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2467, Stober,W.:; Fink, A.; Bohn,E.;J. Colloid Interface Sci. 1968, 26, 62-69). & WA} Aol A7}t
& IHsE U WHEe dupolaR2odd {FF5FW/0) mho]d §Hie] o] &S EedshEdl, oA A =
YedA (<20nm) 2] A7t ZYS 7FsskAl sissok (Han, Y.; Jiang, J.; Lee, S. S.; Ying, J. Y.Langmuir
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(TEM) gdelvt. (b ()= & dx=gt R (i) A7t d=dAtel sigets A71(47d) wxoltk. (¢ & d)
Multi-Au@SiO, NPs®] aLsf/dt= TEM @delal, (d)+= (c)9] ¥ ol 985 o5 gk 8ol

® 3 B AEaAA v 2 st @S Aelgk dwate] TR Adeld, olw A ATAE BY 2L
AF&-3EFA T (0.03 mmole). TFE wWhSxAe W3l §lo] HAuCl, &< (a) 0.5 M, 0.06 m¢, (b) 0.25 M, 0.12
me, (¢) 0.1 M, 0.3 m¢, 18]3 (d) 0.025 M, 1.2 meE A+-&3Fth (7] =l 50 nm).

Eo4E Al ATFAC] TRER Hlge] B o AMBARES ARSste] FAF A7t ynelzte] TEM dolth. T
Wk Aol Wal glo] HAuCl, (89S (a) 0.1 M, 0.03 m¢ (0.003 mmol) AF&, (b) 0.05 M, 0.06 m¢ A&
0.12 m¢ AFE 92 (d) 0.01 M, 0.3 m¢ A&+t (7] 9l 50 nm).

=4 Z}z} (a) 0.5 M (0.015 mmol),(b) 0.1 M (0.003 mmol), (c¢) 0.01 M (0.0003 mmol) 2 (d) 0 M (55
AFS); EE9 0.03 m HAuCly (589 & ARE3ste] A3 A8 Y=gt TEM g7doltt. ofg 18 7 %
AolA FAaE A7 ezt 9474 #xo|t).
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% 82 0.03 m 1 M HAuCL,(5~8<) (0.03 mmol, 241) Z 0.3 m9] 0.1 M HAuCI,(5=&<%) (0.003 mmol, %

)& o] g3l FAdE Multi-Au@SiONPs Z & A-71A] 34 A~ EZo|t},

9= E  AEEAA vES G ko] A AElg YAt
TAE 9 2 AFRSA T (0.03 mmol). @ TE ¥hE 7ol W M, 0.03 m¢, (b) 0.5 M, 0.06
0, (¢) 0.25 M, 0.12 me, 2 (d) 0.1 M, 0.3 m¢9] HAuCl, (F&M)E 2823491}, ﬂé%& = 47 (a) 4.60

+ 1.82, (b) 4.13 £ 1.58, (¢) 3.63 £ 1.72 @ (d) 2.04 = 0.68°]T}.
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A= Y 52 AHEsY (0.03 mmol). : ©FE whe 279 W3k glo] (a) 0.1 M, 0.03 m¢ (0.003 mmol),

) ( 01 M, 0.3 m¢®] HAuCL, (&) AREalaivt. Ht
+ 1.67 2 (¢) 1.42 £ 0.61°]gt}.
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E 1S A ATA Fe e st BAF Agd Undat e F yant 27 Bxolvh. Ad” APAE ad
o= 0.03 mmol; e-gol A= 0.003 mol =5 AFESITE. (a) 1 M, 0.03 m¢, (b) 0.5 M, 0.06 m¢, (c) 0.25
M, 0.12 m¢ 2 (d) 0.1 M, 0.3 ml2] HAuCl, 58NS 223593, (e) 0.1 M, 0.03 m¢ (0.003 mmol), (f) 0.05
M, 0.06 m, (g) 0.025 M, 0.12 m¢ = (h) 0.01 M, 0.3 m¢®] HAuCl, &AL 2239, & Vwsty d4 =2

7= (a) 4.22 £ 0.88, (b) 4.21 £ 1.19, (¢) 4.40 £ 0.94, (d) 3.92 £ 0.98, (e) 3.60 £ 0.91, (f)
3.47 £ 0.97, (g) 3.29 £ 0.73 ¥ (h) 3.72 = 0.85%}t}.
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Al

