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Abstract

In Chapter 1, the history of morphology control of Au nanoparticles and methods for controlling their
morphology were outlined as background. The morphology of nanoparticles was broadly classified into convex
polyhedral nanoparticles, which can be described in Euclidean space as, "a polyhedron in which any two internal
points are connected by straight lines that do not pass through the exterior," and concave polyhedral nanoparticles,
which can be described as, "a polyhedron in which any two internal points pass through the exterior," and the
superiority of concave polyhedral nanoparticles was demonstrated in terms of photothermal conversion efficiency.
In addition, drug delivery systems using plasmonic nanoparticles and combined chemo-hyperthermia cancer
treatment were outlined, and the objectives of this study were presented.

In Chapter 2, the element distribution, crystal planes, and growth direction of spines of Au-Ag nanostars
(AuAgNS), classified as concave polyhedral nanoparticles, synthesized by the reduction of Au** with ascorbic
acid in the presence of Ag™ were clarified, and the growth mechanism was examined from the perspective of
underpotential deposition (UPD). Elemental analysis revealed that Ag forms mono- and multi-atomic layers only
on the top surface of AuAgNS by UPD, and the thickness of the Ag mono- and multi-atomic layers could be
changed by changing the Au/Ag ratio from 20/2 to 18/4. Scanning transmission electron microscopy revealed
that the growth direction of the spines was <110>, the sides of the spines were {711}, and the tips of the spines
were {111}, revealing the formation of icosahedrons with twin boundaries and the epitaxial growth mechanism
of {111} in the <110> direction from the vertices.

In Chapter 3, Au-Ag nanoparticles were morphologically controlled to have absorption in the near-infrared
(NIR)-II (1000-1700 nm) region by UPD and seed-mediated growth. The effects of seed morphology, seed
concentration, Au/Ag ratio, and Au and Ag concentrations on the morphology of the nanoparticles during
morphology control were examined. The use of seeds allowed the nanoparticles to be morphologically controlled
to have a concave polyhedral shape. The nanoparticles synthesized using nanopolyhedrons as seeds had a
morphology similar to AuAgNS at low concentrations of Au and Ag, confirming the formation of icosahedrons
with twin boundaries as explained in the growth mechanism in Chapter 2. By synthesizing nanocubes as seeds,
it was possible to control the morphology of Au-Ag nanoflower (AuAgNF) in which flat structures grew from
the seeds. The AuAgNF had high optical density in the NIR-II region, suggesting that the flat structures were
involved in localized surface plasmon resonance in the NIR region.

In Chapter 4, a computational model was constructed based on the growth mechanism clarified in Chapters 2
and 3, and the average structure of the synthesized concave polyhedral nanoparticles was evaluated by calculating
the absorption and extinction efficiencies using the discrete dipole approximation. The accuracy of the calculation
was evaluated from the coefficient of determination with the absorption spectrum of AuAgNS, and the number
of spines and aspect ratio of the model in which the optical spectra and Amax matched were clarified.

In Chapter 5, AuAgNS was coated with silica (Si0-) by the Stober method (AuAg_SiO»). AuAgNS aggregated
when left at 37°C and 60°C due to its high surface area, but the SiO, coating suppressed the aggregation of

nanoparticles. The optical density of the AuAg SiO; was maintained even during laser irradiation, suggesting



that the SiO, coating is effective in suppressing the aggregation of nanoparticles in photothermal therapy.
Furthermore, a cytotoxicity test revealed that Au20Ag2 showed almost no toxicity even at a high concentration
of 500 pg/mL, and the toxicity was further reduced by SiO; coating.

In Chapter 6, the antitumor effect of nanoparticles in which maleimide-functionalized Dox was modified on
the AuAg SiO, surface by the Diels-Alder reaction was investigated. The amount of 3-
aminopropyltriethoxysilane modified on the AuAg_SiO, surface and the amount of 2-furan carboxylic acid bound
to the amino group were maximized by analyzing the electrokinetic phenomenon. The thermal and laser
responsiveness of the drug release behavior via the retro Diels-Alder reaction was evaluated, and it was
demonstrated that AuAgNS are excellent nanoheaters. The synergistic effect of the heat generated by AuAgNS
upon laser irradiation and the Dox released by the retro Diels-Alder reaction reduced the cell viability of A549

cells to 2.8%, exhibiting high antitumor effect.
The findings of this study allow the synthesis of concave polyhedral nanoparticles with high photothermal
conversion efficiency in the NIR by UPD, and load drugs via the Diels-Alder reaction, thereby enabling a

combinational chemo-hyperthermal cancer therapy with high antitumor effects.
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1.1 e
111 &F 7 KToREHIE RS & BE
1111 HEEEET ) KT

O E LD b/ A X4 (Au) LSRR (Ag) OF /Ri1id, RfEEE 77 X€ 4t
& (LSPR ; localized surface plasmon resonance) & L CHID AL AEN -7 EE © D, LSPRIZEL D
WAL AT BV, T KO A XARTERE, BEE. MR LMV H 5 (1], F, WK E %
T H7-DIC, vy B K, NER, + ZmiR, mEiR, B, Y XahE IS
FRED AuFET-IXAg T VRPN ERESN TS [2,3], b0 F 2hifFik, =2—27 U v RZER
IZBWT TN D Z Kb, SMBEEL RV TE ST <ORITHLmK] & LTSS
R R E D,

Au T R OFERERIEIA~OBALNE 1996 221 T RN KFD Martin I L5 7 v RiRT KD
BRIEDORREICE > TEE VDT [4], Martin X7V FF ) ZHEREHFHNE L CTHWST 7
LU— MEZ®E LT [4], BUEDO 1997 FICENLHIERFED Yu HiE, ~F VT MY AF LT %E
=y Ah7u I K (CTAB) % &A1 5 BMIKFT TESULFHRBLIEITCNC X 2RI oL
Aut /oy ROAGMEHRE LI [5], ZOFECI>TERINTZ AuT /2y ROWILART v
KRB Ama) DT A7 MKFHEAZGEF L, A HO Au 7/ 7y RO/ E 72> T
el

F BT OB T v ATB W TRSLHEEOSEN L S T& i, v— NENRERE
INEBERGRESIELED —>Th D, ¥— FEIREE ST, @BAEA, EioHl, v v v 74l
R ERRICERNICER IR T /a2 — e LThBsEs2 & TCy— RN ETD
WA & 0 JERERIEIT 25 FIETH D, 2001 EICH T AT 0 T A FKREFED Jana B, DEOHRA A
v (Ag") & CTABOHFIEFTLH)-T AL E VR (AA) 128D AuA A4 (Av¥) OEILKISIZE
D3—4nm®dD Aut/ v— RERESHEAuT /vy REHK LT [6], 2003 4Ei21EY 2 —V 7 TRK
@ Nikoobakht H1E, [FHEDOFIEIZ L > THEMRINTE Au T/ By ROT AT MEBEER T O
CTAB XV DN TAFAT v E=U L7 K (BDAC) OEAHE AgDREIIKGFTHZ L%
i L7z [7]. Nikoobakht b 23tE L7ZFIEIC LV GRS/ AuT / =y RIOEH T b EBYREZ X
U &T D8I H ST 5 [8-10],

¥ RN RRERIEIC L > THREN DRI OFEIZ T/ 7 v RICRE Z 720y, 2005 418/ — A
U x AL RSO Millstone H1%, CTABZEHTOHWKT T Au v — REZZEBETHRESELZ LT
Au T/ PV X LEZAE LT (11, Au T/ 7V RLADEIEDHESLIC LY 2 u 4 RRKIZB T 5
LSPR VU B fILRE 2 FZERAGICAEA L 72 [11], S B2, AR ENHEREIX Au*° AA. CTAB DEE|C
Mz To— R OREITETT 5 2 LM, 2004 F2% 7 A0 T A F KO Murphy 512 &> T
a7 [12], Murphy HiE, FMEOKEICE>TH /oy KRF /) 7Y XAICMA2TH ) Fa—
T LT AT T FIOLOBRITH R LTz [12],
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Figure 1-1 7/ K F DTSR & FEGTHE

ARSI T R OREHEIE X EERRE FIEMEE (TEM) BlEIC L > TH LTz, BREL
ften O RR % Figure 1-1 \Z3d, 77U AAF Rl e FlElE{111} TH O MIEIZ{110}IZ L > THEK S
%11, 13, 14], ~FV2F L ke FTriE 7V XL LRIV TH DA, T OMmE L {111} & {100}
WHEWD “EBEETHDL Z E0NMEINT [13], —HF THF2—713{100} DA THER I D TERET
5 [15-17], AuC Ag72 EDEILNLTT (fee) HEEORM TIIMBEHER T L F—2MELS . {111} &2 B
e L THERETERT D Z NS TV D [13, 18], Ak & 1T DD REIFED#E L 2N E O £ 721%
BRI L CRFRICELS L TV D REAIREETH D . b & L TREM RIS LERM Th 5, LEN
Bl {111} 12 X > THERR S 4 5 (Rl [RldReh 2 FFOTERE T 5 [14, 15], 7 v RAREERT O AgtOF I X
STHEMNSR Yy REHERER Ty RRARIND Z ERMEIN TS [14], HEXGEE v RiXdesmn
TEMIC L > TR S, ZOMIEIZ{100} 7213 {110} TH D Z ENMES N TWS [14, 19], HfE
fa oy RIX[011] & [001ICELIA A MR TE 722 E D2 OMIE X L E NS v » N & RERIZ {100} F 721X
(110} TH D Z & HE SN TS [19],

Table 1-1 L FHEDAAREIC L > THEINZ AuREORE =RV F—

Au 7 h T LR —
mJ/m?
' (111) ' 1194 '
(100) 1261
(110) 1321




BILIRZR N = el U= Bl 72 I REI X 2T {100}, {110} 721X {1112 X » THER S5, Bl S
DiEmmE A RE SN D Z EITREREORE =R F —IZ KXo THT 25 Z LA TE 5, Table 1-1 TR
FHDIAREIZ L > THE SN AufifamEORE = R/VFX—4% 77 [20], Au fEdh O R T R/LF
—{X(111), (100), (110)3ZFZF 1194, 1261, 1321 ml/m? T Y fdkm O EMEILA11) > (100) >
(110)TH 5 Z & 3@ iz [20], 7€ THMIER A 22D TIT {111} BERH L7ciiE s & 0o
<. EROFEGEE &I LTI G (BK) O ITLE L THFEET b,

B I TERE R AT 50 /R Ofk S OFffE L I EMESER IN TE 72, LFTiEr Yy RO
R ZMRT 5, Au Tt/ vy RIEEEIRT O AgrH I L > TRlEMOTEENER D720 ik
B B ARSM CEm Sl TV D, A2 5 A L2WRIRH CORCEMAE L LT, Murphy 513 2003
FIZF /vy ROREBEISSREIZST D M AFAT =0 DR 5mEIENA] (CTAB) O~y
R 7 =T Ol ~DOWAERRME L CGTAB R LD 7 7 Vo F AU — VAT ED Aut /vy ROE
HHOLZEL &V I BB AR LT [21], CoTAB IR E REEHE L EWT AXABIC LY | RS R
THRES N TS {111} KD {100HIMHAIAE I, KifhEK IS CiTAB 3 F D _HEZ BT 5, TL%
JEHNREWIE EREERERE O C,TAB O _HEEIXLZEL, fiRE LTE7 AT MO F /vy R~Epk
£E3%, 200442 B — 2 KF0D Liz-Marzan 5 (3 Av**X° Au*lL CTAB 2 BV EEEREZKT D Z L%
AU, S BLOHFEICE O REEREDNEHGELS 2D 2 Ll2MA, vy REMELZEREMNIEOREE
TINARMEAHE T2 2 LICL Y AUORICIEr v RERTERINCA LD Z E 2L L [22], 2
DZOOHFTE BIZr v RAOREIZIERN /ey — RE2LEEE U, WL ECHEE KGO CFET
5 EfRMLTWD [21,22],

AGTEIE F COMEMEIZZ DHBOMZEICHOWTHERSNTND, £DO—21E CTAB #ekk
(CTASB) WEHEREFHZRZLTNDHENI HEDOTH D, 2008 F-1Z IRAMIS-SCM-LIONS @ Hubert
51%., CTASB K DFE & CTASB O Au W& ®7 CTAB D 155 THhDH 2 L &3 L, CTAB kX
DL RANCIEREERIEARE TH D Z L2 WME L2 23], L L., MoOBFFEHE T CTASB Tl R
MEBHTEZ2WE L, Au 7/ vy RREA~DOIKENMHTHH (UPD ; underpotential deposition) (245
Ag HIR TR EIIZRFEBORKNE S L Tnd E LTS, I T KFED Guyot-Sionnest © (% Ag
OARFBENLHTHIT (111124100} K 0 & {110} TEERMICHAET D LB L, 20T TIE Ag B+
JBIZ &0 {110} ETO Au OEEENKE KT L, MMoEORE & v v R~OEERIEZ ATHE &
% [19], S BIT, EIZKT D a7 At A A4 2 WaE O E S STV 5[24], 2016 4Rl 3~
A« =T YL RED Meena BT FENIFEHEIC K D N F At A 4o D Au FEsLE IS5t
T OWAEREZ B BT Uy R BAC SRS bl R AT RIS 0 F A 2 SR PR 53 1 D s 2 I3 %
LHE LTe, Au 7 1y ROREBIEIZHB W CTREEES. Agt. ~a Ak A 4> O&FNTRE
T ThY, REFEGONG L5 TWD [25],



1112 WEEERT ) KT
11121 WMZEERT ) KT O

W AR ) R OxF & 72 ZIREDMZ I AEE T ki CTh 5, MEmK L XM mik TIiER
WEEKTHY, =2—27 Y v RZEMIZENT TWEHOWThh0 R4 @ s 2wk &L
T EN 5, MEZEAER T 2R AT DUV TROIREIE & SRS 2 P K > TPl L 7a =X &
Figure 1-22 127”9, WA T/ B IC IXBCRAEE 23 2 IROTHIIC R Lo iRl 3 ROTHIICEER L
B PHROBEENAE DS s {EM R CoRERE TN, MEmEAR T K+ OA KX
2004 FIZITREICY T A e T A FRKFED Murphy HIZE>TH /vy KO/ 7Y XA F /) Fa—
T I — R EIBEIC L > TERTE 5 Z Lo sz [12],

