDs TUTinszvinsSosuasinimaiangooisaudanlnsalnd angud 3.5 wuin el
ANNBIAAUNTEAL (excitation wavelength) Tutias 280 s 320 wluimng BGQDs aziinsaneuasgaan
AueMAAuUsTIna 375 uiluwns TneauureINIsAeLANRTADY 9 qa%uasiwiaLﬁawuﬁqmmm

ARUNTEAUN 310 WIlLLAT B992IAANITLTRLANRRBITATUAZIEA NN AUTLLAIIEARY 9 anad T4

a = &

wansliiliuil BGQDs anusaganaunastanugieed dadunannaauifmdaaaiduendnuaivesnsiilu
mauduneniiausaiianisasloudidnaseuinszaudu T-n veaiuszgsyninsasuauiumsuauly
orlsufn ©? uazanuanisfinwaudfduastniu §Ideisaulaldanuenaiun 310 uluwuasidu

AuemAdunszaulunsnenIsnsTulinanglaavesluanadues BGQDs soly

1000 280
E— nm
x'/‘\ . ——290 nm
— 300 nm
S 800 — 310 nm
i 320 nm
" —— 340 nm
600 -
5 ———360 nm
£ —— 380 nm
o
o
& 400 -
o
a
o
)
=
i 200 -
0 T T T — —
350 400 450 500

Wavelength (nm)

JUN 3.5 alnniurigeslsalwuived BGQDs 1A1U81IAAUNTEAUATLA 280 B4 380 W1lulns
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3.2 wwAnsATeReaUURRTenTidesenduouled
demnnuiteaulalunmsfinwinsasatainanglaaludanmuam uastiinariunsldlnana
\Fuiwes BGQDs agslsfinu BGQDs Sipanudimzianzasdentsasinintimanglaa il fisewui
wulesinglazoonding (glucose oxidase enzyme, GOX) Wueulwsififinnudumzogisgeion1svinuFizen
futhananglaa deUfAsenseninsinanglea waziouludngleaoandinainnieldannedifoondiau

LARIAIANNTA (1) &

Glucose + Glucose oxidase (ox) pad Gluconolactone + Glucose oxidase (red)
Gluconolactone + H,O P Gluconic acid
Glucose oxidase (red) + O, P Glucose oxidase (ox) + H,O,
GQDs-B(OH);, + H,0, N GQDs-OH (1)
VUYLIA GQDs-B(OH), = graphene quantum dots with boronic acid functional group
(strong fluorescence)
GQDs-OH = graphene quantum dots with hydroxyl functional group
(weak fluorescence)
ox = oxidized form red = reduced form

1nmsvuiazemenimanglea uasieulminglaaoondinassldndnsasindn Ao ngladn
wada (gluconic acid) warlalasiauiuaseanlan (hydrogen peroxide, H,0,) Tnalalasiautuasoonlan
annsaeendladiuvyilsidululsin wodadedinisSeuanlgoaisavudganniuljizenlalaslusdu
(hydroboration) auldnansasiduaingslonsenled dedsmalidyarangesisawudveadumeiniuad

Va v =% [

(chemosensor) anaseg1aiuladn (fluorescence quenching) farfu B 39839A1ANT931 BGQDs 9%
anunsanTvintmanglaaldiduegned uazidndrianisnsaatas sudssifinissuniuresihmasiindu
Tnoiamgninlna Weldlouluinglaasendinaludwvhujisortuimanglaa uaznsaainuiuinmes
H,0, %aLﬁumawaaﬂé’mﬂUﬁﬁ%m TagUsuaies H,0, mmsaazﬁauﬁw%mmaaﬁwmaﬂqiﬂaléﬂmamq
mndeduiingiui Mifuldumsfigainnnuiteremnandinan 1assdiau 0 Seldinimaaedtag
14 BGQDs shufAzensuinmanglaauasnldninariunisldioulesinglasondinaluszuvansazans woy

lekanisvaaesiananslugun 3.6
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Il before enzyme adding
I after added 60 min

800
700
600
500
400
300

200

Fluorescene intensity @.u.)

100

Glucose Fructose

Wavelength (nm)

JUN 3.6 n9muvianannIdnvedngeaLsalsuRve BGQDs 1AN1IAAY 375 UlULIATTUAY
wnnanglea (41e) wagtaaninlva (v37) avuduty 20 mM lagldieuludnglageandina 1 unit Tu
HEPES buffer pH 7.4

PNUANINARDITA FITeausaduduladn eulwinglagesndinalinnudnnigsetaanglaa
Wi Taeusiaannnissuniuainiianansnivg wag H,0, Nleanujisenaiunsaanannuduvedoygia
Waeaiaudls Ay Jandladn eulasinglegeendinaaiunsaiinufiserdviinianglaalaegned

Va v 1

UsganSam wenaintu §33unudn BGQDs axduluanaduwesniaulilunisnsiaings uasainse

Y
¥

pAnLIuTuld uwuAadTeanunsoiluiamnnly BcaDs utagmsatneglusdlelnsian (hydrogel) i
wandluzudt 3.7 sunsldglasa aeisn laluleames (sucrose laurate monoester) Wutatawmes (gelator)
Tnelasaadrsmosaawmes Usznoudetinniaglasa wasansueusenmuduandlugud 3.8 Sauansaud
aranfunoniifian anmnsaindunsiseliieansiddauasliits Tnsamedulindusenouseinadu

wan alanuduiuenIaduiinsmedauinas
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@ Glucose \‘ / Gluconolactone