ZesAega Zetold# =dld el {Polyoxyethylene glycol dodecyl ether ((CoHi0)z5CioHosOH, Brij3s,
Acros Organics)}, TEOS (tetraethylorthosilicate, 99%, Sigma-Aldrich), HAuCl, - 3H,0 (Hydrogen
tetrachloroauratetrihydrate, 99.9%, Sigma-Aldrich), NH,OH (ammonium hydroxide, 28-30 T &% o},
Sigma-Aldrich), Ale]ZFZ3:MA (ClHip, 99%, Sigma-Aldrich), 1-3AF=E (CHOH, 98%, Sigma-Aldrich), HCI,
HNO;, obAlE 2 oer& FHTE OE ARSI, BE AR wg A ARSI ARgl 9 BE

FeEl87ls &5 (HCL @ HNOg: & F-¥jHl& 3 @ 1 b= AlFetal 2eaa 730

o vlolgazddd WA dF 5 Y= s39-H2s} 7 =302 (Multi-Au@Si0. NPs)9] A3} F7] Ao

o5 F Uy Zoj-A87t 97 J=PdAt (o]8F "Multi-Au@SiO, NPs"9} £83h) = Hulojazodd ol A
A7F YA @4 F A ol (HwCl) 39S Fd deiglt. dulolazodde Adadaesy Zas
ogdell ZelolE =d X oH2 {polyoxyethylene glycol dodecyl ether, (CoH,;0)95C1oHy0H, Brij3s™}& o] &
gl A zHY. vlo]A 2 HAL Brij3vs™ (2 g), BRAWIAAA (n-IAAtsE, 1.6 ml) 28]l F7]80) (A}o]
SR, 7.7 mO)E EFIT 259 AYR ol5S ¢Hs] &AL EZA AxsTE. 1 M HAuCL(FEH)
ul

gl

s ALA 3023 wrRkelth. 1§ 30w1E i
2 = <A

=%
3li= B¢t TEOS (tetraethylorthosilicate) 0.05 m¢2} S=4F3} A4 =F {14.8 M NH,OH (=€) 0.5 ml}
=2 Aupo]A R e 7hetlar, v EES A4 12A17F ¢ aRkelgivh. whgo] gnE § wio]
ol AAFE ofAlE (20 m)& ZHFoe=HA EQbstEflal, o]o] 53t 2000 rpme.= A4 EE skl
H Multi-Au@SiO, NPs= oleb&=2 Hb&E M| 3sla 4 ste] AASH Y. Multi-Au@SiO, NPs$} & Yi=bhe] A
7] A& fal HAuCL, (7899 #-3¢ sx=s5 e 33t (0.03 mmol® HAuCLE AH&3H7] 918 0.5 M,
0.06 mb; 0.25 M, 0.12 mé; 0.1 M, 0.3 mé; % 0.025 M, 1.2 ml2e] HAuCl, (=& )S o]&3F3aL, 0.003 mmol9]

H
f

2
N

HAuCl4 0.003 mmol AH&-3k7] ¢1&) 0.1 M, 0.03 m¢; 0.05 M, 0.06 m¢; 0.025 M, 0.12 m¢; 2 0.01 M, 0.3 ml

o] HAUCL (&) & o] &3t

EA 119

TEM (transmission electron microscopy) %72 LEO-912AB OMEGA(Carl Zeiss, Germany) F3HA&0ZH S o]
ot s, Y= FHHAAAR 7 (HRTEM), EDX  (energy dispersive X-ray) 4 2 SAED
(selected-area electron diffraction)i= JEOL JEM-2100F &u]7dS o]&3}3itt. TEM o] & A48 Algs Ye
UAF =S 13500 rpmo® 5%XF F Wl ARt wFToRA A, O vE, JAES 25 100
woll AHES T FormvarZb ZEYE 8] A= Ao 10 we] Moz TAAHT).

B ogAEe hEn QU BY wAR, I5EE 0F F et mo-dest 97 tega (5 9)E §9)
W A PEE wEsdth. o)k ge eiAE FYH Aa B aEEe gt azeu e
T vhegiAst Qe Fo) AAT (in-si Z3ste ARe PSS TS, 2ze A9

ARA AN A, Ml ti-Au@Si0, NPst= Smtol A Zol WA Helt gl FA F Au” ol (HAUCL,

drel sgdel osl FAHUG. ol culolazelmAe FelsAddd  Fetelz =dd dH=
((CHO)xCullsOH, Brijss™) & AWIAAZ ahod AzHAT. vlolazodde FelAolgda 2eol2 £y