MZ AT T 2 R OGRS & HIZZN D ORTHFPREDRI 52T e 572, 2006 12T A A
KEOD Nehl HI13EA Au -/ ki1 LSPR M EPHOFFEERICK L TRESE L, STk (NIR)
HIZRT 2 LMD LSPRE U —OENTMEE 705 2 L 2B 52 L72[26], 2008 FFITIET = —
7 K0 Khoury HIZ &> THA XEEH L7-EM Au T /R +OREIEIR T ~ »HEL (SERS) Hepk
& L TCOMRENHID TS Sz [26, 27], #4517~ SERS A BT A T 5.00X 103 THh 0 24U
Au T R MENTZ SERS M CTH D Z EMNEFES T2 [27] » 2013 FEI2ITV v kKD Wang
5723800 nm (lhmx AT HEM AuT R, AuF /vy R, AuTt / 7r— T ONEEHH I IA
BECTHLZExHRE L, Aut /2y FiE 15 mW/em? O/ VA L —H— % BREHREIZ LSPR B —7
D7 EPFERINTN, Aut /2y RE AutF /o —YDLSPRE—7 U7 MIHEEE ST, 2R
Aut 2Rl AuT /vy RED SHBWICLETHAH Z e L, B Aut 2B 2308 AD
BURIEZ IO LT 5EMEFHBIZBOWTAHE D 5 &Gt 72 [28],

B Au T KA OB TR Z ORISR AF T 2 Z L I3EHHEAL R, EBRAYITH 5 2
2725 T D, 2007 FRIZT A AKRFD Hao HIFRFHEIANE L 77 XE VIREEZEEGTHZ L
IZEoT, B AuF /B0 a7 EMREZ N END T T XE F— ROIRAKIZ X0 bk B
T & BHHEROM NS5 2 L 2 #E L7z [29], FIZ LSPRIZ & - THBl S 5 B I3k
DY THRINITHEMEND Z L AWML, MEHEAER T R0 77 XE o ORI 721k
BNEOND Z EEFFELT-[29], 2011 4FIC— B E~2 ¥ U 7 2 K5O Hrelescu b 138 14K
SHEMSE (PEEM), K= L X —8E 7-PAMEE, EARE FIEMEE, WS BEMsE o5 R &2 T4 %
ZEICE D EM Au Tt R ORFNER v N ARy MTOWTHA LTz [30], L—V R, WtE
A LTl S 7. PEEM B & B BB R A B S5 2 & CL MR v ARy MK
RHEEDFIRIZALE LTV D Z E B HZ L, LSPR B —727 & 2/ Au F / KOs O BRI %
A5 Z LT LT= [30],
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Figure 1-2 BRIRIEE D (a) ZIRITHICERE LI oE ) /R T & (b)) ZRTICRE Lz 2EIEE R
L () AR DG =R TR L7288 T b7 DR



1.1.1.2.2 WM mEAER T ) R F DB AR

W& AR T R 2 T 2 2R Au T /R & 3IEHL Au F /K O/ BB OV TR 2,
MZEARD Au T /R OERIEX, ¥ — FEISTRREE > — RV AGHICKA S, Tablel-2 (245
Au F R EH BT HDOIZHWLIEITCAL, Fv v B 7H INAlEZZnZiuRd. WINANL AA ©
RITIHE OFHFESC Au T/ K- INA~DRIEAERK. AuT /RO RGN 72 EOT= DIz b,

— RIS R EIE T CTAB [12, 2610 F L R Y A F AT =y L2720 K (CTAC) [31], 7=
VBE=F MU DA (TC) [32]. KT v ki) U A (SDS) [33]. AU b=rtrnral K (PVP)
[27, 34] CH ¥ v B 7 I — REREREMA, AA X° N, N- A F VRV AT I K (DMF) [27,
MU LT AV ERITTHZ L TARREND, 0L X (AgNOs) [12, 26, 31]. &b+ U
2 (NaBr) [311%°/kEgfb7 R U 7 A (NaOH) [35]Z2WMNT 5 Z & CHREOHIFENAEETH D, v v
B TANIRE ORI E LREEREZZSE5 2 LT Au T 2R 2 RTNICRESES 2 L
DG I TWD [33], BINAIE LT AgNOs ZfEHT 5 2 & THEMNE S — RO & RS Ok
FEMBESILD Z EDRHLNITR>TND [31], [FERIC BrOEELFEmINTHEY | FEDIRED Br
& AgNO; DFFEFCTAKT D2 & TRAT VR FNAKARETH D Z & WAHE SNz [31], Bré
AgNO; DAIFE F CORFGHepREIL CTASB OFERK L Au T /K- ~DWEFICL D EZEZ HND, RN
Fl & LT NaOH IZSUSIAIE D pH ZAIC LD AA OEITLHOEFITHNSHND [35], AA DiFETHIE
FOSAIR D pH IZHAFE L, pH & _EiF 2 & KitEizm B35 Z & BRHfE ST 5 [36], NaOH FRINATIZHE
RENT Autd LUV E 71T Au 85K% NaOH WINC X » THEIFITE LT 5 2 & THIER Au T/ kit
~ L JERERIME S 4L7z [35). TEREHIEH 7 =& A IR Th 523, [ UREIRICRVETCHI TH LT b
FZe FeiZomFT N ULE2E5hy— RE2RINT 5 LEREITe y RROF 2R E S iz 2
EInG | RICJRETCIRENTEREIC L 5.2 5 2 E RIS TV D [35],

T — R L ZEAE T CTAB [37, 38R A (p- AR F R 7 = =W T = =LK A 7 v ZKF — 7
U 72 (BSPP) [39]Z& AmiEMAlE L TIRIL, TC &idffb/kFEK (H,02) [39]. AA X° 2-[4-2-E F
X VITF )BT V=V X o A)LIR R (HEPES) [40]12 K » Tt 5 2 & TR/
DR ZERTE D, MBEET T /K DOEWETFHE~AT - ROFTFE & LIl EE 2 R~
CTAB [411%5DF ¥ v B VAl Z LB L LIRWERFIEDNHE STV 5 [42,43], 2005 127 FH 2K
O Burt HIZE Y APHIR LT 325D AA ZIRIMLEITTT 5 2 & CRER+ " mRICERI L 72 iE o
BT RO A HE STz [42], & 5HIT 2012 4FIIXENL B KD Cheng HIZ X - T AgrDF
FETFTAAIZL > TAWEZBEITLT D2 & THIRIEE DT AT NMESOARKZHIFEIRRETH 5 2 & B3
STz [43],



Table 1-2 £72 2B DT ) B+ DE M

. N Xy oS ; e .

BRIk A v /ﬁlJ VR A Sk
b il VAN

CTAB AgNO, EEi;j,bJ A 1206

CTAB NaOH PaNlsEiy [35]

AA CTAB., TC AgNO, Al [32]

— RIS R EE NaBr, 7]
CTAC AENO, peit [31]
B 4yl
SDS. TC ol [33]
G JPAN
DMF PVP. CTAB AL, 3 [27,34]
};Fg
v— KL AR AA CTAB NaOH Bl [37]
NaOH.
; il Ji7 38]
6
peiy] [42]
AgNO,

peiy] [43]

TC. H,0, BSPP gt [39]

HEPES i [40]

AA T ZANE VR CTAB : "X VTN P U AFAT E=0 L7 03I N, AgNO, . TR,

NaOH : KfgfkF Y U A TC: 7= @B=F I U A CTAC: EF NV MU AFAT UV E=D LY
=Y K, NaBr: 8&{kF bU 7 A SDS: RTUAGEET MU U A DMF : N, N-¥ A F LRV AT
RO PVP R =t U Ko PACl .~ 27 a5 W ARE, H0, : ile{k/k3E. BSPP :
ERA(p-ANEFT N T 2= )W) T 2 = VIR AT 4 KR A U 7 A HEPES : 2-[4-(2-t R o
FNY-1-E'RT P =V Z o AR iR



11123 B Au-Ag T/ BT OBEEDOREHE

AV E AgEDIAFE R T AA 2T 5 2 L TERIN D ER Au-Ag 7/ k¥ (AuAgNS) (TIIRD
Au/Agtb BT T HT L Chmax AT T 52 E3% 5, Cheng HITIREGIRIED Aul Ag kb & TEM @
FEE 5 Figure 1-3 1R T AR A 4278 L T 5 [43], Au & Ag DFEHERESCEENLIX AuCl/Au 23 0.99
V (vs. #E#E/KFE M (SHE : the standard hydrogen electrode) ). Ag"/Ag 73 0.80V (vs. SHE) THV |
FEIlZ AuNIETCSHL AUERZI T 5, Ag X7 AL B VR TILEI SN2V DS, Au i B CliiE T
SINDZERMESNTND [44], L7eh- T, fERIE N7 AuBROZRIEIZ UPD IZ L - T Ag 3k
T2, TOh, AgOBEHFIC L0 P3G Uiz Ag DSIEMEERAL & 72 0 RIS SR E T 5, 2 DR,
Au/AglEDSROAE E KRS ERTET D, Au/Ag b REWE & D7 BN & USRS R &
T HIOENHARET D, Au/Ag V/NE A2 DT 23V TEMEBAL MG 2 TV R E T 5,
UL, Au/Agtb3® DMEZ B R 2 L RT O Au 23D L TOR S1T/hE< 72D,

Figure 1-3 Cheng O 234278 U 7o s R H81E
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Kumagai 1%, S HIZH VA= ZEBEIGIZHE & L, BOBE#EZ3HMcHmE LT 5 [45],
TS =y 7 EHOR EIIFEHER STEMOZEICL Y AvtE Ag O (1-1) [TRTRIENAEL S
L TTHEETLAREMFE L EE B NERINA KL TH D,

AU +3Ag — Au+3Ag’ & (1-1)

Figure 1-4 (Z Kumagai 5|2 X - TIRE SN EMEZ RS, ZOMMEIT Au BROFTEKITER S
T AR EICERT S Au & Ag DEVFA 7RO T 7y FRREITER S 2 BTBREHI DI
TEHELELTWD, ZORBMAROEE T Au 77y b ETOHR AA 8 Ag BT 5, I HITE
TCENT AgIRII A NN = y 7 ERNISIC L VAR Au BT D Z L2 D, EfL Au LTI
B Ag ORILE TNAN=y VEBIENEL D, TOXIITLTAAILELD Au A A DIEITLIES
EHNR= 7 BHSOGE MY KT 2 & CRRICERET 5,

Kumagai & XM EER~ORRIL, @OWE RO L ENBEIRICILED Z & Z2RET
HELTOVDN, MRS ERET HMEZERICITHP LTV Ry, 512, AgD AuRE~D
IREMHT ORI A B ET D LT O Av BFERITRIC SN RICE DOREITH LT Ag B LET
HZENEZLNDN, Ag DT SMNIT > TRV, 2D X 512 AuAgNS D iR T AR
723 ST d

AJT =y
AgDIRTT ‘EW&ﬁE

» "

Bala B F I l i B

Figure 1-4 Kumagai O 2388 U 7 i RAEHE



1113 B EHEHR

TIRE=y I T ) RA DFFED — DD EVERERE Th D, NEVEHERRIIDL T XL F— DK
I E B TORBEW AT L 3% [46], Au T/ ki fI2xt LT LSPR B — 727 RO EZ BT 5
ZETEIBBEIN, G —FbOoRy by hrr bl MR—AEEKRT S, By
F L7 ba 3B F-EERIC LY B L L CEHREN R E Y . BUEHTL L7 IS -
TEEICE S TRFREZ LRSS, 20700, L—VF AL 138 s, ZobLx, BTEK
FH O NF =B LY ZNZILORE TR IBICE VR ORE EF- 25 & 23 [46],

T R ORERIENC K 0 @A FE 2G5 5T /R ORIMARA LI TE 72, 2007 FIZ
X KT Roper HIFEMRERE A, ROREE S, REIRE Tho. ROBEHORE Tu. HRNDO
FEGE Qo L— =1 I, T /R TIREIR OWNE A 75 BB F % R 28 H L, &
HED & BB H R 2RO D T & ITRE) LTz [47],

zm ’“dt ZQJ = (1-2)

Q =I1(1— 1074y X (1-3)

Qext = hS(T — Tsur) & (1-4)
Zmi Cp'ifl_:: Qi+ Qo Qext & (1-5)
Q; + Qo = hS(Thax — Teur) £ (1-6)

_ hS(Tmax - Tsur) - QO

1(1 = 10-4) A (1-7)

=

m : FROWRESE OE &
C,: BV &E
Q11 L —H—RURIRFOWIK D & DI EE:
Qo : L—F—HRERED RS DR EE
Qext = MBI
h : BMREGRE
S . ZOEERHE
Tnax © i L
Tor = 52D JHPHDIRE
A RO

10



L—HF—BRD Au T/ R IRER O = XX — "7 o 23 (1-2) TREND, | OHITFRD
R ELZOEEm L ARE C,OBOMTHY | jOHIIL—F—HERORMEOMTHSH, L—F
—HREIRED T KA RREBIE D~ D DFEEE O LANTBR R Qe 1T ZFNZNA (1:3) & (14) TERE
ns, 2nooXEMfNs 2 LT (122) 13 (1-5) ~Effifbsns, —F—BRKEFD 0+ Q)
FAHRTHDE0RX (1-6) TREND, TNHOXREZEHT D 2 & TRBERGR 2RO DA (1-
7) MEHENDL, ZOXREFHTLHZ L TH LIREDREZ F/NRIZ LT BRROENIC X 2 ik
INFIRETH D,