Strong fluorescence

¢ % 8 €

Glucose Gelator BGQDs GOx
BOH form

JUN 3.7 uwnifineddenisesaduiiaanglaa lagldiannsiain BGQDs Ngnvievalulalasiaa

(@)

W

o
HO
O o)
OH OH

OH
OH OH

JUN 3.8 lassafamaniivesylasa awsn lulueames (sucrose laurate monoester)
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3.3 M3ANEINTFUATIENIAANTIATA BGQDs viaviululalasiaa (BGQDs/Gels)
3.3.1 msAnwTnasalamesinzaudmiun1sdaaszyiagmsaadn BGQDs/Gels
TumsnwUSnataiamesivsnzaslunisdansesiiannsiain BGQDs/Gels fidulsfnulutas
anududurenaiamashaud 0.50 fv 10 %w/w Tnsazaslusviazarenaulaufiadanonles (DMSO) fu
drlusnsndausing 9 (10:90 20:80 waz 50:50) druvssinluszuuivsznoulusae 100 mM Heamntvimas
oH 7.4 Laiawmes uaz 0.270 me/mlL BGQDs 7iazansluindadfa 91nn1snaaosi {3980 09N15A N

(%
LY 1

gn3153luniaiiinga (gel formation) v gaungiivios ALY Han IMARBIRLYNUUTINAILALIAT 1 U7l e 2

Qe

U hAnIRINI19N 3.1

a 1

INHANIVAARY dunaladn Usinalalawesiinasednsudilunsiinasgeddedrfny loemn

(%
Y [

amnudutuvesaaiviinamin waszanunsaiaifuaaldegemnda Sava fdnwasnanenmiilu
Watuann il esiniaamesildasiiguandAduasussinnuenifidn (amphiphilic molecules)
nande aelulassairsluanafiarsldarsveu 8 duduesdusznou delauddidulalasinin
(hydrophobic part) LLazﬁdauﬁuaaﬁwmaﬁTma FaflautAdulalasfian (hydrophilic part) iieazane
wawessiadluiviaraereamaives waylauwfiadanonlysfiidigs awesisaraeldlain dewaldk
Sofvsinaaawesinntu wadsuiu Bdlunindu pnaenimesesssvsuendBninalunsBuiaimg
szuUsundufiuanudufuresaamed emnmamesiessiisznavddnlunisaiaa Balvinaaa
wosluszuuann SunsifenszriaaiamesBnialduintu slfAslassadadusisunedis 3 83 (30-
network) lHAg Ty

ey 9nmavaaesinaad 3.1 wudh ardudurenaiameitngaulunininaaoglugag
0.75 14 1.5 %w/w eansazarwanursaiiaiduiaaldnieluiian 15wl uasiaadldddnvuzdangu
TuemAdded Fadenldanududuluiisinanlumanisfivmnzaslunniamasely sghdlsiau fin
Wty 0.75 %w/w uiinaaiidnuarlafian wagldusinanaamesaian uieaildfnuinltauysal 3n
s Tuunamsnaaes fenududuresamweidnanoalinesusuiuaa fufu erududurenaamesi

winzaufianlunsinnaresssuulianaduees BGQDs Ao 1%w/w



M15197 3.1 NANITANYIVTILAAMBTLUNTHUATIENIANATITIN BGQDs/Gels

Ratio Gelator | 1 3 5 15 30 1 2 1 2
# DMSO:H,0 | %w/w | min | mins | mins | mins | mins | hour | hours | day | days
1 10:90 0.50 S S S S S S S S S
2 10:90 0.75 S S S S S S S S S
3 10:90 1.0 S S S S S S S S S
a4 10:90 1.5 S S S S S S S S S
5 10:90 2.0 S S S S S S S S S
6 10:90 2.5 S S S S S S S S S
7 10:90 5.0 S S S S S S S S S
8 10:90 10 S S S S oG | OG oG | OG | OG
9 20:80 0.50 S S S S S S S S S
10 20:80 0.75 S S S S S S S S S
11 20:80 1.0 S S S S S S S S S
12 20:80 1.5 S S S S S S S S S
13 20:80 2.0 S S S S S S S S S
14 20:80 2.5 S 5 S S S S S S S
15 20:80 5.0 S S S S S S S S S
16 20:80 10 S S PG | OG | OG | OG OG | OG | OG
17 50:50 0.50 S S S S S S S S S
18 50:50 0.75 S S S G G G G G G
19 50:50 1.0 S S S G G G G G G
20 50:50 1.5 S S S G G G G G G
21 50:50 2.0 S S OG | OG | OG | OG oG | OG | OG
22 50:50 2.5 S S OG | OG | OG | OG oG | OG | OG
23 50:50 5.0 OG | OG | OG | OG | OG | OG OG | OG | OG
24 50:50 10 OG | OG | OG | OG | OG | OG OG | OG | OG

NUYLYIA S = solution  ansazanefildiinea  PG= partial gel LAUNNEIU
G= gel 198 OG= opaque gel Lﬂaﬁlﬁéjﬂwmzﬁu

