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FA)e gdx FER A8 Zi" RS Yehit. (B)E Fo| 714 A dAE SERS-EA HEY dHEE
YERAT (C)“ CMC-AuNPs 932 ZRAES 7] A o £o] 7|49 Abdoelth, =AY ul=5 m.

L 2% AWNPs 2 CMC €919 54 4 Z3E Yehd Zolth. (A)v A E AuNPse] TEM oA (=AY u}=50
m)E, (B)E AuNPse] 7] BXE, (Ot Z2o)=4 ANPs9 WW-Vis &4 29 EHS, Dt 714 & &
ZoAe] CMC &9 A=E vEhdT.

374 Jdolgt FZeo] CMC 8HE o83l AT Fo] 71A dolAe] APse] #¥XE yeEld Zolt),
v}=500 pm.

ﬂli

3
7
4= E g wE Fo] Z1A AelA AwPse] BEE YERd Tolth. (M) Fol 7A Aol =dH
AuNPs @ =L9] SEM ofw]A|E yepdth, A1 Bl=50 pm. (B)i= Fo 714 Aol A AuNPs(=&4) 3}d3) o] &3
S uEbd =oltt. A7 HE=500 nm.

B 5E () 48 Folsh (B) $aE WA Folo Hl el Uil Eolth, 279 vl=50 .

[ K

e o

H

& 62 CMC-AuNPs-ZHEH Fo] 7|4 EDX #dw4 % #E 39 2das yehd Zolv. 2AL ¥k=500
nm.

= 78 5:1 H$9 (MC:AWNPs QI 33 TAEA MC E=(ZZF 1 wt% 2 2 wib)o] W2 1356 cm | HI=o] A
o] kA 7] S YEld Eolt},

T 82 CMC-AuNPs ¥ =19] A3 Axts Yepd Zoltl, (A CMC €9 2 AuNPsE ZHz} 5:1, 7:1 2 10:19]
37HA] F-yu)& ZEsk CMC-AuNPs A3 &M Zdy 340 wE 2 AVIE vYeEhiy, B)E 2-wth 7:1
CMC-AuNPs 3 €] =2 AdAS Yeld Zolu}, RD=At] ¥+ HAL.

%= 9% SERS-EA(CMC-AuNPs A =Z17F ¥ E) Fo] B F3k(bare) F°] Aol 1 mM 2 1 M 5% RhBe &
T A" EHS YERd Zo|t,

T 102 A4 & vlolgix fHaAd A4 SR EREH AFH SEAIEE B U] Fo] A Tlste] &4
gk gnt ~2FdEHS el Zolth, (A) 2 (B)E 47 odevlelzx E FEFHAANEY A AW 3xte &
E AR it gyt AFEo|t),

b, AR Felel B W w40 Aaa G o5 AAdE B ue w FAdos 4
7] 9% Aow, B Ay Wl ofF AAde] s @REE A o).

Ak g 28>
A S (111)AF =2 (Hydrogen tetrachloroaurate, HAuCly,, >99%), T4 HNUEEF FE(trisodium

citrate dehydrate, 99%), 7IEEAWEAEZ Q> JEF(sodium carboxymethylcellulose; CMC), = Ztiwl
B(Rhodamine B, RhB, >95%)& A]n}-<=g]XAH(St. Louis, MO, USA)ZHE Y3 RE A|ke A

S3e Agddon BE 89 183 MQ - ERSE A&l Az, T 0.18 m 2 A &
®

o

i
I

72.22 um/sec® ¢tER AZET o~ FRuE UL (Grade 1)E A Ar-L =g AR RE T8}

<717]>

F YaegAAubs) ol Z7] 2 FEE 200 kV 7FEFSEIA S EE JEN-2100F AAGANE T e g
(field emission transmission electron microscopy; FE-TEM, JEOL, Tokyo, Japan) .2 &}Qls}it}. FZ2o]=
A AuNPs®] V-Vis & =FEHL 1 cm H= AE o] 83Fo] CARY 300 UV-Vis 33 %A (Agilent, Santa
Clara, CA, USA)Z ZA3th. MC &4 HXi= DV-11+Pro %A (Brookfield, Middleboro, MA, USA)E 2
ol SA3sAT.