Table 1-3 123 (1-7) ZFH L TRD b T H RO TEREIKAFEZ 7”7, 808 nm D L —H—
MR YBERR T KT Th D AuT /7 U X4 [48]° Au-Ag T/ r— 3 [49]D N EVE#ASFRIT
ENEN512%, 312% TH DM, MEEAEM S ki1 Tdh D AuAgNS[50]1& Aut/ 7T U —[51]1D
HEVEHHRITZNTI80.4% & 33.9% CTh -T2, —HF TAuaT & Auv = /LVIZT Y BEE KT
H5ZETLy RUZ RLZLSPR B —7 ZF0F R (Au@SiO,@Au) DWEVEHENZRIL 47.6% T
o7 [52], 980 nm D L —HF —REHF AuT A7 4 T[53]& AuT /1w R[53|DNEERh R
NEI 33%& 46% T o7z, Au T/ AZ —DNBEHNRITE M S NIZTEREOIEWIZEL Y 60% &
78.8% Td 5 [53, 54]Z L MHMEEZ TV D, 1064 nm O L —H —FREEHZ BT T/ R+ OB R 72
JEHTD Aut /) 7L — AU — 7 ONEBIEHENENPHRE SN TE Y, ZDOEIX 23.9% Th 7= [55],
808 nm & 980 nm D EH 5 DWW RATI N T b 2B T /K 7-1% 80%FEE D IEEHNFE 24 L, ThZi
WL 2 R 12xb g 5 M AR T 2 R OBEALE D R S L7z,

Table 1-3 B2 2RO T /b F DO NBAEHBEHR

T hE KR HBE IR ik
N nm %

AurF/ 70 R L 808 51.2 [48]

Au-Ag ./ r—3 808 31.2 [49]

Au@SiO,@Au 808 47.6 [52]

"M AR 7 K

AuUF /A7 47 980 33 [53]

Aut/uav ¥ 980 46 [53]

Aut /7L —LU—7 1064 23.9 [55]

Au-Ag F/ A X — 808 80.4 [50]

LIEAT:SIN VS T Aur/ 757 — 808 33.9 [51]
Aus /) 2 & — 980 60, 78.8 [53, 54]
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112 FYEREI AT A

1.1.21 FEPEFEV AT MHHA S AR
WL FEV AT & (DDS) L33 E LE & - BT - REEICEET B I T 0 K ORITEH
EIRT 52 LN TE D, Wkt 25 X 2 9HKIE Figure 1-5 (IR d = RhY H—Lx¥x Y b
UH =D DIZHEEEIND [56], =2 K b U H— &3S & ERRRROBREDOEWEZFIH L7k
HThsd, = F U FT—I2IE pH, JEEHEICR T 2BLRTTMON, KERFRIREE, RrE DOBEE OIF
fE, NG END, EFHERO pH X 7.4 TH DD ESEOMIAERED pHIX 6.5~72 THY, <D
DDS 73 Z DENREWIC K > TEYD B SN D L O%EFSL T b [57], &kl e L THERET S
N2 FA L (GSH) 1303 MR N OJREE D3 i =L IEFAHAR T O E L U b 224 100~1000 £,
100 fi5 @iV [58], SAEALMRSC R NGHE DRI 31T D IEMEREHRFE (ROS) ORI IEFMkD 10~100 %
U [59], MEESALARIC AR CTE(ET 5 GSHR° ROS I X A L@ itz = R kU H—& LTH
4% DDS MESE S, TEEMEE TIIW< O OBZENBREZEH L TWD Z ERERSATND
[56], ~ NV w7 A2AAxXurasr7—t (MMP) |iMEEHOEEREZ 3T 5 2 21280 5
BCoOMEFAELEHET D, KR MNP2 IGEED T/ F ¥ U 7 IEAAHIR~OZERL & iR v A
HEDA LA ER ST [60], TEEFRRRS @ OKIR (37°C) 705 40 ~ 42°C IZHPFTHNZINE S v D
T L CHPBHRF D IER R AT 5 T & THEWKUH & 2T 28 b T STV 2 [56],
T2 K MY H—%FH L7~ DDS IZIERHARE~DOIFEME 2SI L. EEES A ER T 5 2 &
DHIFF S L2 A3, TRER I T OB IE R MREREE CORMMIC K2 HEBHE L 22> TV D,

Figure 1-5DDS IZF|H S5 R U H—
12



XY U H—IZK % DDS IZEWHH ORFZERPIBIENRFRETH D, =% Y b U T —ITITS,
e, B, BE, MRS END, KA RN L-BEOBKHEEIC LM EE L | i
1655 2 FIUIN U 72 B DR B X 23k iz L W DDS MER STV D [57], BT ETH 0 (K
DER A~ DY KNI ATREZR — 05 T RTINS R 3R 2 W RE L T DA v AT A
TIRTEIEI B CTH 2 [61], BEHITIFREMETHY | BREE CEMENNICHRRTETH D20
DDS IZBWTHERIM TH D, BEHE~A 7 a7 Va0 Ltk vy BT — 2 3 UTMEREIC—K
FYE 72 I3k e 7 fL & 281 A bk & 4 1) E S8 5 [62], EHITHIAIC/ER LB R 2 HRT 5
ZENEESNTEY, DDS & LTIEEMRY ~—_X—2D 7 (L L EI2ITT KA D DY)
B ZERT 5 2 ERHIRFEN TV [63], —H T, Mk~ DORAGRS UG OREN & 5,

IS ORI & el U ORI S I SRR ICEN TR T h D, RIS, SRITIERE. RIE, B
HPH, FRATRER]. RIA7e EOBEE DT A —ZIC L D HIENFHETHY DDS #FEH T 25 5 2 TihH
OFEEA LTS [64,65], %< OHIGENE DDS 1ZERIMR F 72 13 /T HDE IR K » THERY & i+
%o BUKEH & BUKSHN O e D FIEAMET 7 v 7 EAK (BPC) I ®/WIRIGEM DDS ©F / v
V7 ELTHROELFIHEN TS [66], HIEM DDS @ BPC IZIZBKIEIZT Y _UEBr | Bl
= haRB R EOBRPHAIAEND [67], FAIAFE NI AREONSINNT L > THAKEH & Bk
DINT 2 ABEAL I BAARREEN LEDDB I SN D, SR L AT TR A~DRATEE N
<. EBERAATRE BB G 72 EOEMLISE A S HIR S TV D,

13



BUE, JISETE DDS O#FZED % < A3 NIR BRHZ L 2782 HE L LT\ %, NIR (TZAEMRICL 5%
WX Z B Tz OIS N TV D, ARICE DWIUIEIC~EZ v Y EKICEKT 5, Figure 1-6
IZ~NEZ R EVRENMF~Er B RELFE L 16 g/dl O~NEZ v B URIREBEIL~E T E
VIR K OUKDOWSEE DR AR FME 4 759 [68, 69], ~F 7 1 B 1% 274, 344, 55535 L 1X915 nm
=2 by TR T ZERP LN o TN D, I b~E 7 1 B3 600 725 800 nm DHiPH T
~NEZEE YL BV, 1130 nm LREIZAK ORI A ALK & 72 0 B EIZ/2 51220 T)
FHEIIREL 2D, ~EZ 0By L KOWIEEMRNIEEESIT [ERONFEE] [70] & FEERTH
B EBIT, EERORZE) X, F—0#& (700 ~950nm) . % ~o# (1000 ~ 1350nm) &5
=% (1550 nm ~ 1870 nm) & D, AL D NIR ~EBKTIHEZEXHZ & T, KEND
B em E TOEEHERE OB ICHEISFIHA A LR TE 2 Z LI s T g,

1000
100
-+
= 10
]
=]
T
2
2ot
0.1 r ___ ()
— ()
— (iii)
001 1 1 1 1 1
200 500 800 1100 1400 1700 2000

Wavelength / nm
Figure 1-6 (i) ~E 7 2 B2 & (ii) BBRL~T 7 1 BB X O (i) KO E OB RREME
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1122 AvZHREPERA B ABR

IRTRER~D IR %% % " RE & 3% NIR I DDS & LT NIR WL 7 F X U MEIOF AN BR S h
TW5, NIRRT T A M S IREISE S T 276+ 5 2 & TNIRIEE D 7T XE B8
DRI HREREZ TR L= H 2T 5 2 N T&E D, 77 XE UMEHE Y OHEALIZNIR
ZRIAARRIZT 27200 Tl < ALFHRBADEFRADBAIRFE L LTHEMTH 5, REVEIEILHRIEDR
BRI LT HMRELE LTHETH D [71], BBYRIEOR L L THEDT v U 70K 0O
HEEON RN T, ZAMEZ BIE S EREIRE &S5 2 ERRESNTND [72, 73], FIZ
IRPYRIEIL DNA OEEZET 50K %2 6o [74]. 1> TUESAHRBGE 23 ViR I RIR BN R
TBRNROIBIETH D Z EBIIFFIN D P, FEE AR~ OB O 1) o= B ORI i &
2o TS [75],

MR L L TRHBASIND @D TO—2NRY (N- A4 777 Y7 I K) (NIPAAm) &
77 UNAT IR (AAm) OIREEERTH D, 74 AKF D Sershen HIZ LY 2000 F12, Atk
(AwS) -Auza 7 vzt )R LETNAGTELTAT LU T —%5Te, NIPAAm & AAm O3
HEERDOANA FaFAERENTZ[76], Z OIEEGERDO FIREEFEKIRE (LCST) XN ITARIR
XV EV, 1064 nm, 164 ml/pulse, /X)L AE 7 nsec., 10 Hz D7V A L—HF—BEHNZ LD 2D R
a7V L, A TF LT — ORISR LTz [76],

2010 T FH ARKEED You HITHZE Aut /R E LB AAIE LTy Y 2%+ (PTX) %
ALTHEE 7 ) a— it EAR (PLGA) ~A 7 vhi+OAKE#E L7z [77], 808 nm, 3.0 W/ecm?
P EOH T L — =B LB RPTNENC X 5 PLGA ki DRI & > T PTX O fitHniE
DRV (W

ke U CHERMEIE L CEaFEMEZEIR~ A 7 a7 bl S Tnd, 2012
FIZ7 4 Y v T REZ—I/LT VT D Carregal-Romero & [LFkAH X > /X7 'E (GFP) Z&TeRIES
NI NE AuT R EETRY @-AF L ZNRUEEF R T L) E R (T VAT I ) D
bl bEn EMRELEE~A 7 ah 7 EAE LTz [78], 830 nm, 3.8 mW/um? @ L — —FR4}
\Z X THTBANE D GFP D3R S 7=,

L — W — BRSHE LI L 2 B AR U7 X 5 IS BTEUC X A& 02 bz FIH Lz
HLONTEALETHY , WHE/EEOUWMNIC LD MIMBEITIZE A EHESI N TR, BAEEGD
GIric X % DDS & LCiE7 Y EAEBBAIOFIH 3 HE S Tund [79].
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1.2 WFREOBR
AFHSCO B L NIR ([Z @ BAEWLh R A2 & DT T AT T KA DERDTZDIC, AgrDFEFT
AA DFETHIGIZE > TER SN DM EI T /R T ORE#MBEEZH NI THZETHD, T,
U= R AGRIETEM SN AuAgNS DRREEZ ML, M AR T K1 O EHERE &P
REMITEN B4 %, & 512 AuAgNS 2% L T Diels—Alder SOG 2R L T A& L, L —H%—M
BT X2 DN AKIBOSEIRR 2595 Z & T NIR ZFIH LI RREEA 2 ATE IR O IR R &
a5,

1.3 AL OWRK

B ECIIAMREOE R L 72D Au T/ b O RERIE OJFE S & TERERIENE 2 Lz, S b
T RE v HZFIH LTz DDS O LWz R L, ARBFFEO B DWW TR TV S

B2 T CIXEA AuAg T/ R DIeE A B L OIS O E 1, fmEEA s nIc L, S
DIZ Ag DIRENATH Z T & T o R LB O LT,

WIETIIHE 2ETHOLNC LR ERE L o — FMEN R EEEZES LT 2 R 2 TEREHIE L7,
TERERIBEI OB 1) > — FOWME, 2) Au/Aglt, 3) AV B XA ORE L KiElLT 5 2 & TE
A Au-Ag T/ R EAR LTz, Ak LA Au-Ag 7/ Ri 10D L— — 58 M 4 4 UGBS 4
FEHEM L,

B 4 T CIEERR O HULMK & TTHER OB S 22 2 M FMEDEWET LDV I 2 L—v 3 U EITD, B
DARE R T AT N hnax DEIRZ A SN LTz, 1ERLL 72T /RO AR Y kL EFHET
ROT-RI % T 5D 2 & Thmax BT DEEEZH O LT, S DICER EOEERHAE
bE ST NV EER UMINSREZ T 5 2 & TR Au-Ag T/ KiF DR 2 et Lz,

55 TIX AuAgNS 12X LT U W8 LIBREDOZEME~DOFHEW L Lz, BAMIRIZE S
FHERBRICE > T, AREASE~DO ) D OFHFEZH LT LT,

% 6 FClE Diels—Alder UGS ZFHA LT RE YA E S V2B Lz, L——MREEOSEME &
TS EVEZ RN L. S AR O SERE Z 335 Z & T, AL FHIREDF A AR~ O f A% i
L7,

5 7 B CIIARF TR ORIE & R,
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F2E B Au-Ag T/ KT DOF A LR O

21 ¥&E
211 REMATHIZ X BT 7 BT O REHIE

&g B O EME L L TUREMATEH (UPD) 2iEim S Cuns, UPD &, WiRHF 04
A AP OB BAEAR ECIXAEFESRE LY b RIBICERWEMTHE (%) BrEosRe L
THHT 285 TH5, UPD 7 ut A0 L ZOIEHIZEICERALFOMEE THRIE L TE 7208,
BUE T b, WET, MERRFOSE~ LRSI TV [1],

