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7] 3Fska] 12 ZTAEH= tidgo|=-wyg ooz w(Disulfide-confined aryldiazonium; DSAD) &4 3}g&
S AAER 1243-E HA(Linker)E A3l W22 (Inmunoassay)
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(1) A1g == A2 yAdylole-wdt ol rjolzF(DSAD) & 3ES mlo]azd= of#o](Microelectrode
array)’dol A= (Electrodeposition) A 7]+ ©A;

(2) L5 vlolazd=7gdl d2d tdvtol=-2d ofHtolzw(DSAD) 9 dtgh=s A7|sEtdor AbsiAA
FHe] bgAvtel=r]E B eATYe]EY] = B AFYo|EV|R WE 9 @A stel= b
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AT 4
A3l oA,

F7] molARZ A S ool IT0(Indium Tin Oxide) wholAZH = o#o]dl AE 5O st M= WY

A7) Az FEALAFH(Cyclic voltammetry; (V)& B3l F3HE AE 5O st M= ARy

XAT% 6
A3l glelA,

7] 12 A= Anti-Rabbit antigen, ¥4 Y-S Rabbit antigen, 22} &= Anti-Rabbit antigenS! Z&
EQoR 3= MESA WAEAHY,

X711 22F &A= TRITC(Tetramethylrhodamine isothiocyanate)® FAE AYS EHoF 3= M=9Qx WY
REpEReS

RN B =

A3 8

(1) PEI(Polyethylenimine), % #A7]slstygoz 9w ¥ AF3tE(Electrochemically reduced graphene
oxide; ERGO)E <=4} 7§29 ITO A= EYH(ERGO/PEI/IT0)E +H|sl= wA;

N

(2) 7] 1T0 A= el ERGO Aol #118 H= A|2ge] fMdijo]=-ge ofdyolzH(DSAD) & 3FES 2
ZH(Electrodeposition) A7 DSADZ 7] 3}¥ ERGO ¥ W (DSAD/ERGO/PEI/ITO)S ¥+ Al

=e Ad7]stetH o R At}
& %2 g %

gl

(3) 7471 DSADE 7538kl ERGO %Wl tjAdzlo]l=-dtt obdr]otxw(DSAD) <
AN#A FHY YAdulel=rlE E|eAYYolEY] EiE E|QANUYEVR
(ODSAD/ERGO/PEI/ITO) &.2 o]Fo|z A 7]|3}e AAMAE Azt Al
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471 (D) dA=,

vgh} g (Piranha solution) & AZ3F IT0O A=ES A 2 AFste] A= Fdo (-) HsE 4
A7) (=) JAsF FAHE DTS (1) ASE ¥ PEI FeA0Z A I, dojzl T gdA A
(Graphene oxide; GO)S A3 U, 05 HA7|gstdoz A7 = AYS 5EHoZ s M=$IA ELISA
.

A3 10
A8l oA,

A7 12k @Al= Anti-Mouse antigen, XA 3Y-S Mouse antigen, 22F &A= Anti-Mouse antigen®l HES £
o8 3= M=YX ELISA .
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lo
fu
o
rlr

M=) %] ELISA
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A7) 2xF ¥+A = HRP(Horseradish peroxidase)® A
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AT 12
Aggol] 1] A,

471 (1) SA=,

7l & & of

Bty o tdyfol =gt ol tjolZF (Disulfide-confined aryldiazonium salt; DSAD) & 3}3&ES HAZ
AFEEe WY EA R #ek AoR gL AGAMsAE Ar|serd Abste] o9& sty tAddel= HEI
A(IT0) WA e 2 AFSE(RGO) el 2z g e 4 & oldyolzy F-E& sAld x3dste &4
T2 DSAD 4 SFEES WA FAFe AAEA 12g3E A (Linker) TAE AMSFOEA, MEX
AR A F- A H 2 (Spatially-selective) EH 1ASE 7FsAIStaL, RGOE o433 M=$A] ELISA 43
Al A7EE A FulEdAds FUsE ¢ s DSAD & IIRES HAR AES A2 WoEAwd #$
A=

shekd A mE AstEA A o], SFEE HITAHA 3 Ve AdE ZES Y xHE 2 E AL

- F8gk 9ottt oAy THS AT v WHEe] A, & ¢zl o RE F(Gold) ¢

of &zt ElZo] A7|FH TEA(Self-assembled monolayer; SAM)S &Alsl= 7)<, ITO(Indium Tin Oxide)

T 22 oA f7] Ao dsEs Fdste Ve, 2 w5, ©a EE BEA 94 tolxw 95 A
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¢, %7&—”3‘5“1@.?l(Spatially—selective) Z9 14sts d7] A= sid wH 2goY £4 Aleldl &
FATS 4T = Jdv kS FE2E YUARIEE Aol Fasith. odE &9, tAddo|=(Disulfide)d &
dstd gH, = 9_@?4111 ]E(Thlosulflnate 7] T g ElﬂolE(Thlosulfonate)ﬂ'” A A F-AFe] (-

pe

T sk 484 4 ). olEgk SHAA, 2
Adto]=2 Erho] Xﬂ?‘}% @E]B}"L_ﬂ%@r% A BA&pel s Bashkal 9l

a8y, ®A(Linker) A2 ARE3}7] 913 tjdufo]l=-wtat ol t]olZw (Disulfide—confined aryldiazonium
salt; DSAD)el #gh A7t= ofA7A] Aysirh. tjdgfol=-det ofHrjolxw(DSAD)S W =Y 7
#Ast] gE9s EHS AYsrl ololl uist FA| Al ATl Qs

SHA | sp -4 ©d AxF FAY v@AFA dE agd AskE (Reduced graphene oxide; RGO)-2 E-+< #7]

r_&
L

oJfd BE AW AHBREO)S A AW S 2 ZholAw, o|F Ho] oAl
o
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ey, HolxgEe dhdd 1‘“4134 AFﬁ}%(RGO)*JOﬂ a&dow adxdste] ddd g AsE(RGO)S Bt