43
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3.3.2 Mifnwdnndddhazateimanzandmiunsdunseiiannsiain BGQDs/Gels
Tunisneassil la@nw1dnsaruvesivinazatsszuinglauiiadananlasd (DMSO) wazuluaag
SRTIAIUAIA 10:90 89 80:20 TaeUsuns deunluszuuidusznaunie 100 mM NoaWaUwines pH 7.4

LALALMDIAULTY 1.0 wag 1.5 %w/w uag BGQDs AULudU 0.135 me/mL Navanglutniiadan lag

va o

AI989IN3ANYINISIANAA & gungilvies LasAnwisnsIN1sialRanwLalIaT 1 il 89 2 Ju uana

A1519% 3.2

Y

INNANITNABDY WU USUIUAYINazans DMSO JnNaag19u1Inaansiiaeea nanae andusSuus?

yMara1y DMSO TUsSEuUNNN LAaadaNWULNIINIEANTLETL BaLIa lun1sNARaLdIlasas N9l 39

nanalaan DMSO Sunumdaglussuunsiiniaa esain DMSO Wudhazsaiedunidniianimaamni

1%
o

11 (anududidusing = 0.444 Wisuduin) ©@ Feanunsarduansavane (solvate) va5¥uU BGQDs/Gels
18 nande Weldivihazats DMSO avanelaiamesdslandfiduasueudan (amphiphilic substance)

Tuanaveaaiawesludiwresaaldasveu 8 mvstaawessadiaudfrnudulalasindn (hydrophobic)

I '
Y 1 =

ﬁ]%Lﬁﬂmiﬁ’]ﬁu&ﬁﬁ%mLLUU%’JQ—‘U’J@JL%umﬁW (dipole-induced dipole interaction) fiu DMSO Waglinnng
SaSeeialvl (self-assemble organization) Wielwanniifidamiloutufusvhasans wenani Wesvuu
{Anidulaa BGQDs azgnvieriusesiaiames Ingliasduszneuglasanielulassairsdedland@duanslelasi
an (hydrophilic) Mnwyitandulansenda (hydroxyl group) waviian1sdnseslnidaagliianlalasiea
Igeg Tumensstudng annansmeasdunised 3.2 auandiifiuin S18nmdmshazans DMSO:H,0O
Yoanin 20:80 TnaUsanns szuvazliiadueaty Seeradunannnisiildvhasaredunidliunnme
daalvanelgmsveuvesaamesavarelalii arsazaredsliliianisdnsesiuduaa wazsiinnisanagneu
uana1nd lunsdilddavhazats DMSO Armdutuguiuly asdaruiufiviead uazdemace
Auansalunsnuveaeulsd mnransaaesiildnaiundasiiu snsrdiusvhazats DMSO:H,O0 7
50:50 WleUSnatatamesivindu 1 %w/w Jaduannefimnzauiian ngldinalunisifneasgisiion 15

Wi wazlalanuaenesnennilaunnian dadu fITedudenlddnsdwilunismaassisly
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M19197 3.2 NanAENWIIRTIEINAIIaEay DMSO:H,0 Tunisdunseiianmnsiain BGQDs/Gels

Ratio Gelator | 1 3 5 10 15 30 1 2 1 2
# DMSO:H,0 | %w/w | mins | mins | mins | mins | mins | mins | hour | hours | day | days
1 10:90 1 S S S S S S S S S S
2 20:80 1 S S S S S S S S S S
3 30:70 1 S S S S S S S S PG | PG
a4 40:60 1 S S S S G G G G G G
5 50:50 1 S S S S G G G G G G
6 60:40 1 S S S G G G G G G G
7 70:30 1 S S S G G G G G G G
8 80:20 1 S S S G G G G G G G
10 10:90 1.5 S S S S S S S S S S
11 20:80 1.5 S S S S S S S S S S
12 30:70 1.5 S S S S S S S S G G
13 40:60 1.5 S S b G G G G G G G
14 50:50 1.5 S S S G G G G G G G
15 60:40 1.5 S S G G G G G G G G
16 70:30 1.5 S PG G G G G G G G G
17 80:20 1.5 S G G G G G G G G G

NUYLYIA S = solution  asazanefildifinwa  PG= partial gel LaUNNEIU

G= gel 198 OG= opaque gel Lﬂaﬁlﬁéjﬂwmzﬁu
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3.3.3 msAnwianududy BGQDs wanzandmiunisdauaezyidanasiata BGQDs/Gels

Tunsveaestl IéAnwmavesmudidu BGQDs deshsiniziiniaa uasnmadowuasmigoolsaieus
TneAnulutasarudududaud 0 s 2.156 me/mL Taevhnsfin o gamnfivies fausinan 1wt fa 2
u dauandunisneil 3.3

M19197 3.3 NaYBIAUULYY BGQDs MilNafani1siiniaavesianniiain BGQDs/Gels

[BGQDs]
N p— Gelator 1 3 5 15 30 1 2 1 2
(%w/w) | min | mins | mins | mins | mins | hour | hours | day | days
(mg/mL)

0 0.50 S S S S S S S S S
0.270 0.50 S S S S S S S S S
0.539 0.50 S S S S S S S S S
0.809 0.50 S S S S S S S S S
1.078 0.50 S S S S S S S S S
1.348 0.50 S S S $ S S S S S
1.617 0.50 S S S S S S S S S
1.887 0.50 S S 5 S S S S S S
2.156 0.50 S S S S S S S S S