R (Ag) DUPDIZE DT T XE T /KT OIFRERENBE S TWDH[2-4], 2019121 /A
KFD Satyavolu HIZ L > TAgDUPDIZL A /3T YT A (Pd) F /K- ORERIEA#E S 72 2],
Satyavolu 51X Pd J/ ¥ 2 —7ZH b Pd L 7 22 /LE R (AA). THEEER (AgNO;) ., ~FHF L
FIAFAT E=ULTHEI R (CTAB) B MRERKRICMNZ 5 Z & Ty — FESTRREREIEIZ L -
TH IR a2ar LT 2], ARG % i 9% Z & C Figure 2-1 IR T mWERHI= (/L F—%2 H D
24D {730} & 8 OD {111} 76725 PdF /R F 0 TWD 2], S HIT, B4 42 (AghH DIE
FAETFTTIE Pd T/ X a—TOHRBERIND Z LD, EROEERE O OEKIZIE Agh
DARFIRTH D EMEIES T [2],

U TR VERLRFED Tran H EHHITRFED Qin HIZARY (PTUVAPAFALT U E=T L) L
AgNO; Z B EIRIFIETH & LTZF Lo 7Y a— LA IRINT 52 & TRRDERED AuT /KL
TEA LT [3,4], Ag OIETFE FCIE {111} CTHER SN D ENEERELI DT 2 ki B3GR S5 23,
AgRED LR L HTIENERO EIZ {110} <° {210} BT L ENSER S, kb AgTREN
BEWEETIZ 12 O {310} THERL S V72 AR OB SR S 7,

(b)

Figure 2-1 (a) {710}, (b) {111} XV (c) {710} & {111} THERK I N SRR
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DAL RS (fee) % & 2@ 8O/ ORI = 1R /LF —I% 2007 FFIZLHERF0D Wen HIZE - T
EIESHT R T DA AL (MAEAM ; modified analytical embedded atom method) (2 - CEHE &
72 [5] Table 2-11T Au, Ag 3 LU Pd DfEEHH DR E T H/LF— & &fbdhm & (111) & DT A DR
Rz d, BTO fec RRBIZI T DIRRDOIEE O S OEK T R/LF—DORE L {111} < {100}
< {110} THotz, BT, {(h10} OREZ R AT =L (a1} OREH T FLF—L 0 HRKEUVEA D
BHOMNT o7z, BhESEOFR T /X —F {111} EORTAIEKFELTEY ., 40° FE £ T3k
CHERMITHEML, 400 X0 KEL 22 LW T D EnH@ESNTZ, Lo T, {111} LT
AIIRIAT=ARNLFE —OHEIZAENTH 5,

KB AZIEH LT 77 XE 2T /2 Wit O R RESIE & 75 & OMENTIC KX D BEEHE TV < 2o
WE SN TVDA, AuAgNS DOFEEAHIICH 95 UPD OFRIZZ N E Tigam STV, KETIE,
AuAgNS REOFEBmEZP LM L, fifhm & REH 1L X— L OKREELET 5 Z LT UPD O%)
RE et Lo R 4 isin T 2.

Table 2-1 MAEAM (Z X > TEH I Au, Ag, Pd DFEREORE =R AX— L &MEEE (111)
EDRTHA

(111) & D74 Au Ag Pd

o ergs/cm? ergs/cm? ergs/cm?
{100} 54.74 713.20 752.33 1018.14
{110} 35.26 793.98 833.48 1118.93
{111} 0.00 639.79 713.44 926.31
{210} 39.23 841.24 870.84 1177.62
{211} 19.47 761.68 818.12 1083.88
{310} 43.09 820.94 853.88 1155.06
{311} 29.50 790.96 835.86 1117.26
{410} 45.56 802.61 837.36 1132.82
{411} 35.26 786.43 830.78 1113.38
{510} 42.80 788.87 824.64 1115.68
{511} 38.94 779.37 823.09 1105.01
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212 T RE|2F 7 RT O ZR TR

O RBEROa L N7 A NMIT T v ZHELUKTT 57208 ﬁk%f?74~@ﬁ%ié
Y5053 %A&@Eéhf%t{ﬂ IR T, BRETFEEMSE (TEM) BICB T 575 v 7 #ELD
T EW D TEIFOBRIE & LB B~ L7 %ﬁ%%7774—ﬂﬁﬁbtomﬁfﬁﬁwﬁ%
AT %ﬁﬁﬁ(mMDHsmM)@%Izw# 7 4 VE — G E MR T T T
OB ZYRT 22 LN TE, MfmOFEZ K L7 =kt (BD) BE21G2 2 LN TE D & 3EGE
ENTW5 [6],

WNEZ T T 4=k oTH /RO, k., MEBEIRIT STV D, 2012 4T
T R =T REFD Goris 1L 3D ~ & FAEKR S AuT /2y ROJRHESE D OGS % K A 7
— L CIRET D FiEEHE L7 [7), HAADEF-STEM % EAEK9 25 Z & T Au T/ 1 v RO
FHEENHBL I, CTAB & Ag"OFTE FCHAEK SIS AuT/ 2y Ridflm & LT {520} &% & e fLir
N el e o7 SR CTh D Z LRGN [7]. 2014 FFi2iX, 7 MU —T7RKED Goris
ST R X —EELR X B eiE (EDS) 1L 3D ik~ v B S L ESRIENES T 7 =12k o
THBRESNZ3IDBEZHET D2 LT, AgF /) Fa—TDH N AR=y 7 BHREOGT OREZEAL & T
FHaRE FEICIRECE L Z L 2HE Lz [8], 2016 Rl A AT /) 77 XE=7 AMEHT D
Polavarapu & & /L 3= 7 EHNSICE SR A Y Tz EDS BV T 7 4 —OfHTIZ LD . BHifkSh Au
F vy RSO INEAEROF 7RISR T 282 B 5202 Lz [9].

2019 H27 > P U—T7 KD Skorikov H X, Aua 7 & Ag vz mnbinbF/ay KeEF 7Y
A LIk L C HAADEF-STEM #4725 3D 4 % FitEp S & %5 (3D-HAADEF-STEM %) Z & T, ZGghi
é%kﬁm?x®%®%ﬁ$%ﬁ%bfwéﬂmo%%@IDSF%7§74—ﬁ§ﬁ%®mﬁ%%
%L 4% —J7C HAADEF-STEM k7' J 7 ¢ — (T B AVER COMENTTRETH Y | HREA
DB F/NRIZT D 2 L BN TE D, 3D-HAADEF-STEM 0 JE & /34T1C iD3D7mﬁiﬁ%hﬁf
BRETE L LxHRE L, 87 e XOBMRIZERK L7 [10],

MENET T 74— Ko THMARTERED T/ Ki1 OFLAORE fB S O BRI HE A TV D D3,
@%&%L%%o%/ﬁ%@ Kot (3D) FEREIZ DWW T OMFRIZA 72, D7, Mm%
J RIS D AuAgNS O = IRTTIEREZ T L, JLR o MZB 6T 52 L TUPD 25 E L
To RS 2 et LTz,

213 H2EDOHEM

ARETIE, AgDFTET T AA O AV DIETLIUGNE L > THEME LD AuAgNS DR % UPD @
BLEODORE Lic, AEOHMIZ, ZRETHLMNZSNTW o7 AuAgNS DInHR oA & kE )
M, FEdRmE A2 B S22 Ly &m%@ LB EDED 2L THARERBEEZERTLH 2L THD,
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22 EBRFGE
22.1 #REK
BRCIET N T 7 rad (D) BEAKMY (HAuCl ; FileiisE T3 IEARR) . M ER R
(AgNOs ; FIDEHIEE T3, BEERRR) . L(+) -7 A3/ Ui (AA ; FIOGMIBE T3, SRR R) . AL
NrA®ET N7 =F v (TEOS ; FHLFT3), 25%7 > E=7/K (NHsaq.; FIYeHigE T 3, 53K
Fk) . WY E=nrtml Ko K25 (PVP; FADGHIZE T3, BEAsR) . =% /7 —/L (99.5) (Foeil
T2 RIRERR) . Bk (18 MQem, Millipore) % FV 7=,

222 B Au-AgTF JBIFDERR
AuAgNS (X, Cheng HIZ X » CTIREINT-HFENNCETOEREZMMZ TERM L=, 10 mM HAuCl,
WL 10 mM AgNO; AR & Z#FTERTZT, 10 mL OBHMKICIIIN Lz, Z O, Au & Ag DAFHE
JUHEREIE 220 mM (ZEE L=, £ D%, 100 mM O AA I8 % 40 L Nz 1 5 FEFE#E L7z, Au/Aglt
23 200 /20 DK 2 Au20Ag2, 180 /40 Okl % Aul8Agd L&,

223 Bl Au-Ag T/ KT ORI
ARk LT 2 R EAR D 400 nm 25 900 nm F TOFEWUL ALY kL& 2RI AR Ay e EE &
(UV-vis, UV-2450, SHIMADZU) #fif L CHIE L=, JEEMELT + AR E/L (Asone) % i
L7z, BiKTANy I 7T Ry, X7V E—ATHIEL,

il e AT F OFEHE AR D 72 AuAgNS T8 10 mL % 10 [E#: 0 K LA A% L 100 mL ORI & 1ER
L7z, 100 mL ® AuAgNS i IZxf LT, TEOS & NH; aq.% H\\ T Stober tEIC L > THM LT U
Kif-% 100 mg IS LIERR L7z, & 512, 1 wt% PVP 400 pL /12T 9,390 Xg T 15 43z Doy EE %
T, BB AEBREZIC= S 7 —L% 10 mL W0 L7z, SERICRIREREE (2o 8= =K Cl,
BioChromato) T 60°C DT ¥ / — /L& SERIZAFE S H TV I RIEIT AuAgNS Z P B Ic il A S
Wi, fEdmtAlE, IEEE 40kV, 30mA T CuKofft (A=0.15418 nm) ZfEH L7z X #REHTEE (XRD,
X’pert-MPD. PANalytical) TIRIE L7z, 26§ %Z . 0.02° DA T v 7% A X T 0.6° /min OFHE T
30° 2B 80° FE CHEFANICHNE L7z, BlMEZFHET 572012, XRD Yr 7 7 A hZzm—L Y
BCTT7 4T 47 LTHLNZEEND Lotgering 7 7 7 ¥ — %% L7z [12], Lotgering 7 7 7 #
— % AT HERIX, JSPDS-ICDD: 4-0784 OFRET — X % S HEUE (BEMEUED & L THEMA LT,

F Kif DJERE LIRS E R4 (SAED) . JtHR A lkmbRidE S E 8t & Z oD
EDSHDO U @y R U 7 M ae 20 2 72 BRI A EiB A e - BM#E (JEM-ARM200F, JEOL)
Z W TIEELE 200 kV OFMETEZE Lz, HEREHIBMKICB SR 2~ 7 n ) v
R B2 2 pL i F L2ERHP CRBlIc i@ S t7a%, 5 ul Ok E 7 U v FEICH T LARKCTRET
% & TR IRAAR ) B LIERL U 7=, 5% L7- SAED #41% ReciPro (ver. 4.831) &~ CHtH
LB ETE & g U, sl a2 e Lz,