2 oE|Z (Brij3d™, 2 g), BEAWUSAHA (n-Als, 1.6 m) 2832 F7]8w] (A2 7.7 m)E &
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0.03 m¢ (0.03 mmol)S rjo]m 2o
3o 3083 wkEkgith, E UHAES 94 AFelA Brij3s™rF 5 Y Ad e vlola R
o AgolA FAAE AEEES Bkt gty e, wE FANEE BFEr] YA e =& plst =
257} "3t} (Jang,M. H.; Kim,J. K.; Yoo,H. J. Nanosci. Nanotechnol. 2012, 12, 1-5, Jang, M. H.;
Kim, J. K.; Tak, H.; Yoo, H.J. Mater. Chem.2011, 21, 17606-17608). Sog Ao A 3087 nHFSFH A
TEOS (tetraethylorthosilicate, 0.05 m¢)e} =2kt =+ {14.8M NHOH (5&<) 0.5 ml}S =382
ol HA 7het ohS, W EFES 12A1ZF FF 2ol ankeith. ¥kE gs S nlo
B2 ol ES Jhsle] B A, AFE Multi-Au@SiO, NPst ol 22 Wk A slar QAR sle] A
SHATH.
Multi-Au@SiO, NPs®] F#dA&m 4 (TEM) A4S % 20 JERNSATE. o] GAL Brij3ss a3k gulojaz
WAl BHojFth (= 2 a). /I 738 Agst
Uwgdate] A7) B¥7F Sk (Hi 94S 27,14 £ 2.92 i {= 2 b] (ii)}: 100 7} o]kl A

(<]
WAE ZASHYD). FU FaAE 2 Ao edAES # A F eRe dEddn, 7
e}

°

i
u
=2
=)
(RO
>
[>

A7} WjEH A ZFoto x84tk EDX (energy dispersive X-ray spectroscopy)s ©|&3F AAEAS A
EHoR = 287t o

El -
TeLE 7R UmdAzE Aejgt (Si0) WEZHE o EAFE dSslt (= 6). A
il

=R BH Ee FollE WEEHEE oA 3 Y=gl " AR @t ol w yUkthEe]
AaHor AzxEol A7l YeSizt dolArt HHHASS Deert. At ME"E | 5 Yt it
P 4.22 + 0.88 mAtk (= 2 be (i); 100 7§ oo Hg7t YrdAZ A8, asid= TEM
(HRTEM) <342 718 & Yeto] & ZAxolm sy = Aa &5 4 A (lattice-fringe distances)+

0.235 mE2A =9 ZAA fcc (face-centered cubic) T34l (111) AR HFWH ko] HA] SFHIIY (=
2 ¢¢ d) (Suh, I.-K.;Ohta,H.;Waseda,Y. J. Mater. Sci.1988, 23, 757-760).

B4 F7Yd oF 5 mel F YedAE 89 WolA oF 520 mm dFelA We ¥ AR IS YERd
t}ar &4 A 9l (Link, S.; El-Sayed,M. A.J. Phys. Chem. B1999, 103, 8410-8426, Kreibig, U.; Vollmer,
M., Optical properties of metal clusters. ed.; Springer-Verlag: Berlin, 1995, Link, S.; El Sayed, M.
A. Int. Reviews in Physical Chemistry2000, 19, 409-453). & 2wzt=52 Ag7} Y=gzt do] yzd o=
= Wx=se] 3W AT 39 (SPR)S Ao, A4 540l E7FssIglth (& 8). o3 2 &
Yeghs 8@ Al 9zhe] T4 (¢F 10 ~15 m)wEollar, £1Zto] U FAYA 9)zte] FHEo] E97]
o)), E wHzELe Ayt YR 378 Fgoan AyIt 29 FAES AA7ED g, 9nlo)
AzodA-71d Y=z} Az W A7) Ao gt HS AY

#Ha HFE gYgsigozH o]F 4 o). Brij3sE o83 A < Multi-Au@Si0, NPse] Z7]o digt & &
wo] oJake otolmy] 98] gl o] Ay o] o (B4 AAEA 1, wlolAme|W A sFEA =
HAuCly (589 e By 2 desle] Bt & 38 g4 vj&s =g st (AHEgAe digt &9
Hl= HAUCL,(5-8<) 9] Hu7l Z718448 Z7)s) Multi-Au@SiO, NPs¢] TEM A4S vehdtl. =
o] a,b,col YERA Multi-Au@SiO, NPsi= ZHz} vh2 H-3l9} 5%9 HAuCl, 0.03 mmolS 73 &HS o]&3ld
A5t th. o] Multi-Au@SiO, NPse] B 4 7z} 28.23 + 3.26 mm, 23.55 + 3.48 in 2 15.50 + 1.91
moAth. oledt A= ALEE & Fy7F gkl wet (5, AREAAA gk o vyl F71EE) Multi-
Au@Si0, NPs9] 7|7} #rAa3hs B Wolth, 28w, @ ko] B8 AFEeE MNulti-Au@Si0, NPs<
TEe FH A¥Hez FAFEAY. g