24y, 457 7 FEY ddy oA AEE (RGO addown TEEyE 4 e i
x3eteE A2 2o fiddele-wu ooz E(DSAD) 4 SFES Yzt oE A
AAEA 1798t8 FA(Linker) +A2 ARE3te] FX-Ag 2l (Spatially-selective) 3%

o] &3 A7ty WA o] Aol Bad (Fu)FAHS T3 F =S
Make]l @ G-¥ = Aot}
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2 U2 Aol 22 FEVIe TAES sidstaxt 3 Aew, Agfdh Fxo tjdvle|=-wth ofriolx
F(DSAD) ¢ SFES AAEA 1488 FAZ ALgete WYRAH S AT,

tdtol -t ol Tol2H(DSAD) & SFES YARZ o] &3 WA H F

7HA] Blko A, 1) F-AEiA el (Spatially-selective) W A7} 7Fed M=9x WARAWH 1 2)

Al A71EEA SoEdd 2 AEsS S - Jde A=



[0013]

[0014]

[0015]
[0016]

[0017]
[0018]
[0019]

[0020]

[0021]

[0022]

[0023]

[0024]

[0025]

SIHS3 10-2016-0097432

HAe] dE T

A7 71eF AAE GAstaA, & FHe &) gEA 12 ZAEE gdgtolm-dw ofdt oty
(Disulfide-confined aryldiazonium; DSAD) 4 3}t&E, ©S AAsHAE 7] H8hd 22 ZA|H+= 5-(1,2-1H
& d-3-¢) digtoluto] m—4-MlAl Tlolxy EFEeto|=gE AALA 1438 HA(Linker)®E AM&3tE HIEA

W (Immunoassay )2 A& 3},
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Al FAA=Z, & 492 (1) dss gidvele-2o ofdrjolz{(DSAD) ¢ FFES wlola=zd=
(Microelectrode array)’doll H2H(Electrodeposition) A7 @A (2) dX wlo]m =4t Azte
ol=-wet ol otz H(DSAD) 9 SHHES drigletx oz 2slAlA wHe tAdule|=r|E E Ao EY]
T HoAFolEV|E W ¥ &stele dAl; (3) wlo]AEASF ofole] HEY A

15 zZte= 15 dAE =&
AA A7) ddskd FEew 13k FAE e-Aduder uAATE G 4 ZATLSE = 2 2AHAT
= @A 5) 22 FAE = 2 /A= G B (6) mlelAaRAdS ofde] W dFE HES= o

=
ALE Eeste M= W9 EAH (Sandwich immunoassay)S A &-SHo},

14, 7] vlo]a2 A= ool IT0(Indium Tin Oxide) wlolAZAS ofelold 4= Qlar, A7 A2 =3
FAFH(Cyclic voltammetry; CV)S &3] 3€ 4 Adrd. T3 7] 12k &A= Anti-Rabbit antigen, 3
2 g1e Rabbit antigen, 22F 3FA|E  Anti-Rabbit antigend < Ytk ol&E AY] 23 A=
TRITC(Tetramethylrhodamine isothiocyanate)® TEAE AU < v},

A2 FAAR, E o@yge (1) PEI(Polyethylenimine), % #A7|ggdoz Idd agd  AlstsE
(Electrochemically reduced graphene oxide; ERGO)Z <=2} 7§1&¥ IT0O A= ¥ (ERGO/PEI/ITO)S FH|s}=
@Al (2) 7] 1T0 A= FWe] ERGO Aol H&3 tAMdylo|=-dth O}aﬂo} w(DSAD) & FFES AF
(Electrodeposition)Al#] DSADZ 7|53}l ERGO 3™ (DSAD/ERGO/PEI/ITO)S A& ©7l; (3) A7) DSADE 7|5
3tEl ERGO He| tjAddole-wd ofdr]olxi(DSAD) & SFES A7IstshA o= ArsiAA EWe t]AdTtol
718 EHeAdvolEY] B EoAXVolEY|R W ‘;‘ 24348 ®W (0DSAD/ERGO/PEL/ITO) o2 o] o] %

A718eHd AHAME Axste DA (4) 47 E45kd xWel He7lE Ze 13 FAE =5 2 a2AA7)

= WA 5) BA%Ys =5 2 a2 GAY= @A (6) 23 FAE =F 9 A= @A 2 (7) deEs
XA A FuRkeS doyl &, drisiEs FE A" EEY e £3HHGHFTH(Cyelic

voltammetry; CV)< o]&3] A&EdN+= @A E E38t= M=$X] ELISA WHS Al3-stth

oA71A, A7l (1) @A=, d2hd &9 (Piranha solution) 22 A3 IT0 A=S thA] 22 AlFsle] A= ®

Hell (=) Hats FAstaL, 471 (o) A7t FAE A5& (+) HtE H= PEI &A= AAT F, Fo
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of 123 AFs}E(Graphene oxide; GO)& A3 ths, GOE #7|sigtd oz FAA 7= AY 5 AU,
7] 1xF &A= Anti-Mouse antigen, XA FYULS Mouse antigen, 22} &)= Anti-Mouse antigend =
. oFg] 7] 23 &A= HRP(Horseradish peroxidase)@ JA|E AU 4 At volrk 47 (7) @HAE,
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yigel g7

Eoahge)]  wE  gAdytel=-wd olduolzw(DSAD) ¥ FEES AR AMEI WIEMHS
AAEA(GHA | A F)E g e aAsE ¢ low, TaHd-vu WdEA FAFY H7]skeH
&S %115}‘?_“1 I AETS FUEE 9