5 kV 7F&EAG A S-4700 AALALIE F3pA 23 v) 73 (FE-SEM; Hitachi, Tokyo, Japan)& ©]-&3fo] Xl



[0038]

[0039]

[0040]

[0041]

[0042]

[0043]

[0044]

[0045]

[0046]

[0047]
[0048]
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MC-AuNPs & ZH 3T Fol71Ale] Feld E5AS A3 tl. 7200-H oA =48 (energy-dispersive) X-
Al(EDX; HORIBA, Northampton, England)& AF&3le] A ®E AAHES] 94 S s,

- i
ox_, =}

A 2kt Al2~®l(Bruker Optics, Billerica, MA, USA)S o]&3le] 2wt ~HEHS I 53¢},
10 mW A=EE 2= 785 nm ol o= #olA FUS 20X dEAXN.A.=0.4)Z ¢F 2.4 pm =3 A7
sk 7 24 EOM-OJ 2 ER % 417-1782 e WSOl 5 om BHANER 7EaGT. A7) AHNEY
Aoz 23] F3staltt. 2k Alse it iﬁﬁ“E@O SERS-E4 49 o] 1071
Fo| A ZAH3F] AlFE(reliability)E elsdtt. 2 pl EA4& %O—ﬂ%%(analytic
EfS Brtstsi.

[
!
fato)
ot

AAle 1: CMC-AuNPs 3 9] A=

3}ela A8 %3 B AR A (Turkevich method) & 712E 3 FA Aol o& APsE 53 0t. 1l

2] 38.8 mM A AYEE F5ES 10 mLe 1 mM HAuCloll #7Fstar 2P adksbd A sk golE Aol A 90T

oA 208 B stdsirr. g A de w@MowRE Fe pAor WIlegrl. olF ws =

235 FEHOERZRE SA] AASGY. &do] Aor Yrhd wizbx] wike §A 38T}

233 =AY a2 Az Asked, 1ol ZZo|=4 ANPE 6000 rpnol A 108 Hob HEakm, Al
. FE5E ANPsE HEF NCSF A SF/ol A FE. Ce 5%

A Jas Fdselt.

A
=
fany

=
=~
w

o
=
o
o
BN

AAle] 2: SERS ERHEZY A=

SERS-Z4] HEE W glwlg BByl 7ke 97 HROS gaE =2 SRS o] ZIELS FAFAT. A=~
ColorQube 8570N Z#HE{(Fuji Xerox, Tokyo, Japan)E ©]83}lo] 8x20 mm =7]e] Folo] ZHESI QEN=
(Autodesk, San Rafael, CA, USA)el 2l&] tixlld 2 mm 44 98 FE3 28y BES T 1A ey
ot AxQEAA 130TColA 45% 5k Fo]9 SERS-84 Fi 9 iy RES AYg 4o g25 U3t
Al HEATNLL, oA Az

3mm A7 % 180 pm FAL ~€lde] P (cut-out hole)S FASATH. 44 SERS-F4 HF-E2 2 m A A
£ 7HABE, IE SERS AEE @7] st ~dlAd o Av)E olhith ¥ WA HESF keIt ol 4
A A g FEQl mtadde] SHoA AfsteE YR fREe ZugEoR 2Ig Ay adel 7
AATH = 1B). 4 plL CMC-AuNPs YA E z=®ld FHo] Hrista Edol=g ~uldg 7t2d8 osAH
FZeolE AolA 50T= 120% St AXARAT(EE]) . g5 HFAIR Fo] Aol MC-AuNPs Y5 ZRE

ato] SERS-71%53te 71412 Ab oz Mo] w= 1] vehgiTh.
Aol 1: ANPse] SAEA

A A E AuNPse EAIS TEM olujx]e} UV-Vis AFEHo 2 FEAFFTH(E 2). FE-TEM ©]n|A]=F-H,
AuNPsS ¥ A7 2548 mme] ¢H83 E-AMA (monodispersity)S YERAITEH. AP F&Eo0]=9] V-Vis 29
EfE 525 mo] Ho 55 (A= 7T dRbd o R, 25 WA 100 nm FEHelA PR A7E s B
A2l oz A4 €t

}“max_?“OZLl exp(de) )

o714 N2 A FF S YEAL, A Ao HAWEE dEbhin, de A 271E HERE(L=6.53
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% L2.16%10 =AY TRoeRele] P4z 448). AN B 94 271E, ANPse] W2 el 525

m¥ W, 31.9 mATHE 20). AuNPs= FZO|ZoA thh SHEHJoY, Aitd dxF A7]= TEMeZ SHE
QA 271 W9 el AT, AnPse] 271 SERS $4e el Fad ax F el