mlol A5 e 2PN E e

v

;O

-

i

> T
o

| Qold (= 39 ©). 73 9
o gom et 1 P4 HAT & 9t Aow AZHT: otk FnE
- T

skl Fo A4 w3k ofk wskstth, = 20 YERA Multi-Au@SiO,

G AFE ZH2F (a) 4.13 £ 1.58, (b) 3.63 + 1.72 I (¢) 2.04 £ 0.68°]t} (ZF A 24 100 7

ool YdAE HUteGS. & 9). AT 9 o 23E 5 Jngy Aes AWEddA O 29 v&

S WAooz gPHoR Aol £ USE QA= AL g FosiY. B dWREL = 3 a-c®
>~ 3] t

Kol
Multi-Au@SiO, NPs W & uv=tte] 34st ( N
7F = 2 YAy mziEet ZAwk = 3 Multi-Au@SiO, NPs Well EAjsts & VYxghe] Ho A5E A3
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o

& AF

=)

A st

o 1

)

N
2= T BA

tlo
=

Ak, ®Egh, o] Multi-Au@SiO, NPso] A7} 97t o H3s] |F F7 94 e 5 /1
o HE 2EToRN HL& o] F HAA (0.003 mmol)E AFE-3Fe] Multi-Au@SiO, NPsZ
s 4 9l v AW A gk Bo] uyl Z713EE F4dE Multi-Au@Si0, NPse] 7] Zpolxlar
(% 4); Multi-Au@SiO, NPso] Bt U742 (a) 42.73 + 2.70 mn, (b) 44.26 + 2.62 mm, (c) 44.3 + 3.16
m, 2 (d) 38.04 + 3.06 mATF. = 39 F Y=g {0.03 mmole] HAuCl, (&M o]Rale] &A1} H
wsko] 10 © 34E HAuCl, &< (0.003 mmol)= ©]-&-38to] A e Multi-Au@Si0, NPs Wl = Yi=Bre] A7)
oFzk Aotk ® 3 F vhwente A 9AE (a) 4.21 £ 1.19 mn, (b) 4.40 £ 0.94 nn, 2|3l (¢) 3.92 *
0.98 mQl WHA, &= 4 5 ynste] et 942 77 (a) 3.60 £ 0.91 nm, (b) 3.47 £ 0.97 mm, (c) 3.29
+0.73 m 2 (d) 3.72 £ 0.85 mAt (2 Al8oA 100 7 o] YedAE Hrledds. = 11).
Multi-Au@SiO, NPs®] A7]= AR&F Yol | A4 (HAuCly(ag)) o] &S WA o2H Fs] Aol
AR = 2 {IM 784 HAuCl, 0.03 me (0.03 mmol) A&3le] FAsH), = 5a ¥ = 5b Multi-Au@SiO, NPs

o] Wit UAL 77k 27.14 £2.92 mm, 36.30 £ 3.08 nm L 40.79 + 2.76 mtt (ZF A EoA 100 7} o)A
o YfAE AU S). olgs AdE v ATAY sE7F 2o ¢ e Ayt ux=gdAt 348S &
o] HolFErk, 3, g A Fe Uri%g ok At YA da 944 (& 5c 2 5d)> 4
AN A 42z 746 £ 3.12 mm 2 72 + 3.28 mn (ZF AlEoA 100 7l ol YxdAE Hrtetg ). o
AL FE Auio|a R dH ] %Hc}% (? P el EAleh= HCl1ol Fufjolqdrt: o] Eee 3hnky &
HAWCLZFE AAdE Zlojth. & dixEe 4 AFoA A7t Yyxegdate] 271e AMEEHE HCle 48 =

agozs JFHNOE AT & Aee WAT. A7 gl 492 olme wg g5e] Wak HClo]

S 4F Qe e 27l A4HoE 43S vMAE AoR dSUn,
gzold vl Aold 2FAE M AAel AP B4 s ne YeAA AN, B 2

—~

(s} =

2 EAS el Aolth. o]y 3t AF¥w YT FREL BFHAF ¥t (optoelectronics) (Maier, S. A.; Kik,
H. A.; Meltzer, S.; Harel, E.; Koel, B. E.; Requicha, A. A. G. Nat. Mater.2003, 2,