I A3, A= WIRA(YF HE) BE RGOE )83 M=9A] ELISA 384 a&4ouME 1 E=2 ®
HNEDS HET T U

g, B odbgo] AlFsle gAduo]=-whdk olF ol H(DSAD) & FHFES AAEAe] F-AEA A sE
BAR ALgstH 234 AS T AT WE(Restricted release) ¥ 7S thoFst Holo] nlo] o HS A|xd 5
ATt

o} AE Al

%, B wgol AFse tastolm-wd oldtiolzE(0MD) § HFES YN/ WRy F
2 9% YAZ AgaE aAREAY, ROl FHAFHOD JSHEel 1 RS wuA, R} ge
deFe ARARA Evdom A 4 Ak,

B owe] AgH s asolEout o drolxk0ND) ¢ HEEe AxdUe Ao vy =

= 2 g o] tAsfole-wtt ofHr]olxw(DSAD) ¢ SFES S IT0 A5 ZHE A3 o
2 AE= ] 2 o]Z o] &3 Rabbit antigen AEHALE MFHoE Yepdl =wHo|t},

T 32 2 gy fgidufele-wnt olduolxw(DSAD) & FFEE ERGO WS 7estele WH 2 A=A
ELISA 7]5& ©]&3F Mouse antigen AE34ES /MEFH oz YElA =wolt),

% 49 () 170 vhel 22 A=4ke] 1.5m DSAD(0. 1M HCD)E AR 490 et A7% % 50mvS ol Ae] Cv =

A5 (B)= 0.1 TBAP(95% ACN)Z AR&-ato] DSAD/ITOS A7|8betd] Atstalzl o] thd ~WEE 50mVS o) A
o v &A; (O @7)skeka aksk A DSADE A)EE 110 Edel e S 2p XPS A3 (D)=
% DSADE /N ITO el tigh S 2p XPS Z3}; (E)& ZelH % Anti-Rabbit antigend] 33—
ZHE Qe A ou] (I = 110 A=e] 92|, 2AUnk 150 um); o]t}

= 59 (A= 0.5M NaCle AHgate] G0Z A7)8484 971 Ao td ~NEE 50mVS oAe] Vv =,

A
(B): ERGO/PEI/ITO A=4o] 1.5mM DSAD(O.1M HCD)E A=ar 79 that ~70&% 50mS o)A oV =A;
(C)= 0.1M TBAP(95% ACN)E A}&3}o] DSAD/ERGO/PEI/ITO A=S 71384 AsAZl A9-o] tjdh 20&%
50mVS el Al v =A: (D)E 1M Fe(CN)GS’/o.lM KClI &9 U 21&= 50mvs’1oﬂxm, v glgE [TO(AA),
ERGO/PEI/ITO(Z A1), DSADC/ERGO/PEI/ITO(17d 2§41) =2 ODSADC/ERGO/PEI/ITO(2F sjA)e] E=Z7 HX2E
(Blocking test)oll thdt CV =Ad;0|t},

= 69 (M= 77 g2 ARE Ao laM BQ(O.1M PBS)S] FSlell that A7 50mVS ol Ae] (v =,
(B)= 2mM HQ 2 1.5mM H,0.S ¥3&+3}+= 0.1M PBSoll A, Mouse antigen ™ Rabbit antigen(lpg/mL) AEE WY

AR 2% 50mVS oAl OV e A ()X 2mM HQ 2 1.5mM H0,2 E3ah= 0.1M PRSOIA, 7+ the
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%59 Mouse antigene 7,3%—5—} 19 &% 50mVS oMY oV e Ax: (D)

gk Ho
Mouse antigen FEo|Ale] HAMA o 3k Calibration curve;©]th.

rr

77

il

g e HAls)] Y FAH g
olal, ¥ ol dial| FAls] A,

Bodbm o] W BA W (Inmunoassay)< 7] 3] 12 FAEHE tddeo|=-wek ol ol ZF (Disulfide-
confined aryldiazonium; DSAD) 3 3}3t&E, ©L FAIX o R+ 3s17] 3ehd 28 FAIHE 5-(1,2-fE -
3-o) g etolufol E—4-wlAl tjolxy FRe}o|=s AAEA 1484 FA(Linker) 2 A= Zlolt),

[s}3h2] 1]

O

(Y\/\’)LN—Ar—Nz" X

S—S I

AR EE Bag 1A 49) 7)o

Ar& g 6 WX 309 ofH 7o,
X= gz Yxtot}.)
[3}&+4] 2]

O

I/\I/\/\)LN‘ONz cl

S—S H
odbgo] AMgEE A7) gAdufol=-wtd ol oz EH(DSAD) @ I ES A7|EEH 4kslel ols] A 3E =
gAdygiel= BRI AS(IT0) WA 99 2z AM3E(RG0) 0 2 ZHE 4= & oldyolzy &S &
Aol E3Fsto =y, FI-AMElH el (Spatially-selective) W 1AI}ES 7}“ Asta, A 5 AWAEATT 23
How uAH ¢ Y= I}
FARew, B wdel fages-dt ofdrolzE D) @ HFES RAEE AL AP oD wey
A Z & (Inmunoassay platform) B who]@Alx o] YA LA A8 F7 (Linker) 24 vl #8847 A2
F ek, AdE 5o Y] yAglele-dtk ofdtolxw(DSAD) & =S A7IsEy AbsiAl 7w T gle
= BBo] gl Ay do]E(Thiosulfinate)”] T E] A F Y o]E(Thiosulfonate)”| 2 A3}, olxd &A
slEl Ffo] AAEA HE(-SH) 719 FHEATS st AAEAE a84o2 aGAL = Q).
A7) vl gpol =-det ol t]ol 25 (DSAD) SIHEL XS WSER o Yy 2ES ¥t 7t
Ho|EA g5ES HdstaLl; Boc S AT e, T2 folS =YsE 34S AAH AxE & du

a) 2| EAR} N-Boc-1,4-dld#tjolnl S Egjo€olvl(TEA), 3lo|=FA|HlzEgo}Z(H0Bt) % EDCI(1-ethyl-
3[3-(dimethyl amino)propyl]-carbodiimide hydrochloride) &}ollA wrAlA BHE-H 9 4-(5-(1,2-TE&&-3-
) Hgtotnto| =) Hd 7 o | EE sk THA;

b) 471 @) B9 §HES UIREAVOOD 2 ESEeRPIEIRAY] EFE] A N-(4-olr]
w3l d)-5-(1,2-H € &eb-3-2) Akl =8 G WA 2

>
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of &afA7]aL, obHAYEF(NaNO) S H7bskel 5-(1,2-HE&e-3-4)

Agholulo| E-4-upl Tty FRefol=E SESHE WA E Fal AxE 5 ArhE 1 3).