0 0.75 S S S S G G G G G
0.270 0.75 S S S G G G G G G
0.539 0.75 S S S G G G G G G
0.809 0.75 S S S G G G G G G
1.078 0.75 S S S G G G G G G
1.348 0.75 S S S G G G G G G
1.617 0.75 S S S G G G G G G
1.887 0.75 S S S S S S S S S
2.156 0.75 S S S S S S S S S

0 1.0 S S S G G G G G G
0.270 1.0 S S S G G G G G G
0.539 1.0 S S S G G G G G G
0.809 1.0 S S S G G G G G G




M19197 3.3 NaYeIAULYY BGQDs Miilnadanisiiniiavesianmsiain BGQDs/Gels (#o)

[BGQDs]
Gelator 1 3 5 15 30 1 2 1 2
in 1.00 mL
(%w/w) | min | mins | mins | mins | mins | hour | hours | day | days
(mg/mL)

1.078 1.0 S S S G G G G G G
1.348 1.0 S S S G G G G G G
1.617 1.0 S S S G G G G G G
1.887 1.0 S S S S S S S S S
2.156 1.0 S S S S S S S S S
0 1.5 S S S G G G G G G
0.270 1.5 S S S G G G G G G
0.539 1.5 S S S G G G G G G
0.809 1.5 S S S G G G G G G
1.078 1.5 S S S G G G G G G
1.348 1.5 S S S G G G G G G
1.617 1.5 S S S G G G G G G
1.887 1.5 S S S G G G G G G
2.156 1.5 S S S G G G G G G
NUYLYIA S = solution  ansazanefildiina  PG= partial gel LaUNNEIU

G= gel 198 OG= opaque gel Lﬂaﬁlﬁéjﬂwmzﬁu
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INKANITNAABILUATTIN 3.3 WU U AUTUIUVBRAAHBIN 0.5 ha 1.5 %w/w ANULIUTY
299 BGQDs hifiNasadns1n1siinaa tHea1nNanududuaaatamas 0.5 %w/w JUSu1uvaaLatnes
TuteanaNazyinliarsazatenatstdulaa hazy Aududu 1.5 %w/w JUSUI1U9L9LaLA5 u1n

'
1 =

dunsiserseninsaiawmesiaialad dewalsl BGQDs litauasonisiAniea wiaaildfidnuazyu dsl
wangAunsldau Jefiarsananududuresaiawmosi 0.75 uaz 1.0 %w/w wui1 avsndudu BGQDs
nasesnIINITAmaa tnaanisidl aldaududuves BGQDs g9 (1.887 uag 2.156 mg/mL) dewaly
asazans BGQDs/Gels lunaenfuiaaiiionansily visdl anerindanmeanann Weasavanefiamududu
94 BGQDs 1l azdavinsmsiindunsisenseninstuvosatames 1iesfie BGQDs uazylasads
Wussrusznevlunawmesinglansendauieaiu Jeauisainiuselalasiau (hydrogen bond)
5o uld A swtsansldaniueu 8 Mvosaiamesaiunsniiausaniunedinad (Van der Waals
interaction) fiuerlsuAnuas BGQDs tduidediu Iwilnalamesiindunsnsenseninaiulalid 3ada
Bulasesrmadrsanudfldliauysel uarliamsovefudanduaald fuiu lun1sAnweududures
Tuianafulee’ BGQDs finasion1siiniaa uaznsiiesuasgentsaisud Jadnuilutasasndudu 0.068-
1.617 mg/mL w83 BGQDs Fafutasiannsaiimaalilunategisies 15 uni

a1dudnu levinnisfinynavesaiuidudu BGQDs memallnngeasawusiaUninsalny tneld
AuLduduves BGQDs faus 0.068 89 1.617 me/mL lu 1 %w/w 1a1awnas uaz 50:50 Y83 DMSO:H,0

LAnIUBYafNI1eN 3.4 Uazgui 3.9

M19197 3.4 NaNANYIANULTNTY BGQDs Nilnasnanuiydaya1amgostsawuives BGQDs/Gels

[BGQDs] Average fluorescent intensity* SD*

(mg/mL) at 375 nm (a.u.) (a.u)
0.068 444.544 14.337
0.135 518.004 44.089
0.270 466.034 25.538
0.539 338.171 12.221
0.809 237.901 52.821
1.078 210.908 20.608
1.348 168.209 8.613
1.617 151.210 17.378

*N1sVeReindaaangesLsauiras BGQDs/Gels agatioy 3 A3
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700

—— 0 mg/mL
——0.068 mg/mL
600 0.135 mg/mL
5 ; 0.270 mg/mL
8 500 - ——0.539 mg/mL
2 Ve ——0.809 mg/mL
2 / ——1.078 mg/mL
c
£ 400+ ——1.348 mg/mL
‘° —1.617 mg/mL
2 300 1
[4]
(3]
g \
§ 200 \
™ 1 \
1097 / \
0 T T T \l
350 400 450

Wavelength (nm)

(b)
600 -

500

400

= 300

200

100

lo
;—————————————q--
HlH

I ' T N T N T ' T ' I N T N T v 1
00 02 04 06 08 10 12 14 16 1.8
Concentration (mg/mL)

35U 3.9 (a) auUnniurigesisalwuAves BGQDs/Gels Uay (b) waenAuiduvesdyauvigeelsaiuusi