A 2: CMC §A A=

St
—8—_ w =
T= ¥ A Atk 4714 T2 X (MC §99 =&
AEE 57 718 we 7lshasA o= %—7?0}213}(3 2D). 3-wt% CMC &Y

Azeb= FANA FHFo] oele W, 0.5-wth CMC &AL HErp Y- vho}l Fo
et (E 3). A, 1-wth L 2-wth CMC A BT Fo] 74 Ao AuNPsE nE2A X 2
of Atk Tek, Fo] 7Y =& HH AVE OC £ HAAZA deE h=d AlA
F-oJshdrh, 1-wth 2 2-wth OMC v 55 T8 239 Z3Y JH9] 2Hoz e},

A3 3: CMC-AuNPs 92 ZIAEH Folo] ¥A

Zo] 714 Aol ZTHEH CMC-AuNPse] FE|S SEMe.= TFalm 5D oln|xS & 49 YeRfUL. AHE A
B AER2 AFEY AV BEEJL(E 44), BERE ARE Alold e 7xE &5 e &
25 FAFAR Folgt dEl(k 5) S UEhlle YEF ONC &2 AYHTHE 4B). AuNPse 2hih =9 E
He AT F A= 2.4 um 2HTA7](focal spot size)d WS ool AEZ QA AdF Ao 2 BExEc
(&= 4B). CMC-AuNPs-Z#-EH Fo] FWo 33 SEM o|v|A&= YEFH CMCQ]—/] £3tol 7]Qls ). e =
o]5 YAFSo] AuNPsQIA] opdA] AR5 AAGsty] flste], o5 A= xAol ek EDX-7]v A #ES &
AR TH = 6). EDX 3 79" (mapping finding) A3+ CMC-AuNPs- EQH o7} SERS 71A = AlgE &
Aee HERSITE.

Ade] 4: AuNPs B ONC &He] Z§ H & WE &3}

AuNPs<} CMC &919] n]&o] ul& =
A% B BAHE SERS-24 Hel
620 em (FFE F3), 1201 cm (M

Aol dA% gyt I I 5 RhB 4

T A% A7) WEtE E1s7] fsked, 2 ple 1 mM RhB(EFRE EHFEAS
A3)ske] CMC-AuNPs ¥ Fo] A& &89ttt RhBY A% gt va=
G2 -0 #3), 2 1356 en (FFE (-C A7) A eRbE | 1356 em ol

A% Fx WAz Astgich.

e e

el
S
=

Ad Zet AV1E YdeEllE FHe (M0 55 1wth 2 2-wt% CMC s=ollA H7lskich. (MC &3} AuNPs<]
387} 5:1(CMC:AuNPs=5:1)¢1 =3 &S A7 27F4] %9 CNC &8 o] &3to] A 23R, CMC-AuNPs <
35 33 wbE ZAYE J A A Bek AE5E FA3a L AVIE & 7 L}E}LHOM = 7°ﬂ e vpe}h 2
o], 1-wt% CMC &<Hol H]&l] 2-wt% CMC & =3teo] ¥ 3% SERS 4% ¥ W& AxE YERSIT.
o] CMC &9 B} =& e 3 F-=2 olsdtele 4HS Asfstal APsE 06}71 gEd 4 9t
(& 3). T3, ZTAYS gtEsto] 33t 5 50T A CMC-AuNPse] w2 HZ ¥gL AuNPs7t 7HgAME] =

HA = A& ATt SERS-EA4 F-itol 2 B¥SEE FRaiivt. weba, 2-wth CMC-AuNPE HA 9 ZHY

= A=
Y =Fom Agsigitt.

2oz, 239 ZAUY 3 gNoA AuNPse] F-H] S WA F|HAA 2t Al7]o] thdlk AuNPse] o ;Ezﬂ}%—
srolaldt). o2 Yate], 2-wth CMC &S 317] 37FA] Fuu] 2 AuNPse} &3tk CMC & :AuNPs H-3]nH]=
Zbzh 5:1, 7:1 2 10:1. 7] 37FA Aolgt FIu|E AlZg CMC-AuNPs = &9 vt A7|& =9 %TOH
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[0057]

[0058]

[0059]

[0060]
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wel FAske] & 8Acl YA ©]E F 7:1 (MC-AuNPs A §Ho] ThE W E A%