2 o] tAsdfole-wel ofdr]olxw(DSAD) 4 FHFES AAEA G FAR AMESE WA
AAEAZE EHE7] 55 AW &493tE DSAD 9 ssHEY 23 UL,

= T EE Edo AEE F 9tk oE 59, A, &<, DNA, RNA E+& PNAE 23sl+
ok, @ e SYafeiel=, AH, JtRSlo|=HolE Fo] AREHE & gk, oAV, A7 @A =
Antibody, HIV p24, Combo, RgpIII, HCV core, NS5, NS3, E1/E2, HBV surface antigen % IgG-Cy3 &3} 4,
7494 AW e (Infectious disease diagnosis)g ¢ =& 34, T+ AFP, PSA, CAl-1, glypeACNS X3}
3k A H(ACNcer diagnosis) & I £& A 2 A4 FHE TA(SAHEY, SHEY, AEF B0 o

= A
& 507k TR ER A ALl ASRE ARA BY D AYNE, PR, FFo|, Fep
A A
=

¥ e tdstolS-wg ofholaFDSAD) @ HEES YALA nHRE YA g wRAYe
2 obelst ge ¥ b A ozA FaE & vk,

AR =, 471 dAddtel=-gd opdtolzw(DSAD) 9 IEES ndE= i std vle|amis ofdol

(Microelectrode array)del #Z(Electrodeposition, Cathodic deposition) % ZAsletsE Fxk-AEiz <]
(Spatially-selective) Hale] Hgs =3 3% 7]HP AHE-A % WARE AWM (Sandwich immunoassay)g T3 3=
Zlolt}, o]# gk WAl & ¢ E Lo] Rabbit antigend] FHEo| Eo|Ho =z AHLH 4 Ut}

FAR R, B gL

(1) DSAD & SFES &
oA

rie

AFAFHCV)S F3 [T0(Indium Tin Oxide) mFO)ZZHF of o]t A2 7]+

(2) 4 110 vlo]|azA=T4e] Aatg DSAD & 3HES Ariststy oz 4kaiA|A gHe tAddo|=r]|E EQ
A5 d|o] E7](R'-S-S0-R) i E| @ AT o] 7] (R'-S-S0,R) 2 W3 2 A Fe A

(3) 715 Ze= AAEAQA FA)(dAd, Anti-Rabbit antigen)& =A1A EAstE FEdw AAZA
2 I-AuH o g A= 9,

(4) EXREA(ZAFD)(AAD, Rabbit antigen)S =% % A 7= @A,

(5) TRITC(Tetramethylrhodamine isothiocyanate)® 3EA® 2%} A (X, Anti-Rabbit antigen)& »% 9
AAAT= SA

(6) FUS FFAnF ez A= 9

A=, A3ty A9EAY(Electrochemical immunoassay) &.2A1, A7) fAslo|=-gder ol ol xyE

S Ao EAshe Sd" 293 AFsHE (Reduced graphene oxide; RGO), oAt #7]s}st
Hog sty aefd AtsE(Electrochemically reduced graphene oxide; ERGO)Z e AzH(A7dtstzd 1=
DAA Fo Ajel & A7sted Fujidds A, SUA7IE S S8 =R ELISAE Tdst= A
ojty. olH g WA & Eo] Mouse antigen®] H7]|8}eH4 HEo Soldow A8d & Ut

TAReR, B e

(1) #gh} &A(Piranha solution) o2 AHE IT0 A& THA] E2 AlA-ste] A= x| (-) st

i

243}
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, A7 (5 A dAdE AS5E (1) HEE Y= PEI(Polyethylenimine
wHol| AH74 FaggS B3 2 A3FE(Graphene oxide; GO)E
1o 22X ERGOZ 7IZ = ITO FH(ERGO/PEI/IT0)S f+= WA

O_u ~
|

e B

A7
(2) ERGO “Fell DSAD ¢ sh3l&S A=A|A DSADE ~7]%58hE ERGO ¥ (DSAD/ERGO/PEI/IT0)S &= whA|
(3) DSAD/ERGO/PEI/ITOS] DSAD ¢ sl3&S #7|getd oz AbsiAlA xHe tAddo|l=7]E

(R-$-S0-R) M= E| @A Tdo] E7|(R'-S-S0,R )& W& o 84 31(0DSAD/ERGO/PEI/ITO EW F5)3owx A
718184 WA E AxstE Al

(4) ODSAD/ERGO/PEI/ITO ¥Wol E&7|E zte 1% A (7, Anti-Mouse antigen)
oAl

it
i
i
SE,
k]
o
>
N
rr

(5) TAFTFA(AAW, Mouse antigen)S =% @ TAAIE A

(6) HRPZ EAJH 22} A (AW, Anti-Mouse antigen)E =% % UAHA 7= @A,

(1) ANA(AAN, Farshrs 2 solERAe §o)S wEAA HoHd Fupse dorl ¥, A7EeHe
5ol AHE BACAY, AEAR) G SHAGATHCNS o g8 AZaus wA;

it

714 =SR] ELISA W ez FAFLS dr|sehd e AEd & = 3 F=x).