ANNEIATUGIER 375 WILLUATVDS BGQDs AMILINTUATS 0-1.617 me/mL lngAnuaaInnaeuues

anududyaangeasawudliannsmeassetisiey 3 a3e (A, 310 nm, PMT 500 V uag slit width 5

nm)
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[

91NN15VAGT WU Ainnnududures BGQDs 0.135 mg/mL glvAuNve i 1agoalsa
wusigean lureiiflonnududud vioguiuludyanaugesisawuiaranas il WoRisaniiany
\iuduues BGQDs ¢ 9 (0.068 me/mL) aiinsi3esuasgeaisaudtes iesaniiuimnavedidnnsou
finnndu (relaxation) ﬂﬁﬂizﬁu%uwﬁﬂﬂﬁuﬂixﬁu (excited state) f;jamuzﬁu (ground state) ee Tsdanaste
Msmendsnuuasgesisawudltostuiiendu lumadeadu 91nnanismaass wuin 1ileld BGQDs
AuugIndn 0.135 me/mlL Avuiduvesdnygamlgesisamudisnniuiuauidutuyes BGQDs &4
annsnesugldmumguinisiia self-quenching nande iledidnmsouveslasluled (chromophore) %4
Tuiil Ao BGQDs lésundanuasiansindeudiludsaniuznizdu widomsazarefanududuann vhls
BiinmsouuedIutes BGQDs fegluanugnszsu wavazannduasniianusuilonduamgeaisaisud
\Ann1syufuluanaves BGQDs Midu o uaziiansieloundanusyvinadluianaves BGQDs fules dea
Tiwdsumnnduganitsiiutosas Jeilifudygungoaisawuianamiuaududuiiinndy fay
MNHaNIAaBTina123n Ssannsaasulsinanududu BGQDs fmnzasilunnfusnsiain fe 0.135
me/mL ilesnlviaududyaamigesisawusigsian wzinduaaldmeluna 15 uid

MnuanIamaaesianualunsAnwanedivanzausenisdaasizsitanasiata BGQDs vin
lalns19a (BGQDs/Gels) wui1 anneiuanzaniigalunisiiniaa fe lamesanuidudu 1 %wiw ludn
dudvharaslaiiadanonled (DMSO) flati fe 50:50 warldarududuues BGQDs iy 0.135

mg/mL o4 gaunilunismaaesil 60 °C
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3.4 n1sAnwIn1sAsIdalalasaulaseanlam (H,0,) ¥ae BGQDs lussuud1sazane

uazlalasiaa

dosanlunanaaesidyaduiiazanatatinanglaadisluanaduies BGQDs Hiunnsld
wulwinglaaeendinadsaylindnsausigavneidulslnsiauesoenlas (hydrogen peroxide, H,0,) azth
Lﬁ"aLﬁumiﬁuguﬂalﬂiumiLﬁmﬂﬁﬁ%waq BGQDs #ia H,0, {ideldAnwnisiinujisensening BGQDs
way H,0, fiaud U uwansa1eiu Ao 0.01 mM, 0.1 mM waz 1.0 mM Tussuvaisazanslagfneinis
\FnufAselnedannmsdsundasdyaamigesisawudmemaiiamgesisausianlnsalnd fuandly

3UN 3.10 31ARANTITNARBY WUT1 NANEIIRGUNTEAU 310 WILWUAT Azind W0l TAIUAYeY

v 9

BGQDs ﬁ'mmmaﬂﬁ'uqaqﬂ (An) 375 U lULUAST AN8NSIAINASIANANSaza1s H,O, wazdaosln
WnuAsenduiian (reaction time) 30 w1 WU WANITARAIVBI Y NGRS ALUA Auusiunm
arududuveslelasiauesoanladdifiuiu nusngnisaifinanannsnesuigldan enuanansaves
lelnsiauedoanled i ansnsendladuy Waddululsdn ueda (boronic acid group, C-B-OH) 1Tu
woanesednuUiizenlelaslulstu (hydroboration reaction) iilesanlassaiidlulsdinuedauuveuves
nsfumeusunonUAsuludunylensend Suilwdyg ungoaisauianas feifu Ssagulddn BGQDs
ansniaufasertu 1,0, 1¢ dslslanaudesoanledfuduusdidylunisigaidosiuin BGQDs

a11150 533 IALTIUTUI (quantitative analysis) YasdInangLaaled

1000

—0 mM

800+

600

400

Fluorescence intensity (a.u.)

200

T T T
350 400 450
Wavelength (nm)

JUN 3.10 alnasurigesisawuives BGQDs Tuansaraty Mvigisendulalasiaueseenlediiai

WUt 0.01 mM, 0.1mM wag 1.0 mM (A, 310 nm, PMT 500 V wag slit width 5 nm)
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lunsnaaesiilauiiannsiain BGQDs/Gels Nduaszilalunsiainlalasaulasoanlen (H,0,)
NANULUTY 0.01, 0.10 wag 1.0 mM fuienfuluseuvasazals INNan1sMAaaeregun 3.11 wuin
ANULFYuvigeaLsaURanal (fluorescence quenching) Lile BGQDs vU AU H,0, Wiudeiu
lusguuansazany wanein lelaslaulesoenlenaiuisaunsndudluinufizendu BGQDs Nignvieviulu
lalasiald agnalsfinin wuin nadanududygiavgeasawudlussuulalaswateaninlussuy
a1sazany wazkuildunisanawesdyaravgestsasudliiduiwiliudieddu Fdlanmmuiaindnvus
anuuveslalasiaa vilinanisnaaeilalidulumuauuigiuinsl inlelaseassannsateliiuay
Tlunsnsiadald lneanuguiinanatsuvivaesiluveauddinasonisnszidaveduas Joiilinanudy
Waoasawudfinlanataniouly elundndu dmudnin anududygiungesisawudvediuiana