3 SERS FIHE dEhSIth. Hdl SERS Al71= dE F-ulWle] goig 23] XY

Howm, Folo wHelA NPso| g2 YAbE Abole] F vmrE gitome] §IAF A

HAbE = i A= gl mE Abede] ojs] SE T, o] JA]= SERSIl @A &

s Atole] ek JAF Froll ofdf FFE Wevh =] 2717 dAsa Al

SHE W, dAE e A g Ak
i E

AuNPs+= 71 dxtebr) B

B
)
Lot
)
BN
)
o
9
-
(@)
=
P
=
=
=
o
w

1 3d =43, BEAS
2 AYZEA] T2 g & 2EEHJY. R A7IE HE AFIE ol WstdadE EFsta 5% v T
AAAQ] Wol(variance) ™ SERS 71We] %2 AAAFS vehdlE= Zolth. wabA], SERS 4 459 FE-9&
A, A B AEEe 2 aiolA Ates el AESA fAd dig & U dY9AdS e
7HEHY s Ses
F 1
2 wt% CMC:AuNPs =1 gt A7
R zdg 85 s SD RSD @1356 cm (%)
CMC:AuNPs 1 3416.7 540.4 15.82
(5:1) 2 3456.4 366.4 10.60
3 3655.8 505.5 13.83
4 3409.3 590.8 17.33
5 3233.0 529.3 16.37
CMC: AuNPs 1 3331.7 310.3 9.31
(7:1) 2 5858. 4 279.4 4.77
5442.7 313.4 5.76
4 4492.1 421.0 9.37
5 3619.2 587.9 16.24
CMC:AuNPs 1 2501.3 434.3 17.36
(10:1) 2 2310.5 241.2 10.44
3 2840.4 395.6 13.93
4 2804.8 583.9 20.82
5 2553.8 718.6 28.14
*SD; 3= WA (standard deviation), RSD; “gul ¥ HAX(relative standard deviation)

A3 5: CMC-AuNPs 93 ZTHEH Fo|9 SERS A9 A#HZ vlu

et
Y oo,

238 ZHY 939 SERS S Ay Yste], 1 mM 2 1 M RhBE o] €3} CMC-AuNPs 37} ZHEH
SERS Fole} A A &2 gk Folo] gt ~HAEHS FHS I APE = 9o YERNUTE. SERS Fol
oA 1 mM RhBS] 1356 cm = WR=ol A o] ghak A]7](5,858)% 4428 Zolo]A 1 M RhBell the ZH7H(328)9] oF
18419 tk. whebs] |, F7+91 A (enhancement factor; EF)E 270 Aboldh 7|4 7be] gt A)7] xpo] 25 3l7] WA
2ol ol AAE ST

o
_1
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CMC-AuNPs
. ink
wax printed
SERS-active

15 mm

area
® K

|l ®

SERS-active
area (@2 mm)

labeling
area

5mm

BT
» 401

=

=

(o]

© 20

0 " |7 ——
0 10 20 30 40 50
size of AUNPs (nm)

C 1 D 106
- 0.8 =108 t
= L 04
~é_0.6- > 104 ®
$ 0.4 ®10° o
Q o
© 0.2 2102 °
>
0 : : 101 . : .
400 500 600 700 o 1 2 3 4
wavelength (nm) concentration (wt%)
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o

AuNPs+0.5-wt% CMC AuNPs+1.0-wt% CMC AuNPs+2.0-wt% CMC
viscosity: 157 cP viscosity: 924 cP viscosity: 8,158 cP

Er4

i) WA \ - v

7

HTACHISATO0 50 500 i
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1
(g
&

6000

intensity
Foy
3
T

2

Au

1 2
energy (keV)

3000 -

1 wt% 2 Wt%
CMC concentration
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=48

A 8000

2 wt% CMC-AuNPs -e- 51 + 7:1 = 10:1

o 6000 ¥ "

2 ;

4000
é *? i t 5 i .I. #{.
"= 2000 - : e
0

1 2 3 4 5
printing cycles

RSD@1356 cm™ < 5%

2000 -

600 800 1000 1200 1400 1600
Raman shift (cm™)

ZH9
8000
- 1&1%5&3 ig SERS paper
- n bare er
6000 - ! e

intensity
s
S

N
(=]
(=]
o

W AW Y M

600 800 1000 1200 1400 16'00
Raman shift (cm™)

o
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R=2 000
— — adenoviral conjunctivitis
5: 1.0 - — control 1003 1242 1342
L
>
by —
2 05 -
Q
)
=
0 = T T T T T
600 800 1000 1200 1400 1600
Raman shift (cm™)
— — herpes simplex conjunctivitis
:E 1.0 A — control 1003 1242 2
8
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