2 koA, ] ATy F tdool=-w ol ol H(DSAD) & SgEe ofd TS RGO9 sz ek

A AR} FHAES A I 19k, FAs A (H0,) £A4 dFell Al HRP(Horseradish peroxidase)© &

A Zgo 2 slo]lE2F=(H) = WA =BQoz |IAZIH, oo we} xAFgAe o vlHst=E 4l A
7} A E Y, ELISAE 3 AES A% #4348 Id & 4

L g ARkl Fd dEE 98 A
, A7IXN&(Signal)7t AEAIF] & ke abEe] o)s wAlEle] AEE ZAH o
%Oﬁhiﬂﬂ“§455%ﬂﬂ%@ﬂ.%:m%ﬂfW%ﬂ”ﬂﬂEEﬁ;Faﬂﬂ+g®%m

P m@ e du
olr
ol
-

s, B owgo] AFee TAvolm-wg ofdrjolxk(DSA)) @ HABL ofAriolxy o] tird A
EW (e, 2w, aeigielE @ thololEEsl 2 waz] B 2 WF; 1100 S)ol hE) B e
o AU, FHATH 1HHE BF GG 154 e mve] Add pEsdAE 0 G4 2A
BAeA AHgE 5 e Aol

olat, Azel, AAd % AWAE Be) B W nr} FAMon d@@th 2ot oF Az, U o
Agels X Wy oldlE B7 A% AY % ojwd ouzE X wyel Wlsl ojEx @AHE se
ohrh

AlZol: Tl stol=-wek ol Tiolx i (DSAD) A SHEHEel §HA

(1) AleF g AA

Z22AHLA), N-Boc-1,4-dd#tjolnl, Eg o eolRl(TEA), sto]=FARIZER ol (HOBt), EDClL, HEZFEL
g HFARNABAP), EZa(2-7EEA I E) FAA(TCEP), Zefjate]E B (<20pm), FAFHHS0,), 2Hbst

FA2(H0), GAHHCL), oFAAIEF(NaN0,), P33 }EH(NaCl), Rabbit antigen, Mouse antigen, Anti-Rabbit
antigen, Anti-Mouse antigen, Anti-Rabbit antigen TRITC % Anti-Mouse antigen HRPZ Sigma Aldrichjl =%
B Qs

FEAdolE-nly A (PBS) 4L 0.0IM E2HOE 2 0.15M NaClE TAE AL A3, PBSTE PBS 2
0.05%(w/w) Tween-202.2 A H AL AM&sA T},

_11_



[0076]
[0077]

[0078]

[0079]

[0080]

[0081]
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[0088]

[0089]

[0090]

[0091]
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[0094]

[0095]
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& Folu) A (Fluorescence imaging), <AL HAFW(Cyclic voltammetry; CV) 2 X-A FA= B39 (X-ray
photoelectron spectroscopy; XPS)S £ Haque et al., 201204 H1¥ A L3 7|7|E AFEsle] 43
st

(2) HE-F¥ 4-(5-(1.2-tE-&e-3-eD) gtolrto] =) # d 7pupuflo] E €] H4d: (la)

ﬂiiiﬂﬂmmﬂﬂﬁ°1ﬂEﬁ”%ﬁﬂNBm]wlﬂé@ﬂﬂm Eg]o "o}l (TEA), SFO|=EAMIREZolE
Eg]oeolHl(TRA) S ALEaA 7lataict.

oloj A, REE ZFHES 25TolA whAl nnksta, B2 34318l

AdEs HER2VHOOD e FEsha, bhades ol &8t Axg 1, sk sl o B 5533l
ofxl AzA P toldelE 2ol AAAAAT F, oa B ocHER Axste] gEA BHE FSeiil
IH-NMR (CDCls, 400 MHz): & ppm = 1.25 (s, 1H, CH»; 1.91 (s, 9H, BOC): 1.61 (s, 1H, CH,); 1.68-1.78
(m, 4H, CH); 1.91-1.94(t, 1H, -S-CH); 2.32-2.36 (t, 2H, CHy); 2.43-12.48 (q, 1H, -S-CH): 3.10-3.18

(m, 2H, CHy), 3.56-3.59 (t, 1H, -S-CH-); 6.46 (s, 1H, CONH); 7.18 (s, 1H, CONH-BOC); 7.26-7.31 (d, 2H,
arom); 7.41-7.43 (d, 2H, arom).

(3) N-(4-opr] =3 d)-5-(1,2-t] ¥ 2 &-3- ) A gho}rjoj =] A (2a)

335 1a(210.97mg, O. 532mM)%% 6.666mL dry DCM:TFA(10:1) &FEo] La|A|7]a, AolA oA wHkst
e, B2 A3 3 DO R FE3T).
o

2
=Y

Ns AvtavgSs ol &stol Hxstar, 7 stllA sFaoit.

oloj A, A& 7-A A=l (mobile phase 5% methanol in DOM)AFolA] AAS F=3hsle] o] XM 1S 535U
(& 21%).

1H-NMR (CDCls, 400 MHz): & ppm = 0.83-0.85 (d, 1H, CHy); 1.23-1.26 (d, 1H, CHy); 1.36-1.40 (t, 2H,
CHy); 1.56-1.59 (t, 2H, CHp); 1.68-1.70 (m, 1H, CH,); 1.84-1.89 (m, 1H, CHy); 2.20-2.23 (t, 1H, CH.);
2.39-2.45 (m, 1H, CHy); 3.09-3.21 (m, 2H, CH,); 3.59-3.66 (m, 1H, -S-CH-); 4.87 (s, 2H, NHy); 6.46-6.49
(d, 2H, arom); 7.19-7.21 (d, 2H, arom); 9.45 (s, 1H, CONH).