EEAECERS (EM-21311HTR, JEOL) & HEAEES (EM-21010, JEOL) ZMlAGHEDL Z &
T-72° /B 72° £ T 4 43T HAADEF-STEM % %45 L7-, STEM %% TEMography© (SYSTEM
IN FRONTIER INC) Z MW T LB AT 52 & T, =%kt 3D) M EZ I 74 —%5
% L7z,
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Aul8Agd DA FIBFEDRIFEREIZ K W AT MV O, KBSV TF =RV E —(FE
AN AT LR (UV-vis, v-570, JASCO) Z#HW T~ 7 XF v 7 AL —F—THI LN 5 500
nm 7>5 700 nm OHFIPHZ 18 FHEIZ 100 [EIAIE LB L72, Z OFE, @K 2 mL 2% LT Au, AgH
JOY AA DRI Aul8Agd DA LU L7205 L S IRMEZFE L7-, JIEIT AA IRINEZIC
BtA L7z,
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23 FERLEBE
231 BA Au-Ag T BT DOFRR & &1k
Figure 2-2 IZH R L7 /R DR DI & Z DWRIXA T MV ERT, IWROBIZELL L
BETHYD ., Au20Ag2 Dhmax IE 650 nm, Aul8Ag4 Dhmax 1% 633 nm ThH o7z, Au b AgdD a7y v = /b
T RiAE Au AT A KK LT Ag o ADEL R D L [TTNV—2 T b7 M52 L0
HEINTWAD[13], AAIFAg ZIEIL LW [14]728, Agld AuNS ORMEIZUPDIZ L > THH L =
NWERLTND EBZBND, L > T, Aul8Agd Dhma 75 Au20A2 Dhmax & D H/NIWNT &
X, Au20Ag2 & LHEEE L C Aul8Agd D AgENENZ L AR L TWD, 52, “ODREND hnax I
BUIDWFEEIITEAEENRNT ERHERSIIL, BFEEN Au & Ag OREITIKITFT 52 &0
IRENT, TDTEND S Aul8Agd D AglElE Au20Ag2 LV HIENWZ EBER B,
Figure 2-3 1 Au20Ag2 & Aul8Ag4 O XRD /X% — 2 %7~9, JSPDS-ICDD:4-0784 & 539 %, Aull
T B S D EIHTRRAT R TCORE TR Sz, 111, 200, 220, 311 O E— 7 (7E L Au20Ag2 TiE
38.18°, 44.36°, 64.62°, 77.59° TH V. Aul8Agd TiE 38.19°, 44.36°, 64.62°, 77.60° Tdh -7z, B—
I NEDE VIR TE RN 272, Au & Ag DFEFEEIT 040788 nm & 0.40857 nm TdH 5 [5]72%
E— 7 (EBIC L DR OFIIINEECH D L NEZHND, £, BERENLEHE IR Aun
O Lotgering 7 7 7 # —I%. Au20Ag2 Tl 0.25. Aul8Ag4 TIiX 024 TH V., iDL TN Hd )
ZHLIZEMLTEY, Au{lll} R EXF Ty UIRETDHZ LICLVMAKRE L TWD Z L &R
uZ% LTWb,
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Figure 2-4 |Z STEM-EDS T43#7 L 72 Au20Ag2 & Aul8Agd & DILF# 434 & EDS AT KLV ERT,
Au DALY S & i OREOBEIZa T (FOME) O A X3 50 nm TET AT R
D% HOREAT R+ TH Y FOMEITLLRTO®E & —F LTz [11,15,16], Au20Ag2 @ Jrik
~y BT hbIE, HOR SO T Au OB S 47z, EDS AT FL T, 2.19 keV (1T
AuMo D E— 7 NHER SR, BRRICAg 2B AT DI bbb Ag DB — 7 IR ST,
Ag GAHEN EDS BHIRAU T TH-7-, —F. Aul8Agd (L. BROEEA 10 nm KI5 Au20Ag2 ([ ZH
LU 7 EE 2R L, 3.02keV 1T AgLadD B — 27 MR Siulc, o~ vy B 7 OREER, Ag i3 AuAgNS
DIREBHERDIAFAET D EBH LN E R ST,
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BIZHITD Ag ORI, Figure 2-5 12777 Aul8Agd DRRDILHFE~ v B 7B 4341 LT, Figure
2-5@) 121E. Au b Ag DR~y B 7 ERT, RABROMER (v M) IEATRIEAINTZHEAD
BEHWOR Y 7 A%, Au & Ag ORE X BREE OS2 /R LT D, Au & Ag OFREIL, 50 (x
J51E) OAFEEET y FRNZI - CREE S 7z, Figure 2-5 (b) 121X, FEEEICKTT 2 Au & Ag D#E T & >
FERLTWD, BLBRIENZ 12, Ag & AuDSREBIZOT NI TN TEY . AulZBERL THL (6
nm) fHECTHRKRELZTR L, Agld32mm THRAMEZ R L THEL T\, T, e s ¥y
R D X DA D F#EIRICRE T2 Z 2 RB LT 5, BOKKRRD Ag DIESZ0WT 57
WIZ, Figure 2-5 (b) IR T L DIT, P ran D Au & FMANT Ag D3HEFE S 307218 rag D Z RO W
e LCRE LT, %EE%ET@#% SOESZFHEL, EDS THELZE T oy M7 4 v T 47
L TR L7z, Au & Ag @ EDS ¥ 7 F/LSREEIE, rau 73 3.92 nm, rag 7Y 4.89 nm D DET /L & 1FIF
—H L, AL UOEHRDO A DES1F0970m THDHZ ENHLNERST2,
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Figure 2-6 {2 Aul8Ag4 DA FHIZ 18 B> Z L1230 3 FhEGe A I E L 72N A7 MV DZE b % 7R
T WE LT Avt & Agh OKIEIRIZ AA N Z T2 B (IZERDO 720 Au T/ R+ DOTE R BE T 5 570
nm Dhmex 2 ©DO AT MURBIEE STz, 18 B, BOTERIZ &K U hnax (349 610 nm DRILEMNZZ
HWIZT 7 L, 2D, 30 S OHEEIZIT Ag O UPD IZ K Y Ana 1T 4 12 590 nm (227 b L7z,
120 nm OFH 7 ME, TR FREA~D Ag OHEFER D - D EH#EITLTWD 2 EEZRL TN D,
AA TR Ag ZIR T CTE VN, AuRHD AglT UPDIZ L > TIEILTE D Z EAVURIB I 72 [17,18],
KB D AghA A d, BHERE THDH Au RHICHEFEO L O IZ8R Ag Ji+ & LTI L7z,
DFEYD . AuDEBEM T RO E [FIRFZ, Au OFFE DR LT Ag OFTHBEIT L, Ag HF 7B
EShbEBEZHND,
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Figure 2-7 12 Aul8Ag4 KM% L k> STEM 4 <7, T/ FiHIZEAEEL LT Y, HE D
FEFRIRICHEAS R LTz, MR STEM f&I%, i E TOHE & RIERIC Au OB DO %
EIMICHVRE LCBIEREND Z L 2R LTz (1], ORI s RN HBRICBE Sz
4 ROFRIZIB W TREBBER ORI E T#% BBE L, SAED ZJIE L7, B FRIEENIE I 2 13k
WID 281 3B AN 11, Eﬁl Zlr & LORENTWD, Figure 2-8 (Z45HRIZ%I 95 SAED 14 % /R
9, TEM RV H—DE & %28 2 TR > C SAED 44 #5E L2, BN BN & L COkE
LTWbEEZLNDTZD, ElEIT‘ﬁ’iEh%f?‘l:ﬂ‘: CARbEBHZLE i.%f&%oﬁo FDD, —EHOREK
T2 ODEHT ARy MRER > TBEINT, MHROFRWINIT AL V7 ThY | [T ARy b
OWIZH 111, 200, 220 IZZNEIUVFE S 4L, TX3TD SAEDBINSFE CT AV o 7D R S 1L
2o ZDFT 34 Y 7L, Figure 2-9 |25 ReciPro CaIH & AU7z fb il <110> 2 H D Au DT /34 Y
VT E—EKT D0, BlEsnaih <110> ThHEEXHND, £ TD SAED B —FK L7
ZEMB BITT R TEERO RN THRAIRICEE LT LB 2 b b,

Figure 2-7 Aul8Ag4 @ STE 4 & & F#RIB KL B
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Figure 2-8 R SAED #; (a) 11, (b) 1r, (c) 21, (d) 2r, (e) 31, () 3r, (g) 41, (g) 4r
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Figure 2-9 fa#rdi 2 <110> & L CEHE L7z Au DEFREFTE
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Figure 2-10 (2> STEM 42 R34, MG O T CHRER SN/ bR SN 4 BT
0.2355 nm T, [ TFOSEMMO {111} I2/HY Lz, BEE FTEoEBicisiT 5 {111} 07
TAIX 1087 LEREIN, EHARONALE —H LT\, ZRETIE, Auldv=F L s a—
JVHRRKIEIR R OO L0 HENRB AR T 5 Z EnHEIN TS [19-21], &5, 3 nm &8
25T IR EPEET D mA (HRENE) L tmE (S HERE) BXEMNICR D 2 L
HNII2 5 TWND [22], 7 T XK OXIFERAEITAFAE U 72\ Tl [E R 2 R F B G0 -+ F
Ea N E U CHAET D 2 S IFIERICHBRIE S | 2 OREMHITEE T ICREBER B ET 5 2 & Th
FF25LEZ LN T [22], MEEDEREA 1= X MTEEERE SH TV 5D A, Ferrando 5134 F8)
NEFFEICEY () {111} TR S D MR S TENEDSIER S DR, (i) M) S —
FEBEEDTER S DB, (i) R SR & U CHENGS 2880 L+ EREPTER S5
BEDOZOORKENH D Z EEWFLMI LT [23], MEERO LETO {111} O3 /A28108° &)
ZEIERMEE LTO T HIEDERE FD 550 A O THERR S L5 FLEN G EOTE I B0
DHROMF 2R’ LT D, Z oK, HLEBGOLEEERENT <110> TH Y | L <110> 2R T
el

STEM 456453 5 L 28k EES O FFELFNEIE CTH 5 Z & Sk EEBix <110> O gz in - T8l
BTETWDLEEBEZOND, BRI U TR db & iR T m 2t L7z, SAED Oifam & — 20D
{111} DHERTETND Z EDDAEMRNO BRI REAEIL {2000 TH D, FRETT /BT OfwED
ZRLTWD, T /RFREOI 7 —HEIL, &EREOFFEREGT T2 LICi o THEESNT
WD [24-26]4, AFFETIL STEM B OKREZEBAHWTH D Z E L AEIZESWTERT .
{200} EIEI O T AT 11° THY ., ZHE (200) & (711) DT HAD 11.42° LIEE—%T 5, Fi=,
{200} LD /2T AIL 547 T, ZHUE (200) & (111) D73/ 54.74° L —HT 5, L=n-T, K
IR 2Y {711} . JEisas {111} OETH D EEZ 2 b b, ZiUuE, UPDIZL D Ag OFTHIA, il
TR —DEWEREER I OZECTFEG L TNWDEZ EERB LTS, — 5T, Aud Aglflo
FaD—2& LT, A=y 7 EBRRISHEE SN TS [17,27,28], LinL, TAR=y 7 &l
BOSIX, A A AEBEIZ L KD Ag 28 Au ICEBEINDIETH Y, FEMEIEDOGEIZIGH &
NTHDR, BRSO HEGITRE STV, ZHODOFRERE T =y 7 BRSO
Nh, HERIEIXUPD ICL A HDTHDL LB HND,
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10 nm

Figure 2-10 Aul8Ag4 B> STEM

Au20Ag2 35 1N Aul8Ag4 @ 3D 141X, HAADF-STEM L7 7 7 ¢ —|Z Xk > THEE S 7=, Figure
2-111Z Aul8Ag4 D 3D 4D —i % 1~7, 3DEIZL Y. Au20Ag2 35 L TN Aul8Ag4 1% 3D IZkF L7=#k
ZHoF kA ThD I EPHGR STz, 3D %D @IE, HAADF-STEM DO SiEZ R L TR Y,
FHUVEI IO MEE L 0 BN E D, Figure 2-11 (a) 13HF WEIBO R EITHEDENIFET S Z
L Z R LTW5, HAADF-STEM OfE 5B IR 785D 1.7 26 2.0 FIZHHIT D [29-31], 7E-> T,
3D D E TR SHAVZHEIBIE Au, FECRSIZHERIL Ag ThHhDH LEZX HiLD, Figure 2-11 (b) 1355
FRE DARWVEIR D A A& 7k LT Y | Figure 2-11 (a) & Figure 2-11 (b) DM TIIF & A EZL D HER T
TRV D, F R ORBHICAGNTFET D EERELTND, ZOFEFITEDS OfEH &
< —F LT,

TR ORI B W TRPMED i S D, 1ERLL72 Au20Ag2 & Aul8Agd IFHLIZH 22RO
MAEEHAET OMETHY . IIHER Kb oG L LTRSS Lz, fHIER KD MEETH
LB E L CHEROBIGEENE Z Db, T E TITHE SN D B S~ & k7
LEERE L UC, HESIKI A O & B RR O L RESR Y KSNDEENRH D [32], 2
DOWE T 48 FEFHOBRIC L 0 BAS SR 7- 23 Rk 2 125 L, {111} SEEREICEND 2 & Tk
DEVHEEN AR SN T, — 7T, AWFZED AA DIETTRIGIC XD AuAgNS DOREEIT Au DIETT L Ag
@ UPD (T X 2 OZ E LN R CRIFFZHEITT 5, AuAgNS DR TIEREVARIZ X 2 FFE DRk
BRAIDTER SR, BOREICENEL D Z EnEzoND, MIGEEEZKTIEL2 LT
KIFRPEDE B35 2 ENEZ DA, BOME & LT {111} OFREN TSN D20 OT AT b
HEL B2 B8N EZ NS,
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232 EBAl Au-Ag T/ KiFOREMEE
Figure 2-12 12, AuAgNS OFa ik EME ORI 273, Avdt e AgrDili i 2 & T/KIEKIZ AA %
Mz 5 &, FEREE LTAPDEILINT Au P OEDBER SIS, AgOFIE FTO A O 2
BITIL. Au D 5 BEFRO B Z BT D ATHEME 8 5 [33], 45 P T Au MRS ik Rk
F L%, BB T Au {111} (RSO TL S ZAEOTHRIZm» > TRET D, TD%, T/
Bif-1% AA OE LS & UPDIZ K BRIZRE T 5, BARRIZIZ, UPDIC X - T Ag s Au {711} @
FFEORESLIEICHTH L, Au {711} 2 2B S, Au 2 MERRICERE SE 5, {111} eum e {711} 4l
HOMEIL, ZHAE TICHE SN TS {111} Ols s {100} 721X {110} OMEZFF>FT /2y ’
OREE L HELL LT 5, UPD ICXk BT /R FOREHRBIXIZES L TR, BEDOT7 7y MC
Brit L7z Ag OERIZ 2 E THE STV e, ARAFZETIL, EDS 3 X OHAADF-STEM k€7 J
7 4 —%5Te STEM E{EIZL Y, Au ORE TR X —0N@WEESRE, 2F 0 Au {711} OHIHIZ Ag

PHTH LTV D Z ERHID TURS LT,

QAuEENROEE @ Auv—T+HEEDEK

108°

i : ‘Au
{20019 {711} @ Ag

B e e e e e e B
S "\//
/
-
O
O

Figure 2-12 AuAgNS DR EHHE
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24 HEE
AT Av L Ag O 2 G LAIICER LA O AA ZIRINT 5 2 LT, Au/Ag kDR
AuAgNS ZH Rk LTz, T/ RO L LTI, WRICBT S {111} OMEN 108° ThH I L
B BEREER & RO T ERD Au ORISR S L, S HE RO A B <110> 1IT= 85 %
¥ VR L7, STEM, EDS. SAED., HAADF-STEM hE7 7 7 ¢ —DOfER2 6, UPDIZ L - TH
R ORFENS Ag D3HTH LIZE0 TS STz, UPD I X - T Ag 2MFFED Au fildhii (24T

ML, mRETRLF—OEERmZLZENLL, B 1 om Kiilio Ag 7/ LAY —%2BKTLHZ L
DA SN 5T,
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HIE REAMNTH & ¥ — FEITERIEIC K D Au-Ag T/ R ORI