< s a1 Y J 1 =3 Y o o & a X

\Hulwes BGQDs vasszuulalasiaaiiAtesnitlussuvaisavangeenaiiuladn w9l 919Antua1a1naIy

Juvesszuulalasaa vilieynianie q Neglussuuaunsnnandundsauil BGQDs muaanyn uenanil
A a £ ao I & = =2 o 14 a v a v va LY

Wwaniinduildnvasiluroaudfanad Jeau1sovitly BGQDs e19uinn1sdniesdilnddadiu (close

packing) 1103 dawaliinusngnisal self-quenching kavanauLildya1angeaLsaLud

600 -
—0 mM

—0.01mM
500 - —0.10 mM
3 —1.0 mM

)

Fluorescence intensity (a.u
N w S
[=] (=3 [=4
o o o
1 1 1

-

[=4

o
1

T T T
350 400 450
Wavelength (nm)

JUN 3.11 alnasurigeaisawuives BGQDs Tulslasiaa mhujiserdulalasiauesesnled Nan

Wt 0.01 mM, 0.1mM wag 1.0 mM (A, 310 nm, PMT 500 V wag slit width 5 nm)
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3.5 naAnwInaaTimimanglaarunisldeulusinglageandindvas BGQDs/Gels
3.5.1 AnwUsunangladeandinafiunzauvesujisenszuinsnglaaiunglagesndia

aiifisio BGQDs/Gels femadiavigaasaimudaninsalnt

NHANTNABBINBUNTIE WU BGQDs anxnsaiaufisennu H,0, Isislussuuansazans uay
lelasiaa lunsvaaest Idvhnsfnwuimaenudutuilmnsauveseulsinglaaoondina (glucose
oxidase, GOx) slamaifnufAsenunglaasihunisuBsuudasdynugesisaud il §3deldvaansdd
USuaue9 GOx 2 Auidudu Ae 1 unit wag 2 units lunsvilisenduansazatenglaaadnududu 10
M gaumad 37 °C uag pH 7.4 fuduannediouluivindyhauldfundan © Tasnaitlunish
U381 (reaction time) Ao 60 und 0 nansnaassiilalanisgud 3.12

600
—— blank

—— GOx 1 unit
500 - —— GOx 2 units

)

w B

o o

o o
1 1

Fluorescence intensity (a.u
N
o
o
1

T T T
350 400 450
Wavelength (nm)

JUN 3.12 alnasurigeaisawuives BGQDs Tulslasiaa mhujisedunglaauaznglaaeandina inu

Wit 1 unit waz 2 units Tagldnglaa 10 mM waz Weoawatviiwes pH 7.4 amdudu 100 mM (A, 310
nm, PMT 500 V wag slit width 5 nm)

Mnuansvaass wudn lidnesidueulsinglaaesndiaai 1 unit u3e 2 units dyarurigesisa
WURLAANITANAILBYNIN LﬁaLﬁsjuﬁ’Umuﬁmﬂﬁﬁ%mswdn BGQDs AU H,O, lagnsa mﬂﬂsmgmiﬁﬁ
fnan {idedsduiivguinonadianmeunain wavessiviazaelawiiadaslenlud (DMSO) Mufiv uay
anunsavianensieuveseuleinglaaeandnals uasfigangd 37 °C tu \Hugumadfduaululuns
Wosudnduaadoinlild ey Tuguidanisiduiaaunsau (partial gel) danaliiinnisn3s

wulwinglraeandinaldifdwihdiseduasavarenglealdlidiuUsednsam uenainid wudnin Aaw
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duturemlaauatrlilesifinasionisnaass Taslunismaaesildldanududunoamnswosda
Wudugafs 100 mM Weazansastuimharanslamdiadanenles (DMSO) ansazaneifianisaeauiou
wazfinngnauvesndoneamniiniuluszuy Mnimgratindriundreiu §ideTehmausuiBnimeans lay
nsisamesuardvhazarglawiiadanenled (DMSO) ndsainnisiiaugisenseninenglaa uaz
wuluinglaaonBnaiugeas uazanUiueududuresoamiatimnlaidu 25 mM anthuieiinisie
mawasuwasmesdynulgesisawudiiintudnaiieaduires BGQDs/Gels aviinisnsaatn 1 mm
ihmanglaa TneFeuifisuunaeulusinglaaoonding 1 unit way 2 units Fauansdiagudl 3.13 91nua
nsnaaes wui1 melussutlelnsalifinenowAniu uaransaranefdnuasdudadentu Snis e
Wuduvaseulasinglaaeandiaa 2 units vivlin1sanasvesd ey 1nmgestsalgudanaInndl waneid
wuleinglaaoendinaaunsnyjizensuinmanglaa wasndnlelanaudeseanladlduinnit duy
tAfedadenlinnududuveneuluinglageanding 2 units Tufagnain BGQDs/Gels tionsiatathma

ngleaa

800 -

—— blank
—— GOX 1unit

700 - —— GOx 2 unit
S
& 600
2
» 500
c
8
= 400
@
o
c
3 300 -
(7}
2
S 200 -
o

100 -

0 T T T
350 400 450

Wavelength (nm)