(4) 5-(1,2-T]E] 2¢+-3-9) A eto}rjol E-4-ui 4l Tlolzyy FEelolmo] §A

5SS 2a(0.889mg)E 0.1M HCI 1.9mLoll &3|A|7)aL, ofo]X uj2rol|A] x}zbAl dFod 1.5mM &9 2uLE A|Z35+Y

_Xli‘l

olell, Z7FE NaNOo(0.1mL H,0 W 0.23mg) 100 uLES murslHA] A7pslelt.

w
i f
o

0
]

o awuke Ak o
R EEIE S

Aol e-wg oldTolEFDNAD) o HET AL AFHom Fuagon,
_]
o

o Ahg3tsith.

]

rr

ol

A 1: wpolgz = ofeol el o] FHA] aASE B M= WA

ITO wlo]mAZ A= ofdlo]lE Fahh &N (HS04:H:0=3: D02 AHG &, vge] EF thA] AHAL N, 7HAR
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[0105]
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[0107]

[0108]

[0109]

[0110]

[0111]

[0112]

[0113]

[0114]

[0115]

[0116]

[0117]
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ojo}A, 7] Azl FHlE DSADE 47he] wielamAS gel A v, shue] mlolamd SN 7]
stetA o2 ASAA H oA o] EY] = HH o] ET]

Ll
o,
ox
ol
ok,
32
v

PBST IHPJ E]EQ(Cleaved) Anti-Rabbit antigen EHol| 2A]7F EoF w=ZA|7l v}g, PBST ¥

]01*1 ojglo] WS 50uLe] Rabbit antigen &<N(PBST W 5ug/mL Rabbit antigen)2o.@ 1A]7F &<t A&
, PBST @ 22 A|H3la N, 7FA2 AFRA F T}

hya

ojglo] ¥HS 50uLe TRITCE A% Anti-Rabbit antigen £J(PBST W 20 ug/mL Anti-Rabbit antigen)ol 1
A S =E3AZ e, Aol mHS dFdv ez #Esgld.

AAld 2: M9 ELISA

(1) ODSAD/ERGO/PEI/ITO 3EHHe| A=

%% Khan et al., 2014914 B3k vl wel, GOE st EAsslar).
110 A=< 2.5X1 en'©] 27|12 AW the, Feh} 89 2 B2 AHAas N, 7hAs AxA R

olo] A, IT0O A=+ 25CelA 1% PEI &M 100 uLdd 1A 7F 5 =2A7) o}, THS B2 AHs N, 7h~
t}.

WS 0.2mg/ml GORE 3AIH Fek Held o, B2 AFSkA N, 7k AFAFA.

2 AxA

L)

471 M4

o]oj A, Ao GO/PEI/ITO ZHS 0.5M NaCle AF83te] A7 88td oz YA L)

oM folxl ERGORE /A% EHAe] DSADE A ZT).

2
o

o]},  DSAD/ERGO/PEI/ITOZ  0.IM TBAP(95% ACN)E Alg3ste]  HA7|3edorg  AsAA Astd
DSAD/ERGO/PEI/ITO(= ODSAD/ERGO/PEI/ITO) ZHE At).

(2) WAMA J=e] Az 2 ELISA 53

ODSAD/ERGO/PEI/IT Eﬁ Qo ZEB¥ Anti-Mouse antigen(100pg/mL) 100uLZE A 3}&}e]  Anti-Mouse
antigens 37‘4§}§ 2A1ZF FoF QIFFHIO)|EAI] Tk PBST ¥ &= A H3aL N, 7t22 AZXAH T

olojM, FEWE& PBS o] 1% & dF AF-RIBSA) Sooz 1A et Agste] wHde] HlSol4 Ag H-9
o, AdE 2US PBS B B2 A FHa N, 7k AR

=l

7247y o2 FEE 2= PBST W Mouse antigen 100 uLE Ab7] ZTwAbe] 1A17F B¢ =EA17) 1S, PBST ¥ =
2 AASEAL Ny 7k AR

o]o] A, Anti-Mouse antigen HRP(PBST W 20pg/mL) 100 uLE 7HA® ZwHAbe] =FA]7]a 1A B¢k Q54

O|EAZ] TS, WS PBST ¥ B2 ANHS N, 7t2=2 XA F T

oo
o,
=
BN
=

WAES 93, Mouse antigen tHA!, antigens AFE3EFA] 2Ll Rabbit antigens AME3 AL
=

4718 BE AREL 25T FHE A

(3) =gl o3 el A=

A ATe] B4 WAL 0.45m 2 AT}
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[0120]
[0121]

[0122]

[0123]
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[0125]
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[0129]

[0130]

[0131]

[0132]

[0133]
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Aol 4 0.1M PBS W] 1.5mM H,0, % 2.0mM sfo]=ZF=(HQ) & A2olA 523 &hAl Far a2 FAAA
2~

Ay}, MZzA=BQY ol st A7gety - AFVF dojx e, Z Nouse antigen FEo| thal 39

(1) DSAD®] Fxt-Adefs a3}

L 2004 HZol, DSADE 47He] A= thE 10 wlela == 1)
2 AbslE e

olojA, Zv]X% Anti-Rabbit antigeno] 7] 4709 A o] =% % Rabbit antigen % TRITCE TAH
Anti-Rabbit antigen®] TAHE w=ZHArt. HEH o2 dojzxl THS IFJAm| P o=z ZASte] Rabbit

antigens &3St}

ld
o,

saL, o]

A= 1bo] H7]skehA o

o

3G AFH (Cyelic voltammetry; CV)S E3] DSAD 9Fo]2S ITO mlo]azZdIAbo] A2AZ A3} AW
AROlE =5 -0.35VolA & W7HYgH g AFIF JElg s, FHEA Ao 2ol A = ARV A st E 4
o () Fx). ZF, 110 A7l d&e] g gy og o]FqHES & & U