229-232), 1% dlolel A% (Hoinville, J.; Bewick, A.; Gleeson, D.; Jones, R.; Kasyutich, 0.; Mayes,
E.; Nartowski, A.; Warne, B.; Wiggins, J.; Wong, K. J. Appl. Phys. 2003, 93, 7187-7189), Zujjz-&
(Grunes, J.; Zhu, J.; Anderson, E. A.; Somorjai, G. A. J. Phys. Chem. B2002, 106, 11463-11468) ¥ A&
st A% (Zayats, M.; Kharitonov, A. B.; Pogorelova, S. P.; Lioubashevski, 0.; Katz, E.; Willner, I.
J. Am. Chem. Soc.2003, 125, 16006-16014)3} 7+ H-ofo] 2§ ﬂzﬂeﬂg S S Ao Jdn. A
7} 22 974 A2 5 Y=egAsE 8 S8 2HES MK g W F R 9
FHI k. H[E WY 3" 7 UYxdREel 5 Fol-4 Hhg oz A|=gx A}
% = g, 2R3 795

&<l Multi-Au@SiO, NPs

N

rz o
1
2
2 F
N
2
N
N)
ol
o n

O ox  oX op
o it
¥ %

4> rr ox
oX, o 2 0 N

)
=
=
4 2 2l
)
rlo
il
=)

-
20

©

(prejunction)} A&7 W
olgstel Wz bF # o
Bredrle 348 fA9 wjdw
kol A ZakE Multi-Au@SiO, NPs & A 2|7he] ®wHe] 53
FHAH 255 71HA F dS Aow 7ld¥y (Kleinman, S. L.; Sharma, B.; Blaber M. G.; Henry, A.-1.;
Valley N.; Freeman R. G.; Natan M. J.; Schatz, G. C.; Duyne, R. P. V. J. Am. Chem. Soc.2012, 135, 301-
308, Litz, J. P.; Camden, J. P.; Masiello, D. J. Phys. Chem. Lett. 2011, 2,1695-1700, Stranahan, S.
M.; Willets, K. A. Nano Lett. 2010, 10, 3777-3784).
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i=]
me] thE w Hegto] A7l mEHA e UG, FH T3 AL Multi-

el Ak e YredA (Multi-Au@Si0, NPs)7F Hupolazoldde] 7|wkgh WS &3 F4HA. A
5 %! 5
F wste] A5 AdaAAel tE 2o Fu AgEE Al ATA (HACL) S FS

=y
EH]
Surfactant (Brij35)
HAUCI4 aq) TEOS £
Surfactant | —— —_— L8
(Brij35)+0il NH,OH “ (@ = Au nanodot)
. Multiple Au Nanodots Core
Gold Solution Droplet — Silica Shell Nanoparticles
EH2

70
50
W 7]
'660’ o
e
[&] 40 4
%] 3
Qo1 &30
b N
O304 [=]
o 3201
0204 o
g gm-
=17 =
0+ 0+
234586738 15 20 25 30 35 40
Diameter {(nm) Diameter (nm)
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Full Scale 8352 cis Cursor: -0.003 (47628 cis)
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0 .03 mmol
804 0] 50 804
2l 20| (b) | axl (€) | gxl (d)
o i -3 | s
23@ C'(-a. %@3 geo
oxn 5504 B0
Ou 94:. Qm Ol
L3N o) o & |
5% 59 5.-,:«: 5%
E‘_ b=t B S
= mEEN > mAll = _nnll 2 [ |
- 3 ol -__ ol — -_ e | 1=
3 4 ] ] 1 3 7 1 1 3 7 § 1 2 3 4 s 8 T L] 1
Dlme1er (nm) D\mater (nm} DImElEl tnrn] Dimeter (nm)

0.03mL of 1M 0.06mL of 0.5M 0.12mL of 0.25M 0.3mLof0.1M
0.003 mmol 7 )
. (€)| ool () | ool (9)| sol (h)

Ogn ngn' 0] Qg
e | 2

© 50 D 504 Q 504 © 50
w 40 E_:.JD Esu' .u_}qu'{
5. =] | =
< u =30 <

g2 2 2.1 2.
g2 E au £ 20 220
E | !
210 i 104 S0 { . 210 {

o] -_ l - e e i — |
3 L L] 1 3 7 t 1 2 £ 4 5 L] 7 L] 3 1 2 3 4 5 L] T B
D\mBlEl (nm] D\meler (nm) Dimeter (nm) Dimeter (nm)

0.083mLof 0.1M 0.06mL of 0.05M 0.12mL of 0.025M 0.3mLof 0.01M
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