JUN 3.13 alnasurigesisawuives BGQDs Tulslasiaa mhujisedunglaauaznglaaeandina inu

wiudu 1 unit waz 2 units Iagldnglea 1 mM waz Weandimosaududu 25 mM (., 310 nm, PMT
500 V wag slit width 5 nm)
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352 Anw1WgaaLsaigud Ininstuvas BGQDs/Gels nuwnanglad lagld

ulyinglagaanding

(a)
800 - —O0puM —— 600 pM
1 ——50 yM —— 650 uM
700 — 100 yM —— 700 uM
—_ 1 200 M —— 750 uM
3 600 - 300 UM —— 800 puM
- ; 400 ypM —— 900 uM
500 - ——450 M ——— 1000 uM
s | ——— 500 pM 1200 uM
E 400 ——— 550 uM 1500 uM
3
c
3 300
@
e
S 200 A
T
100 -
0 : = = ,
350 400 450 500
Wavelength (nm)
b
® 800 - (c)
600 - -
700 meT Wo--mmeeee [ ] /-/
600 - - 500 - Rl
,- ./
500 - X -
L] 4
_ 400 .
- 400 . T
= ," - )
0 . 300 1 e y =0.9435x - 44.7839
200 N o™ R? = 0.9991
1004 ‘_.f"‘ 200 4 /,’,
-t -
04 [}
T T T T T T T T 100 ' T T T T T
0 200 400 600 800 1000 1200 1400 1600 300 400 500 600 700 800
Glucose concentration (uM) Glucose concentration (uM)
JUN 3.14 (a) Wigeaisawunlniniduves BGQDs/Gels (b) anuduiussenitennududuuvigestsa

v

T o U

[

\wud uazAnadutuvesnangladluyie 0-1500 uM (o) nidunsIsEninsAsindy ngesLsa

T o U

Le?iuﬁﬁ’ummL%’u%uéuaaﬁwmaﬂqiﬂa Tu39 300-800 UM (A, 310 nm, PMT 500 V wag slit width 5 nm)
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(@)
1000 ——O0 ypM ——550 yM
——10pM —— 600 M
— 50 uM —— 650 uM
~ 800- 100 yM —— 700 pM
3 200 yM —— 750 pM
; 300pM — 800 uM
2 ——— 350 uM 900 uM
2 600- 400 uM 1000 pM
_§ —— 450 uM 1200 uM
3 ——— 500 yM —— 1500 pM
S 400
o
a
i
.
o
E
o 200 -
0 I 1 1 1
350 400 450 500
Wavelength (nm)
(6)1000 - (c) 800
800 ‘ 700 - P
600 1 600 o~
T ] I
= . = 500 "
400 J ) y =1.5611x - 495.009
e R?= 0.9997
iy 400 .
200 - o o
4 e
o 3004 -
0 p “1 T T T T T T T T T ! T T ! .
0 200 400 600 800 1000 1200 1400 1600 500 550 600 650 700 750 800

Glucose concentration (uM)

Glucose concentration (uM)

JUN 3.15 (a) vgeaisawudlninstures BGQDs lussuuansavaty (b) aAvuduiusseninsanududayan

Waealsalwud uazAiNTuvesimanglaa anudntulugie 0-1500 pM uagnsvldunsalugas 500-

800 UM (Ao, 310 nm, PMT 500 V wae slit width 5 nm)
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msﬁﬂmmsmmﬂi’mL%ﬂ‘d%mmmaﬂﬁfﬁmaﬂq‘[ﬂamﬂﬂﬁﬁLUﬁﬂiALLUﬁﬁigthW@@Lﬁamuﬁmaﬂ
BGQDs/Gels Tnsnislfioulesinglaaendinavhuiizensuansazansinmanglaaiiamdududing 4 fu
wandluguil 3.14(a) Fadfiuléilussuulelasaa Wemnududuresimangleafiugaty auduyos
dyanamgosisasudiniaueady 375 wilumnsazAey o anas dadulunuauuigiuii lelasiaudes
oonluddadundnfusifiinnnufiserssuitainanglaa uaseulsinglaasendnaldiudsuudamy)
landululsin uwedavesnsifuaisusunen nanewdunylansendiunali BGQDs inn1saeuasgostsa
wudldanas nsanisvnasafiuandluzudl 3.14(b) uaz(c) a¢lddndinnisnsaata (limit of detection,
LOD) feaun1sit (2) 1Ju 40.10 uM wazdasiian1snsaataidsuSuna (Umit of quantitation, LOQ)
Faauns (3) 100 133.66 pM Tugrududuiifianududunse (inear range) 300-800 M TagAAIN
AMALATDUTBY BGQDs/Gels (standard deviation, SD) Ae 12.63

dmsusruuasarans (Uil 3.15) Wemnududuresimanglaaifiugsdu anuduvesdyaia
vigoaisaudfinimenndy 375 uilulunsves BGQDs Aagroe 9 anasdulumuuuslvuduieituly
szuulelasiaa 9nnansvaaeanslugudl 3.15(a) wui Iadrdnnisnsradn (LOD) Tuszuuasazaneniu
9.07 uM wazdnsinn1snsTaleUsa (LOQ) Wu 30.22 pM lugsanudutuiifiaududunss 500-