DSADE ME ¥ 110 A5 A7|segd oz Atsia|zl Ao, DSADA M718kek Akl AWAA Alo]E =F 0.85V
9212Vl A 2709 AEAR1 H7FE A Slo|BE AR, the AMolEEAAE AT E 49 (B) #=E).
ol#a 2719 ojB = fAuto|=o] Ao &3 2719 ‘474] o 7]1¢1%& Zo|t}(Gourcy et al., 1981 =),
wal, THS X-A FAA B33 (X-ray photoelectron spectroscopy; XPS)S.&2 ZAFsH A3 Sulfur 2p XPSE
Adtol A 163.5 H 164.5eVol A 2719 I3 E AWle=vl, o= 42 AFbo]=7]9] S 2pyy 2 S 2pypol -83H

s

Aolth(& 49 (C) Fx). Wi, vAgE AFoAE da7t FFH A oy,
A7138}8k2 4k3l o]F S 2p XPS AHEHL n]-AMEE S 2p0,502 BAE FAES UERIAEHE, ol Ak3lE S
Z7kek dAEHE Aolvh, 167.5 2 168.5eVell A 9] o]F A E]eAEYo|EY] W] HIEUO|E(SO) A

%L}fﬂ, 166.5eV 9] F714 <l I3+ ElAuvlo]EY] Ulof AIUe]E(S0)d F-&seh(E 49 (D) #H=).
Yo EX 2e lossEHE, E|lRAITYO|EE 4de lossZHE AAEH= AR E 4= Qo™ (Terashima et
al., 2003) F 74 e B AS oA AAEAT.

Lo

(2) Rabbit antigen®] ¥3I-714t A=

=]

TCEPE AF&-3l &4 Act(Antibody cleavage)ol| we} Fv]E E]L7]-F Ao n43stE T3 4tste

El & w-3AdS FALSISIT).

AT 19 A7 884 A8 o]F Z2] B3 Anti-Rabbit antigen(c-Ab-R)S& Z&slE IS ojgo] T =3

A7]1aL, c-Ab-Ro] ZAE FWAel Rabbit antigen(Ag-R) &S A3}3k thg, 23 A=A TRITCE EAH

Anti-Rabbit antigen &S =FA|Z}
w

bl

Lo

AR 2 A%E AR ol WS FPAMPOR 2AG A%, £ 49 (B wEo] o7 AshH EwolA
B REez] Hede] AU, F, ot wARY nlo|ARAF ofge]lgolA wude] Ao HFHoz

o FoNHEE VeI,

(3) DSADE o]-&3F ERGOS] 7|53}

= 32 ERGOZ 7|A% IT0OE DSADZE 7]s3lste= A 2 dojxl WS Mouse antigen HEE ZHELZE ALE
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[0137]

[0138]

[0139]

[0140]

[0141]

[0142]

[0143]

[0144]

[0145]

[0146]

[0147]

[0148]

[0149]

[0150]
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F G602 A7|siEtA o w7 AAA ERGOE LTt
ZRIAS 0.05FH -1.0V74A] =0ste] Ajst A3, AWMA Alo]E EF -0.8V F2oA FEE 3 A[FUT &
ZHE] 9 74 AsL 7]

Hoom, UuA Al 2ol ARsE A BasATHCE 59 (4) BF). oleld @A
Wil 1104 G0 A9 #913 fA18 Aow, (07h AFHoR AARUSE onshm (Haque et al., 2012),
21ek ¥™-S ERGO/PEI/ITOZ} A A s}71 2 3},

el

olo]A], ERGO/PEI/ITO’%ell DSADE 1 2A]7 DSAD/ERGO/PEI/ITOE /3383t

%= 59 (B)ell ERGO’ DSADS] A&l gk (V 4S vebidlsnt, AHA Ale]d =5 -0.3V
4 AF7E BFEdom, FHA 2 AWHA Ato]Zel A= I ArF BEHA &skrh. o= AWMA AtelE
DSAD7} matH o2 A& ov|E.

Tk, % 59 (C)ofl DSADE /N ¥ ERGO W] #A7])shehd 4FsH(ODSAD/ERGO/PEI/ITO)e gk CV 344d& e}
Wl=ul, ERGOSS] tlAdgto] =717 Bl A o] EY] = E|QANXYOEV|R ASEES & F 2

o}, = 59 (D)ol z+zt AbolatAl AAE 110 Aol thak Fe((N), S T2HZ o] &3k (V 242 e
Wl mAeE 110 2 ERGO/PEI/IT0S] ko] Ae] Eolatdom DSADE 7§ ERGOE Fe(CN)y o] <ol

e we B2y E4S Jehhoth. 2hshE Ew(0DSAD/ERGO/PEI/ITO) SA] Fe(CN)y ol &ol s ¥ 2=

o, ol Flokair Fol ulf A Wk ohle s} ol ol ¥Agel wHowiT

(4) DSADE 7153} ERGO FWH o] A7|3tetz Zujga]

Zyzy AolatA AEE IT0 A=) BQ &l tigt d7jslers ZujadAs (Ve T3 2Aeke = 69 (M)l o
el Qi)

I A3}, FRGOZ /|45 1T0= BQY $Hdoll hah mlxgled ITORTh w9 ¥ A73tes Zujadds Yehdd
t}. o]g]d ERGO T & 77|38t Zuj@Ad L FRGOS HE T, & AVAREA 2 wWE o]FAx}
o]% %o 7)¢1§t}(Khan et al., 2013).