31 5
3.1.1 ¥— NS REEZFIA LI BREHEIC & 2RI R OFHE

NAF AT 4 AN TIE, ERSN (NIR) K TRPTEE Y7 A€ 405 (LSPR) L4 5 7
T RET RN, REYRE [1-31°YEE Y AT A [46]~DIEHE BN E LIz /e —F—L
L TR IR S LTV 5, BIfE, NIR-II Y (1000~1700 nm) (X, NIR-I Y (650~900 nm) XY &4
R & B HINA D72 < R~ DIRSETRFEN NIR-I 2359 1 ~ 3 mm (2% LT, NIR-II 28589 5 ~ 20
mm &RV 77280, NAF AT 4 IVHBIZIZ LD RATEH L Z ERRESNTND[8-11], &6
12, KEEFZEE TED DD R RKFATEEEIT NIR-I O 808 nm /% 0.33 W/em? T 5 —7J7 T, NIR-
I ® 1064 nm | 1.0 Wem? T&H % [12], NIR-II D KFFA#E G &IX NIR-LIZR U TER%m <. NIR-II &
FIAT RS L 7o TS,

v— NS RAEIL T T XE ) kO EREHIETE & L CHARRY LI T 5, Table3-1 2R
ERARTINIE R (max) OFHBARAMRZ/RT, &7/ 2 v F (AuNR) 1E7 A7 REER 1505 4.0 D
HEPH Thmax 73 650 nm 2> 5 800 nm Tdh D Z & A S4L7c [13], LD 705 56 nm DN T RO hmax 13
580 nm. D EH 60 nm O J\EAKED hmax (£ 570 nm T % [14], L DF &% 48 ~ 88 nm D T H MG
1%, 660 ~ 700 nm THINZ R~ L, —HmdiEE CEEOEK E [ T 560 nm TRINZ7R~Y [15] S BT,
R (Ag) T/ RTFOEE, WOEED 38 ~ 120 nm O 7 U X A0E, 490~850 nm Tl KWL Z 7~ L
[16]. = VEM 12~14 nm OXA T, 500 ~ 800 nm THINZ 7R L [17]. L DE A% 40 nm O--ifi
K13 490~500 nm T EN 5 [18], L= T, TS DEET / KifDIFEERIEC RV E 1T,
LSPR Dhmax Z i1 D72 OICHETH 5,
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Table 3-1 ﬂ%% & )\4max @*H %%gﬁ
WO A

HE TEHE om . BE IR
=N 650 ~ 800 [13]
ST 56 580 [14]
Au I\ A 60 570 [14]
gyt 48 ~ 88 600 ~ 700 [15]
B TGN 560 [15]
7Y XA 38 ~ 120 490 ~ 850 [16]
Ag A e 75 ~ 150 500 ~ 800 [17]
T EOB 40 490 ~ 500 [18]

312 arv =it kiF

Au & Ag ZAHAEDETE Au-Ag ™A A Z VT Rt B, Ao OHIE O 72 OITHFFE S VTS [19],
a7 v UEED T 2RI IE. Au-Ag A A X VT 2RI OIRER RO TH D, a7 v = UiEIED
F R ELTH A7 407 (NSp) [20-23], F / Lk (NPo) [24]. 7/ = > K (NR) [13,25-
29], &/ AZ— (NS) [30]. 7/ 77 U— (NF) [B1,32]DERN#HE I TW\5,

Table 3-2 (227 ¥ = /L& T/ KL F OREIE & hmax DR ZRT, Au 2T -Ag =)V F ) AT 47T

(Au/AgNSp) 1%, Ag > =/VDJEEZ 10nm IZ[EE L, Au a7 DY A X% 10 nm 75 100 nm (228 H
SHDHZ L Thnax 1L 520 nm 725 560 nm I Ly R 7 b5 Z &GS [20, EHIZ A=Y
DY A XK LT Ag Vo VDEHZNBKEL 7ed L Ag lZIRE S DWIA BLAIIZ 72 1 Amax (£ 438
nm [21]° 499 nm [23]~& T —3 7 b5 Z E MBI o T D, Aw/AgNPo i3 Au/AgNSp & [
FRIZ Ag ¥ = VDR D RIZHEATF L Chimax 1% 580 nm 235 410 nm [Z 7 /b—3 7 8975 2 L RHE &
AL7Z [24], AuNR 22 AR L 72 AWANR (XEB T ) ~D Ag ¥ = VORREIZ LV 7 AT R LR E AL
ATE D H/INEWVNR TH Y | hnax 1L 550 1m [26]X° 480 nm [27] & 72> Tz, Au FLEMG (AuNT) &
— RNB AR L2 AwWAENR 137/ Ki - D7 A7 R EEDHIRIZ X 0 K E 22 hmae 257 [25]6

AWAg T R FIIRE R R o 72 Ag ¥ 2 VDIEL DO RNRINEEE TV —2 7 &85,
NIR (2N A& & D F /B OERICIE Ag ¥ = /VORE Z 8 L O SIEGIET 2 0 ER N H H, S5
12, — RS RRE CAR L7 /R 113 NIR-1 IS 8 5 & DD, vy NIR-IT WL % &>/ K
FOFNT D7, DT, NIR-II W Z RS ki1 2 EBLT 57012k, v — RS E 2
Z LD TERERIEE 2 LA B DR D LENH 5,
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Table 3-2 27 3 = VT ) BT Dhmax

ayyA4 X FIRFFARX Amax

=R i BE 3R
nm nm nm
10 ~ 100 30 ~ 120 520 ~ 561 [20]
Au/AgNSp 55~17.0 3.0 ~ 8.5 520 ~ 438 [11]
AuNSp
13 15 499 [23]
Au/AgNPo 24 32 ~ 144 580 ~ 410 [24]
Au/AgNR 34x11 40x%20 550 [26]
AuNR
Au/AgNR 10x40 43%7 50 480 [27]
AuNT Au/AgNR 21 21X 64 580 [25]

AuNSp;Au F / A 7 4 7 [ AuNPo;Au 7+ / Z i K, AuUNR;Au 7+ / 1 v K|

AuNT ; Au L FE NG,

B TH LN
NEH LTz, UPDIZ X %R

AUNC ; Aut/F2—7

— R EE & UPD ZflAA o5 2 8T Ag ¥ = VOB Z (KK L NIR-II |

«%%ﬁﬁ#ﬂ
TIFEAER,

K735 AuAgNS & AuAgNF DERLCdH 5 [33].

313 HIEOHN

KT T, ARBOHTH & o — NI R 5 % ML A 72 TR REI I I

2) v— RIBEE,

NIR-IT (2 B SR E 2o ) R~ DT RERIE D 72 D

L7k IR Au-Ag T/ Kif- (AuAgNS) DRk BRI IXIKREN AT (UPD)
[ CIE Au RiAIZIT Ag DH (%) JRFEAITHT 5, 16> T,

TR & OTERE

ECHDLILENEZEXDBND, UPD & v — NI RRIE A AE DR 7o R REI i o
ME— D52 I X — U KD Siegel HIZ K- T 2024 FEICHE Sz, Ag A 4>

mg)&Au4i/(mﬁ)@ EfRIAI TR COMRTNC L D, Au F/ F=2—7 (AuUNC) ¥—

1) BARDEEOT— R,

3) Au/Ag b, 4) AuBIO Ag OREORBIZOWNTRE Lz, AEDHIX
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32 ZERFGE
321 #RE
BRCIET N T 7 rad (D) BEAKMY (HAuCl ; FileiisE T3 IEARR) . M ER R
(AgNO3 ; FIDEHIFE T2, BRAFAFIR) . L(+) -7 A3/ (AA ; FOGRMBE T3, SEERR) . ~F
BTNV RYAFAT E=y L7103 K (CTAB ; FOEMER T3, 3K, AFbAvEF )
2 (NaBHy ; Pl T3 33EReRR) 8k (18 MQem, Millipore) % HV 7z,

322 AutF/Fa—T7L AuT/ BEEDERR

AuNC & AuNPo [FHEERIRD Au T/ K- Z A (AufiBis) & L THRIHT 52 & Talah,
Au HIEEAIL, F ¥ v B 7L LT CTAB OFFAE FC HAuCl & NaBHs THEILT D Z & IZ K-> TH
S A7z, £, 0.125 mL @ 10 mM HAuCls % 3.75 mL @ 100 mM CTAB ¥&HRICIRIN LT, IR ETE
RMDIEAET D E. HOIWAGNLEAICE(L LT, KIZ, 0.3 mL OX# L7z 10 mM NaBHs KR
EICMA, 20 KERIRS Lz, 0%, WRKIIAGIZEL Lz (Au BIBRIATAIR) .

AuNC & AuNPo /%, Au HIBRMAD R E SR A HIET 2 Z L Ic k> TIEfR &7z, 02 mL @ 10 mM
HAuCls %, 8 mL OBHi/K & 1.6 mL @ 100 mM CTAB 1A % & TVARIC RN LTz, IRIR & TR
A L7Z#., 095 mL @ 100 mM AA % Z DIEHRIZINZ T2, 2D AT » 7 TiX, CTAB &K D HAuCly
DAL VEPME A, AT AuIZEIC S NTZ 2 R &7z, AuNC & AuNPo (%, 21U E Tl
U BRIZ, £ 5 ub & 50 pL @ 10 58 R L7 Au BRI Z N2 2 2 & TEM LI, =
DAT v 7T, AU D Aw ~DE HRLIETVEMR SN, RAERIC, IR T 1 FFETERITRS
LC. AuNC & AuNPo Z &k L7z (3 — RVAIK) .

323 Aut/ Fa—T/EEEEAV Au-Ag T KT DERL

Au-Ag )/ Kif1%, AuNC & AuNPo ZfEf L. ¥ — FEEAEE & UPDIC L » CARE =, 10mL
DOHFAKIZ, 0.0l MHAUCL & 0.01 MAgNOs O X F S E R RORAM TR L=, wIiZ, LIENCHE
LIz — FIRIRZIRAWICHIN Uiz, %12, 40 pL @ 0.1 M AA Z12 T, Avdte AgaE T L
2o ZO7 VAT, ¥— FRIEOWINE, 0.01 M HAuCly & 0.01 M AgNO; DFRIMENZET S
72, Table 3-3 IZA MM a4 2R3, BB ICIEEA L2y — ROFEICHIELTC (/) F =
—7) X P (F/ ZmE) 2T, — FEREEE LR TIEY— REROEZ, 001 M
HAuCly & 0.01 M AgNO; DIRIEAZEE L7 B CIEEnEnoiRELZ R L TnD, BARMIZIE
AuNC ¥#i% % 500 pL. 10 mM HAuCly & 10 mM AgNO; DIRFEN Z 24 200 uL & 20 uL OEETH
i L 72T €20020 & a4 Sz,
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Table 3-3 Au-Ag F /BT D ERREM & R4

Shgl 42 v—F& 0.01 M HAuCI, 0.01 M AgNO, 0.1 M AA
pL puL puL pL
(CorP)250 250
(C or P) 500 500 200 20
(C or P) 1000 1000
(C or P) 200/20 200 20 40
(C or P) 180/40 180 40
(C or P) 160/60 500 160 60
(C or P) 400/40 400 40
(C or P) 600/60 600 60

324 B Au-AgJ /KT OFEE T

Bk LT /2 K1 o> 300 nm 725 1300 nm £ TOREIRZ 1 nm ORIBE THWIL AL MLE, 4R
SRATHRA R EERE (UV-vis ; v-570, JASCO) ZMEH L CHIE L7z, HIEE/MET 4 AR (1937,
TRADY) AL, BMAKTAy 7 7T Rel), X7 E—ATHELE,

AR LTRIREZEDEENN—T T A RIZH T L, @RV AEKIC L VG SE, hAA—T7F
ALHBEE D —R T =TT LIz, A— 77 A A F > a—%— (JEC-3000FC, JEOL)
[ZE D AN—=TF AT 40 mA, 40 ORI THEZ S Lz, £D%, T /R OEEIXE K
AR EAEE - BRMEE (FE-SEM ; JSM-7500F, JEOL) % FWT., MIEEFEE 15.0kV, FEIEEE 8 mm T
BE LT,

980 nm L —¥% — (PLD-92-974. IPG Photonics. United States) % f\\C L —% —RERERZ1T-
7z Figure 3-112H > 7T 5 L—H— A/ I & U A FArEEZ T, Yo 7 VREE 200
ug/mL IZFHZ BRI TV T 2 — T AN, b= — 1 2.1 Wem? O 5AET B 5
S5IRRGE L7, BT ORE BAE, o 7 lEICEE Lo —~ /L A F (OPTPI64IL
TMO44T150, ARGO Corp., Japan) ZfH L CT1 8T LICHIE L7z, &%ZIZ, Roper H [34]I2 L - T
ZRINnA B-1) 2L OBERSE () 23R L7, 22T hITBMEEREL SITAS
DEEIE. Toax 1T > TVIRIEO SRR . T 1 ZE AR, QolZ L —F—ME T TR EKITL -
TRAET D, [TV —F—HT, 413980 nm TOH > T IVIRIKOWIEETH 5,

hS(Tmax - Tsur) - Q .
= 4 10h . £ (3-1)
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Figure 3-1 BEB~DL—F—DARNOFEH LI X T DALE
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33 FMERLEBE
331 ¥— FESTRRIEL UPD OERIT X 5 Au-Ag T/ RIT OFREHIHE
Figure 3-2 |2 Au BUBRAVER &2 FIH L CERL L= ) R F- ORI ALY bV ERREZ R, 10 {57

R Au > — R S uL ZEIN L CTABR L7eT 2 BiF1E, A 23 565 nm D FREEEETH -7, T/ kit
DOFRIZ, —L3 45.7+2.0nm (n=5) O FHFETH o7, 10 H5HR Au > — REHR 50 L Z 8L
THK LT 2 R1E, FRET, Amax 23 536 nm ThH o7z, F /K71, ERED 36.5+1.6nm (n=10)
DEERTH T, ARSI T /R OFBREIZERICHE SN TRY, ZhboF /hifid, &
DERD— K& LTHER S,

A
Optical density N

o o o p— p— ot

N o) o0 o o N

o
)

1 1 1 1

300 400 500 600 700 800 900
Wavelength / nm

(b) (c)

e
o

oo

E3
L3

X 200k 100 nm e—

X 200k 100 nm s—

Figure 3-2 (a) > — FEIRDOWIN A2 k)L ; (i) AuNC. (ii) T/ ZiEA& L (b) AuNC & (c) T/ LEE
D RE
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Figure 3-3 (a) {2 AuNC 2> ARk U722 K F IR DO IMBL & WA~ 2 b V& 77§, 250 ul @ AuNC
WRIE BB LT C250 DIAHITEE A Ty Amax 1 795 nm To 72, 500 uL @ AuNC & H AR LT-
C500 DRI HF T, 640 nm & 1095 nm (2 B — 27 MF(E L7z, 1000 uL @O AuNC IFE 1 HA R LT-
C1000 DEHITAREEE T, Amax 1% 605 nm T o 72,