800 uM TneAnAuAALAADLYSY BGQDS (SD) Ao 4.72 fauandlugudl 3.15 (b) uae (c)

3SD
tob=—— (2)
Slope
10SD
LroQ=—"=> L. (3)
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MnuanIsvaasdildtreiu dunauiulddn dadrdanisasatadinianglaaues BGQDs k1w
wulwinglagoonfnaiilussuvansazaneiian LOD snitluszuvlelasiaa ufiluannigisaesasldan
duduesihmanglaa wazteuluinglraeandnawinty uwidesuninanutuvesaalusy BGQDs/Gels
daalidianunainindou (SD) veslslasiaauinnitluszuuansazats sadslalasealilivaesnw
wafsnmvoaeuledifananuatesuiinaivhazats DMSO uagarmiouiildludunounisniouan
paniadsfinanilithadu Snits Selaidefinanutedhlunisnsain (sensitivity) muausfgiuluneuusn
Faorafiamnunannisliviavesaiamesildmnzan uazdndudeddinihazarslaiadanenlod
Unainn JsdsnasieUszansnwnsiauveseule sgrlsinig szuulslasiaaiidedlunistaeiiing
ansdudunsslunisnsainnglaald Suiliannsadnuviinunglaaldegusiugilutisanududug
s fadasfalunsnsaiac werldfinissumuaintmariedu nufelaglunsesaiauuulelnaea
ansnsognitalfaiaduiueld dmfunsanaiminangladlunamaunnd uazgmanss fiddy
mifedarunsnihluvssgndldfunsnsataiaadinugvisfulsauimuld desangiae
Tsawmmuitealunssuadonuszann 6.1 mM © uinuddedidniidanisnsania 40.10 uM Ky
Srduselulunmsiaunnuidetul Weduussasnmlunmsnsatn asdsurinvesamwosivanzay
ffunisnsaatatmanglea way BGQDs Tnsmiliiaawmesiiiantilelasilan uazidenlfiaamesianunsn
Analdflussuuivhasaefiiuih sdsiauiSmmessdumsifamalnglisidudeddiedonnay

il (heat gun) wieldlvioulasignyinaneianmgiias



uni 4
dyunan1maaeg

mATedvszauanudnialunisduasegilulsdnnsfiuaouduney (BGQDs) uag Tulsin
nafluaeuduneniivieudaglslasian (BGQDs/Gels) il alidutanniratatrmanglaaniunisly
woulesinglageanding (glucose oxidase, GOX) Inglfinadanlgestsaudanlnsalnd Tunuided 16
Anwivue wazdugiuvestulsinnsflumeoudunen (BGQDs) 3MNAMa8INN&099anssAlBiannsou

gindosiiu wuin nsfluateuiuneniiyusiaveseynialunsenay duuinveseuninwdsedn 4.69

+ 0.84 wiluns warilszerriiasendneszunv 0.19 uiluuns ueaniani lassasnmianilves BGQDs gn
Taszvmewmadanisesnsuresudunsien aunlnsalnd uay B-NMR spectroscopy Fauanslimiiuis
nyfleidululsiin weBingeeguunsilualeuduney

NMsAnwandRguaweduianaiduiees BGQDs Wul1 BGQDs Aduasevliuuldyayio

T o
i

wgoalsawuilutismnuenadugsgai 375 uiluwes Wegnnseduiinuenadu 310 wiluming anduls
W BGQDs Wudanmsiainlugulelasiaa (BGQDs/Gels) Ingldylasa assn ulueamesiluaiames
(gelaton) Inemuin anneiannsaiaealdivanzauiian a gumgivies ilelduinuanuituduvesaia
Wosh 1 %w/w lugvhavats DMSO:H,0 $asnauyinfu 50:50 wazld BGQDs Anududu 0.135 me/mL
Fsannsoesufuaaldnelune 15 i

MnnsAnmIANanTalunInTaiaves BGQDs/Gels relslnsiauilaseanlasdaduniniosi
anineanufiisenssviinanglaa AuleulssinglasoondunaniuuiizenlelasTusdu nudr ey
doyaaurigealsawusiiinn1sanad (fluorescence quenching) fiarueneady 375 wiluwes wazdlorihnng
lnwstudsmaiangeasawudaninsalndues BGQDs/Gels futnianglaanuufazenfisoseide
wulwinglagoondna wunsanasosdyginmgoaisadusid 375 wiluwes Weoiuaududuvesima
nglaa lneA1Tnsnian1sns1atn (LOD) 181 BGQDs/Gels datinianglaaviiiy 40.10 uM uazdnsnrin
3957193 FUT8 (LOQ) Wity 133.66 uM Tugnsanandudunss 300-800 uM Fsuandlifiuinmuise
flamnsoiau BGQDs usUuuuiusuitannsansiatainiangladldesiediussansam osnien
Iaddalunsniadadii uazanujiseniiondeeuleinglaaesndinadmalinismsaindamdng
wrasgs Tngldfinssuniuainthemaniindu

oehdlsfiony WaisuifisunisanaintmanglaaifeUiinaves BGQDs luszuuansazats wui
ANTAINANTIATITA (LOD) 989 BGQDs luansazanawiniu 9.07 uM kasdndnnanisnsiaingausun

(LOQ) winfu 30.23 uM Tuaranududunse 500-800 pM FeliAdninnnnisasiadalussuuaisavanamn
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