DSADZE 7]53}% ERGO ¥W o] -5 BQY #7)3}ehs S AdsA =y, oleldt TS dA7|gstd Akslal7]
W =2 Ar|gstd ZujgdAo] thA] YEA FHU)

OR.EERERPEE R

2 Ad] 20 w}E ODSAD/ERGO/PEI/ITO % RPZ FAE 22} FAS o]&3] Mouse antigen HES ¢
AME Q%] ELISAS F33F3itE. o714, = PBS W3 U9 HQ 2 H0, EF-E Nl A 25 AIZ . HRP

A= B0, A FFolA HQ7F BQR AtslE| =2 Zujsl | AAE BQE ODSAD/ERGO/PEI/ITO EAA oAl A 7] 3}sk7]

o AgEe Be A5 ARE Ada

% 69 (B)o] HQ % HO,E EFFHE PBS M3 el Ae] 47] MgaMe] OV $9S vhehygi.

gl
o Al

Ul

AL

el A,
A A =

Mouse antigen(1lpg/mL)ell thall =
O

T A, el ¥= AirE doidlent, ol adE HRP A oA
ﬂd@%ﬂ T& T FE S EAEE

SEEES
%

=

B antigens AREEHA 95 dix A Ag (VA ofF A2 el 93 AR #EEHAE =
o]l wudel At 8l H0,0 H7|setH fhedo] whE AIfo|th. Rabbit antigens AHEF vz A AH§-

A antigen AFEH e iz Ade] 499 A fAsTh
oleld A, B el wE WA} S SolAUS HANA =

% 6 (0)ol= Ing/mLolA 1pg/mL7bA Zb2F A2 ©F2 Mouse antigen % Z7AsA A= T sk ¢V &
@GS YERRSIT.
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[0151] 1 A3}, Mouse antigen®] H=E7} F74ge] we)l BQY 9 93 AFI F4ES o 5+ Ut
[0152] = 69 (Dol wiAEY Y 93 AF vs. Mouse antigen =9 RIAZOR EAE
EFI ATt
[0153] I A, He Fr HYel A4 wAEe 2 93 AF vs. Mouse antigen &%
7F #AZE Q2™ Mouse antigenol Weh FEA S Ing/mL=2 UERRTE.

k1

)

F1

g
~

(\(\/\)k(m + HZI\—Q

Patterned ITO on glass
ITO

1 2 3 4

Glass

f

H()

o mm

HN ]ll\ ll HT\

m/\/\)LN—Q—NII
- H

Ceva FWA*<}
HOBt 3
(1a)
. \P
0 pem, TFA

0]
(Y\/\)LN_@_NHZ
S—S H

(2a)

RT, 12 hr, Stirring

HCI, NaNO,

0]
MN _@N2+cr
S—S i

Ice, 30 min
l |
S S
=0
HN HN N AN
QOO O O O ¥
+ SH
1\2 cr
S EEE—
Electmdeposltmn lestrochemical Cleaved Anti-Rabbit Antlgen
Oxidation of 1
&
&
7, O
S 5
S S S
HO-S -S

_

R“bb“ A““ge“ TRITC Anti-Rabbit Anllgen
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k1

g
3%)

1% PEL 1 hr

7]

—n
wn—un
w
w

Electrochemical
Oxidation

Reduction

Sandwich ELISA

1. Cleaved Anti-Mouse Antigen S
2. Mouse Antigen S
3. Anti-Mouse Antigen HRP
HO-s‘

Electrochemical

Electrodeposition
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S
5y
o S
HN o
(]
N HN
HN

N—n
w

0]
H
H,O H,0,
&
HRP
cv
o :
Ore 2 g
Q
Potential

Cycle 1
Cycle 2
— === Cycle 3

RV
0.8 A
00 | () (B)
—-04 4 3
g g
£
=08 =
Py 1}
1.2 — 1stcycle
‘ ~-T~ 2nd cycle 00 -
0.6 0.4 0.2 0.0 0.2 0.0
Potential (V vs. Ag/A¢ ="
0.6 0.6
(©) (D)
z z
E 04 J 504
=] o
o o
2 2
= =
E' 0.2 ‘E
s i
E / E
A
0.0 1 Sl 2
170 168 166 164 162 160 170 168 166 164 162 160
Binding energy (eV) Binding energy (eV)
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0.4 0.8

Potential (V vs. Ag/AgCl)




Current (pA) Current (UA) lﬂ

g

F1

Current (HA)

Current (HA)
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1™ o|(®B)
g
= = 20
(=
£
=]
1st Cycle a 1st Cycle
DG ——— 2nd Cylce 40 ——— 2nd Cycle
_______ 3rd Cycle ———— 3rd Cycle
-0.9 -0.6 -0.3 0.0 0.4 0.0 0.4
Potential (V vs. Ag/AgCl) Potential (V vs. Ag/AgCl)
©) 1st Cycle 150 {1 (D) Bare ITO
——— 2ndCyce S || | @ ERGO/PEIITO
S 3rd Cycle 100 | ~ ———- DSD/ERGO/PEI/ITO
B0t g —.—-—- Oxd-DSD/ERGO/PENITO
=3
= 50 -
£ ST~
30 | 5 01 ==
O
-50
0 -100 A
0.0 04 0.8 1.2 0.0 0.2 0.4
Potential (V vs. Ag/AgCl) Potential (V vs. Ag/AgCl)
6
200 20
(A) Bare ITO (B)
———- ERGO/PEINTO 0 | S
100 4 e DSD/ERGO/PEINTO , == R
~—~. Oxd-DSD/ERGO/PEVITO! & ol T TT= —mee=EF T
/ = PR e 7
[ 2 __/_’ /.‘
g 40 T y
-100 | S TS
: E No Antigen
-200 | v P Rabbit anti.gen 1 ug/mL
———- Mouse antigen 1 ug/mL
-0.8 -0.6 -0.4 -0.2 0.0 0.2 -0.3 -0.2 -0.1 0.0
Potential (V vs. Ag/AgCl) Potential (V vs. Ag/AgCl)
20 < 35
& D)
0 @ 30
-20 3 25 |
o
a0 T : B
4 ..__'\.\ ./_ % 20
No Antigen™~._ =
60 1 ———. 1ngimL e Z 15
—————— 10 ng/mL o
oy (RN 100 ng/ mL £ 101
00 1 === Thg/mlL ‘ 8 5 . : : :
0.3 0.2 01 0.0 10+ 1073 1072 10 10° 101
Potential (V vs. Ag/AgCl) Conc. of mouse antigen (ug/mL)
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