Figure 3-3 (b) IZ, AuNPo Zffi & L CHA L72T /K IEIR OIMEL & WA~ RV Z 777, 250 uL
@ AuNPo K H AR LT P250 OFEIRITEEE T, 573 nm & 970 nm (RN B — 27 23MFE L 7=, 500
uL D AuNPo IR B AR L T2 PS00 DIAERRIZH BTy Amax X 629nm TH Y . 800 nm UL E DK TD
WK 04 TH o=, —J7. 1000 uL @O AuNPo IEiEH> HA L L7z P1000 DIRIRIZAREE D T,
Amax VL 574 nm TH o772,

— REREIZEID 577, 1000 uL O > — REEZ N2 TEMR LT2F 2 Rif1d, 59 600 nm D hmax & 7%
L7z, AuNC & AuNPo D> — R{gikZ 1000 puL T2 5 F Tk, SRR R LA BT TR
40mm 2Ly R 7 L TWe, ZOLy RU 7 MIV—ROBEZBERL TWDHR, v— NEE
NEVE R TIXEIR T O/ R O RICHETR Au/Ag IRENA+45 L 720 | RO RCR 23R
ENDHZEERBEL TS, BEN L2, v— FERICED 5T, 500 uL LLF O > — R
HARE LT kA1 600 ~ 1300 nm [ZWIN N H - 7=, - T, Kbz kdEfb+25 2 & T, NIR-I {8
BIZEWHEFEEL O VR F AR CE D ARENRE SN, ¥— NREMEWSEMAETIET
JRLFOBFIRFEL, WKTCTOF R FOEESROBEN O 5720, LLFOFERTIZY— NE
DA 500 uL \Z[EE LT,
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Figure 3-3 (a) AuNC & (b) AuNPo 2>H &K LTz T ) KiFD
WL AT bV ; o — FEEWE (i) 250 pL. (i) 500 pL. (iii) 1000 pL
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Figure 3-4 [Z 54725 Au/Ag b CTHIR LT2T /KT OWILA Y RV ERT, Au/Ag a3 20020 ©
AR S A7z C200/20 13649 nm & 1073 nm (WO E— 27 2 L TR Y | KR NIR-ILFEBO I B — 27
[T7v— R TH-o7z, P200/20 1% 626 nm (Zhmax 2 L TEY | NIR-ITFHIKIC & 0.4 L DIEFHE %
HLTWe, 15T, AwAg 23 20020 OEETEKTHZ LIZL > Ty — FOFEICEDL LT
NIR-II fEIC e & & DT/ R DA R L7z,

AuUNC 22 B AR L72 C180/40 & C160/60 1ZZ AV Z A U hmax 28 574nm & 592nm T ¥, 1300 nm (27>
THFE NIRRT LTz, —J7T AuNPo 7B ARk L 72 P180/40 & P160/60 D hmax IX 563 nm &
544 nm TH o772, AuNPo 7B AR A= T /R D HFH T AuNC 22 DA R LT ROy
B LT 700 nm 12T TRIBICIR T Le, ZORRITAER L2 2R+ OFEIX— KD
FEREIIRAE L T 0 | NIR-IL BRI A & DT /R D AU T AUNC 28— R & LTHFIZ

JBRETH D Z LR ST,

1.2
I — @ -
10 | ) — (i) - )
. — (i) -- (vi)

Optical density
o
(o]

0.0
400 500 600 700 800 900 1000 1100 1200 1300

Wavelength / nm

Figure 3-4 277235 Auw/Aglt TR ENTF JRFDRIRARY Fv

(i) C200/20, (ii) C180/40. (iii) C160/60. (iv) P200/20, (v) P180/40. (vi) P160/60
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Figure 3-512, #7822 Au/Ag ltCEHM L7 / ki1 FE-SEM 4% 7~k9°, NIR-II S RIN & 7R
9 C200/20 1%, BOROWEZ ©OTFT /R ThH DI EBP LM77z (Figure 3-5(a)), —#BD T
JRLAFIISE TR OREEZAERF L TV D Z e RSN, ZUEY— FEROIERETH Y | SLHE
DA > TR LT D OPRBIER S 4172, P200/20 HHROD K 5 effiEia LTV D3, 20
REIILLRTICIE SN2 Au-Ag T /RO b0 LHEBIL T 5  (Figure  3-5 (d) [35,36], 45 2 &
TH O LT AAIZE D BITIRIZ L > THRK L7z AuAgNS OREMIBIL, £ BT <110> %
T ElEHARE & 92 LB TERR S AL, 5 B CHENGEIRE L T mAERE B L, B
T HmEOTERI D <110> ICHARET 2 Ch o72, AuNPo > — R& L CHIA LIEARET
. TR IX AuAgNS EFERIL 72 RE~ L allR LT e, L7235 T, P200/20 13 & ADTA s E
MHRDIR T 5 AuAgNS ORI & RO ERBE TR SN LEZBND,

Au/Ag AN 180/40 3 & T8 160/60 > F / ki~ FE-SEM 147> 513 200/20 bt THIZR & Uiz o X
FEA BRI o7 (B3 (D). (©). (6). (D). HFIZ, AuNPo & > — R & LTHWEZTF / KifD
FE-SEM # Ti%, RENIFE A EEL L TnianZ & Mﬁ; ST, Au/Ag LIz k- TR
HEHRICIE, BREICHER Au DRENRB X HILDH, Ag D UPD IZ X - THIE S 5 TEREDRHEIT
Au DFRFEDFEHENLENT HZ EThDH, o T, T /RFOKEIX, AA OEIILELDT— KD
FFE DEALA~D Au DFTHH & | T OEREERELSELHEE K129 Agi (%) KD UPDIZ &
DRI L > TR Z 5, Au/Ag WITEBERNT A =2 Th O | RiTOpE & IEEHIEZ FTREICT 5
B RIEIX 20020 THHZ LB BN E IR oT,
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(b)

X 100k 100 nm ~—

(c) (d)

X 100k 100 nm  —

X 100k

Figure 3-5 2725 AwAg L TARINTZT /KT DOREE ;
(a) C200/20, (b) C180/40, (c) C160/60, (d) P200/20, (e) P180/40, (f) P160/60
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Figure 3-6 (2, Au/Ag % 200/20 IZ[EE L, 10 mM HAuCly & 10 mM AgNOs D&% 220 uL 75
660 uL O CELIETER LTeT /R ORINARY MVERT, fERND, C400/40 1% 990 nm
Dhomax & 635 nm D E—27 Z7x L, P400/40 [% 530 nm, 600 nm, 33508980 nm [ZWIN &' — 2 /R L=

(Figure 3-6 (ii). (v))o —7J7. C600/60 & P600/60 Dhmax 1Z#I 550 nm T 0 . NIR FEEIZRIL AN 220 2
L HERR S 7= (Figure 3-6 (iii), (vi)),

2.5
— ) -
\ — () -
20 ;o\ — (m) --(v1)
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g 1.5
*]
=
®
=
= 1.0
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400 600 800 1000 1200
Wavelength / nm

Figure 3-6 Au/Ag tt % 20020 CEELAK LT /R F+ORINIEE ;@G C20020,
(i) C400/40, (iii) C600/60. (iv) P200/20, (v) P400/40. (vi) P600/60
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Figure 3-7 |2 Au/Ag Ft% 200/20 (Z[EE L CTHARL S 417z C400/40 & P400/40 O FE-SEM 4 % /-7,
BRYBNZ LT, C400/40 & P400/40 DifiJ5 D FE-SEM 4 TV & 2 iR Sz, Figure 3-5 1278 L
72 C200/20 35 L TF P200/20 @ FE-SEM 7> B 1T PHHEE DS SR o T 2 &b, Zivh OIS
73 NIR fHIEK T LSPRIZEHE- LT D Z & DVRIB S 4172, P400/40 Tl C400/40 & HEi LT LY £<
D — FHKD AuNPo BHER SN Z &b, FHIBE DR RN TRITREL S TN
EDIURMESFU, ZAUAY NIR FEICHERS SN TRV O Th 5 AL B 5, C400/40 133F
IR CRERL S T AED X 9 &2 LT Y, ZAUL AuUNF R AgNF & LTI E Tl SN T
WD RIITERIR [37-39]. HK [40—43]. AR [4448)N B ITIFET DT R+ DIFRE L 13872 > T
We, RETIE, v— FESEE & UPD ZflAa b TG IEN T/ K DR A HilH -+ 28 L
HELE LTIRES L, AuNC 23— R & LTHIMT 5 Z & T, NIRI 7217 T7Z < NIR-II SEIBIT & WX
% b > AuAgNF DERRIZAE) LT,

(a)

(b)

Figure 3-7 (a) C400/40 & (b) P400/40 ® FE-SEM &
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332 L—¥—RBHEICX B NEEBHROEN

Figure 3-8 |2 aEHZ KT L CHEAS 980 nm & L —H — % FE L 72BROIRME A% R~d, L—3 —H4
o IR ORI A L. 5 2 %ISITEHK T 39.8°C. AuNC Tid 42.0C. AuNPo Tid
41.5°C. C400/40 TlZ 46.4°C. P400/40 TI% 452°CITEE LT, B &7z nld AuNC Tl 2.32 + 0.7%.
AuNPo TlX 0.24 + 0.4%, C400/40 TiX 17.28 + 1.4%, P400/40 TIX 10.76 +22% CThH 7= (n=3), ¥
— RS E & UPD OMAA HE TERK S 7z C400/40 7/ Kif-1%, NIR-II SEISIC WU AN 8 0 . 980
nm L — W —MBEHITIBWTHEEVEHRSAE 2/~ L7 17.28% & W\ 5 fEIZ Z 1 E T AuNF @ 808 nm (25
JHne UTHE SN 33.9%E il L CTHARVME & 72 572 [49], C400/40 D pMEWBiH & LT,
NIR-INZWIX 2 73T 2 R FIEBEL RN B W2 E T o b, T 2R ONBELOFEIZ LY |
SR T SN T 5, T ROV A ANRRKEL 0D 2 L THELDIENRHERT L L b
HEEINTWD, #E-T, = K& LTHRATS AuNC O A X&Hfd 25 Z L0, nom EICFZhT
bHEBEZBND,

50
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2 5 ] ] ]

0 100 200 300 400
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Figure 3-8 L —V—[REKEOIBELAL ; (i) BMiK, (i) AuNC, (iii) AuNPo, (iv) P400/40, (v) C400/40
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34 HMEE
ARETIX S — FESRRIE S UPD IC X 2BREHIEIEZBR L. SRS HIT 2 RINE R & TERE
DELERRT L, — FBAREE S UPD (2 X 2 RERIEENC L 0 M m k) ki ~JERE A
HENz, BERFDO Au/Agtb2EF T 52 L To— RO LIRIEENRET 5 Z L 2H LT L,
B ETCH LN LI EMEIC B TE BB CEEENER I ND Z L2 E T2, Au/Ag R
EEmwllT 52 To— K E~NERROEELHRES TS Z LTI LI, T2 X > T NIR-I
FEIRIZ AN % 7159 AuAgNF N AR T & 7=,
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DREFRIL, B2 100 nm OBK & R TARICEET 2 2 & TR Z —EIC Lz, ZbDE
TNERNT, RBIEZ+EEOBDOF R HET A OFNIMT TRE LR EZRKET 52 L T,
T NVOWIENE (Qars) LT VR FIZ Lo TER SN D EBHME LR L,

ITmm Fsphere

Figure 4-4 BRIESROMBEZERE LIET NV
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4212 R AuT /RTFOETY VT

168 Au F /Bt (AuNF) OFFRET L E L TEL L ZWIoc# % Figure 4-5 12783, Figure 4-5
(@) X, HLEFRETDHNLHEDO L — REKE, FURERZET D (110) IS F T Fm L s
FLE L7 b DO THD, MBEBOERLEEIOmIE 1011 & L, BKOICHE LR ERZETDHETD
{110} (IS A BLE L CRHEET /L & L7z (Figure4-5(b) ; model 1), {110} (ZFH 9~ 2 &b 1 12 i
HY | JHREERY TNEIIS VAT 6o 5, Figure4-5(d) ~ (Hid. T 6 I AAE LT
ETNTHD, HI3ET A/ AgREDHFITEOGEETER LIS E A G D S o 72
AEH T 2R THHDITXT L, Au/Ag IBEMENFHTER LIz T i f1x, v— ROl B2
RELE#EETH- 72, T2 T, ABETERLAETT VI TOMEZ KB LT, 8 LIS G
METDET N THD, THRHEEDOIIRIT LSPR OB R K& < B L, A EORE T
f£ L7z LSPR A7 V&R 72, b HMAATT L Ch L MERICKET 2TV E Lz, R
WS ML IET D2 & THREET VEZHMIL L, R/NROFE =2 2 T AuNF O 23 FIRETH
el

U= RELTHWE Au Tt/ F2—7 (AuNC) O &DIZBIT DERELEET 5720, Mk
DIXT A =R L LU TAHMOT AT MNb&EZETE Lz (Figure 4-5 (d)), D7 A7 FMEIZL 5T
FHEET V4% model 2 (7 AT Rb) & LTz, ZOKE, 7 AT MEAEFE LIZMBEOE ST
DYEOEID 1/10 & L1z, b2, = FOEITTZEAERERTT, BOLPKETLET L E
LT, £ {110} EICH#EE 2K _7-4EE %2 5L L= (Figure 4-5 (f) ; model 3), Figure 4-5 (f) (27773
ETUE, PERI0ICH L THBEOR E %2 08~2F TEEIHTEY . 20O/ I N 5HET V4 % model
3h (B&) &Ll
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Figure 4-5 FEBl AuF 7R+ & LTEBRLT (a. ¢, e) {110} KEELZMBOFREEL b, d. H =
WIEHYICELE L=
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4213 BEBORE TRl OFH RS

FEF LT L OWENIER (Qew) & Quns 1T DDSCAT version 7.3.3 N DDA IZ L > CatHE L7z, £
72, Au TYERLL 727 L O W FE$ L, Johnson & Christie (& K » THE Sl % A7z [19], A
5 & LT 300 nm 225 1200 nm DR % 10 nm B ICFHE S, Qus #KD72, DDA TITH L ryy
ERETOHVLENDD, AR rg 1T, V22— a VBT L LS LWVEREEZ L OEROEET
&%, FDTD I3 [El7 % 53 5 2% DDA 1018 % FEE T & 72\, DDA TlrIpAs 1 Mg d
TIBHRTE N & BNHEE rop & ORRAE LT 4-11) TEHIND, ZORHwRT-HRE 4130 (4-12)
AT T MEN D D LA STV 5D [20],

3 |41

d="| Ters X @-11)

|an|'k'dS 1 :_‘:t: (4'12)

DDA TN N ZNE EREE LS FHENTE 208, HEFMNEL 85, £Z T, AuNS &
AUNF O DAL regld 50 nm & L, AuNS E T /L O RHGRA-H o B H LRI AT MV E T 5 2 &
T, vIalb—va VT LERMERE L, SRIFREDEICEHRE L7z ET /L & 5&F% Table 4-1
W27,

HDNF TN LD Qups DAL Z TR D 7201 ss12 2.2 Tix 1 AORRIZAS L7ZHBE. 2 ADHKD
I AR L7256, 3 KOOI A LTe GG OB b2 ~7, $s20 2.2 T 1 ROFRIC AL
L7286, 2AROMOFIIZAS LeSE . S AROBO I AL LG OB b2~z

Flo, RE LTSRN THOAREE T AT NUEBRERIRDET ND Qs a7t H LTz,

Table 4-1 558 U727 VOB H & P75 g oo B84%

Model Teff N d
nm nm
3000 5.59

5000 4.71
$s20 2.2 50 10000 374
20000 2.97
500 10.15
1000 8.06
$s20 2.5 50 3000 5.59
B 5000 4.71
20000 2.97
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422 [WEHEER Au-Ag T/ BFDERR
4221 BRE
ERICIET N T 7 mads (D BRMAMY (HAuCL ; FiyeiisE T3 BUHERRHK) . 4B R
(AgNO; ; FIDEAISE T3, BRIERHIR) . L(+) -7 AV B (AA ; FOEHIBE T3, BIERR) . ~F
PFLNV R AFAT o E= L7103 K (CTAB ; DGR T3 SAURERR) . AKFE(LA U HET B
U2 (NaBHy4 ; FOGHIZE T 36, SR3ERrR) . &K (18 MQem, Millipore) % VM7=,

4222 B Au-AgT JBIFDERK
B Au-Ag F /BT (AuAgNS) &, Cheng HIZ L » THRE SN FIE [I6ICETOLEE AN T
ARk L7, 10 mL O#HIAKIZ, 10 mM HAuCLIAHE & 10 mM AgNOs IR 7 FTE=IRIN LTz, 2 ORE,
Au & Ag DEFFE/VIRIEIT 220 mM (Z[EE L7z, #50ED 10 mM HAuCL K & 10 mM AgNO; %
DIRAE% Table 3-1 1277, TD%, 100 mM AA AR % 40 uL Nz 1 oy R L7z,

Table 4-2  £3X%+> 10 mM HAuCly & 10 mM AgNO; DIEA &

Aqueous solution Au22 Au2lAgl Au20Ag2 Aul8Ag4 Aul5Ag7
HAuCl, 220 210 200 180 150
pL
AgNO; 0 10 20 40 70
pL

4223 FEB Au-Ag T BRIFDERK

AuUNC [FHEERIRD Au F /KL - ZHiBEIA (Au BIBER) & U CRIHT 2 2 & TAMRESNTZ, Au HibE
KX, ¥ v EU7AIE LT CTAB OF(E FC HAuCly 2 NaBHs CiEILT 5 Z LIZL» TAKEN
72o F£79°. 0.125 mL ® 10 mM HAuCls % 3.75 mL @ 100 mM CTAB &R IZHIN Lz, IR & FE00IT
RBATDHE, HOWEADLHEAICEL LTz, KIZ, 0.3 mL Ok L7z 10 mM NaBH4 KIRHE &2 —
WZINA, 2 MREIC KRR S L, 0%, WIRIIAEICEL L. (AuATBRIAERIR) o

AuNC 1T Au FIBR R DR E S 2 #4252 Lo k- TE &7z, 02 mL @ 10 mM HAuCls %, 8
mL DK E 1.6 mL @ 100 mM CTAB K & 3 TEIRICHIN Lo, WK 2 F20TIRG L7214,
0.95 mL ® 100 mM AA % Z OIFIEICINZ 72, AuNC 1% 21 T L7231 50 ul @ 10 fE#R L
72 AuRTBMAIRI 2 N2 5 2 & THR LT,

168 Au-Ag 7 7 Bi ¥ (AuAgNF) (X, AuNC ZfEH L7 — N RICE o TRk STz, £77,
10 mL O#E#AIZ, 10 mM HAuCl, 400 pL & 10 mM AgNOs 40 pl Z 30N LR R iaik 2 iR L7, &iZ,
PIATICAE a7z o — RIRHE % 500 pL & R AR ISR LT, H&1%12. 40 ul @ 100 mM AA 2% T,
AwTE Ag EIRIE LTz, Ak L7230EHE C400/40 & ik Lz,

4224 NEBEER Au-Ag T/ BLF O
AR LT T 2 BB O 300 nm > 5 1300 nm £ TOREE A 1 nm O REIFE THEWRIL A7 M LA %5
SRR R (UV-vis 5 v-770, JASCO) THIE L7=, HIEE/WILT 4 AFRENL (1937, T RXU
77



V) BHER L, BRKTNy I 7T 0 0 RELY X7 Ae—ATHELT,

NN—=HFALHAEEE D —R T —F TR LIcte, A— 77 A4 A F v a—%— (JEC-
3000FC, JEOL, Japan) (ZX 0 H/X—H T Z(Z40mA, 40 RBDOKMFTAEERE LTz, AR LEZE
RaetDEENIN—TFALICHFL, EFRTAEHC LV Sz, 20%, 7 /R TORiE
LB AERE TS (FE-SEM ; JSM-7500F, JEOL) # FW T, MEFEE 15.0 kv, 1EEhE
B 8 mm CTHIZR L7-, AuAgNSIZBIL Tk, /R FOMMBEOERIRI T HEHME L THnD EREL,
FHGFRIT I SHRD T 227 NHABEE LTz, 7 A7 REIFEREFOE (7)) ofbnbosk
E TOES (Lpmne) ZERRIT O (reoe) THEI-7ZA (4-13) EEFLTZ,

T ALY N = Lpine & (4-13)

Tcore

ARk UT=T R8I & B e Bk ELEE  (DLS ; DLS-1000MH, K1) 12 & 0 50BN R 28
J OKLEE AT 2 [ E LTz, ikt E T A2 il, He-Ne L—H— (& : 630 nm) % FH 7=,
DLS ORNESMFITRL - ORIREHH I o T2 2 A A 2 —230 (T ETT —FF v 1 VH%E 1024,
o7 TR 2 10 pfVIZERGE L, BOELSREE OFIPH A 10,000 ~ 80,000 FREETH D Z & s L7,
HIES OMHTIZIEF = 5T o MEEZ W, Bt ORRRSAN, FERR, ZoBEEiiek LTz,

E LRI AT kL& DDA GHEMNSGEHE LT Qus & ORI, IRERE (R?) 28 L CGF
fliL7z, £7-. DLS OfiR4a4 b &IT, Bh AR (B ITHE L7oMEET VT Qws ZFFEFIHE L
7oo LT Qus &, BEET 52 LT RIEOM EZRAARZ, ML, FHOTKCTEMOE MUYy
g, PRl DU NIEORLF OBEEEEH LT,
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43 FERLEBE
431 FHEZBEBIVHEETLVORE
Figure 4-6 |Z $s20 2.2 ODRUBAHEE Qups DBURZ R T, B OHNTZANRT ML & ITRRKBIGEE
(Mmay) & EENE, WONICAIE TR OEENEVNEEZ DND, BB % 20000 THE Lz &
DAY "L L BT PERS (R?) B L7z, Table 4-3 ICEDOFEREZRT, BARFHAS 3000 T
FHE L7 AT B LD e 1 630 nm THAEBE X 120 nm, 5000 T Amax 13 660 nm T H-EE (150 nm,
10000 T D a1 640 nm THEBEIE 150 nm, 20000 T hmay 1% 670 nm THAENEIL 180 nm TH > 7=,
PG H55 20000 TEE L7 AT RL b Bl U 7= & PR30 CRHA L7 A7 hv & @ R2IE, 3000
T 0.807. 5000 TiX 0.868, 10000 TiX 0.898 T o7z, MMBFENAKE < 251 E R2H3 1.00 12153
X, BENEL D ENMERTE I, PSR 3000 TIEAUGR-FIEA 5 nm LA E & 72 0 Ah1--
PG FEEAER DS EREICEHRE SN TV NI ERBE X HNDH, o T, BB 3000 DOEMHFIEAR
WFZEDE T IV OFFEIZIE L CTWRWZ R ho Tz,

T AT NHOREZENET L Td S ss20 2.5 T b Hieiti 70 BUR-1-$0 4 fit L7z, Figure 4-7 12 ss20 2.2
DIIGAEL & Qups DBEIFRE 78T, B B FEEE D3 E VOB 138 20000 THHE L72 A7 b b & 25 313K
TOARY MLENSRI LT R &, TNENDhnay & IR % Table 4-4 (2783, MGBF$E 500
TRIAE L2 AT BV D hinax 1F 670 nm THAEME L 90 nm, 1000 Tl hmax 23 660 nm T HAEME 1T 160 nm,
3000 TlFAmax 25 660 nm CTHEBE L 240 nm, 5000 Tl hmex 2% 660 nm THAEMEIL 110 nm, 20000 Tl
Amax 23 670 nm THEMRIEL 130nm ThH o7z, £/, *ET 2D R2IE, 500 TIiE 0.745, 1000 Ti% 0.677,
3000 Tl 0.804, 5000 TiX 0.926 TH o7z, $520 2.2 & FERICHMR N K E < 7 DT ERENE <
72 HARM B HER T E T2, B T-45% 5000 THE L7227 FL Tk, R ss20 2.2 & ss20 2.5 3|
09FIE Lo TEBY, RO I 2L —2a D&M LTHFSTHLEEZOLND,
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6.00

5.00
4.00
2300
QI
2.00
1.00
0.00
300 500 700 900 1100
Wavelength/ nm
Figure 4-6 SS20 2.2 M Qu & FAEFE D B4R ;
(a) N=3000, (b) N=5000, (c) N=10000, (d)N=20000
Table 4-3 FHBFEIZ & 5 SS20 2.2 DRILARY RV DEAL
nm nm
3000 630 120 0.807
5000 660 150 0.868
10000 640 150 0.898
20000 670 180 -
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7.00

6.00
5.00
_4.00
=
e 3.00
2.00
1.00
0.00
300 500 700 900 1100
Wavelength / nm
Figure 4-7 $S20_2.5 D Qups & BHRFE DB ;
(a) N=500, (b) N=1000, (c) N=3000, (d) N=5000, (e) N=20000
Table 4-4 SHBEFEIZ X 5 $S20 2.5 DRULART hVDEAL
nm nm
500 670 90 0.745
1000 650 160 0.677
3000 660 240 0.804
5000 660 110 0.926
20000 670 130 -
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Figure 4-8 IT ss12 2.2 & 520 2.2 D AFFH AN LD Quvs DZACZ T, PART-E0E 5000 TEHE L
7o EZHEAOHE GBI KET H5ET /L TIE, 3EYOAFTHREZOND, OB L, 2 K
DOOFH, 3RKHDWE 5 KOMOFRTHY , THENOAF L, ELmkom, 8, THR
AT HZEEBHRLTND, EHLLDOETIVE RARD A HANC X - TEHE éhtmm&#ﬁ%
IR —E L T\ e, EZHETIE, OB R bZ WD, DEROFE TR bbb 2 ROil
DH RN BRI S T2 A LT & it 5.

Figure 4-9 (i-a, b, c. d) [ZZIEI regpere 25 0, 0.05, 0.1, 0.2 DET /L% 20000 ff 0O WA Z 4
HLZbDThD, BB OEA 20000 D & X PR OESGRICE B 1T /ME, ENETUK
TUOMBEN R D 2 ERHERINTZ, Lo T, BERHSE2LZ7-DIE-LIZET LD
RIZBZEXEEL TS Z 2D, Figure 4-9 (i) 1, Quws DI EARIFIEZEZ R LTV D, Fyphere 23 0
D& EFIL 670 nm. Fophere 5 0.05 D & X 1F 690 nm. Fophere 23 0.1 D L& X 1T 680 nm. Fophere 25 0.2 D & X
670 nm (2 hmax DIER SALTZ0  Faphere Y 0.05 205 0.2 T, Fgphere DR E < 72 DITDFV T himax 23 FLIE F A
W27 NI AN R LNTZR, ZOT 7 F&EIZ20nm ThH Y, HREZEZXDHZ LITX AW AT
MASDOREREBIIHEGR T E RN 2Tz, AL VDI BH Fophere = 0 FT /LD Qups 1T B/ S <
Rotz, PB4 E D &L Fphee=0 DET L TODI, ASA 2 OO PR AT L CTHEE L T
WD ZEDBHERENTZ, TDTD, A8 L DYEROTARN SN S IVFIZFE S, Qas 23/
S ol eBEZLND, LIEOFE TITRARFH 5000 O THE Lz, BAR-F423 5000 &
20000 DRFOBHGRA-MMEIZZNZEI 4.7l nm & 2.97 nm TH Y | W -HIREITN 1L.551270 5, £D7z
D ARFH 20000 THIKFHTINZL LTV D K9 ITBL & A7 R SE i 00 8- D 52 B8 OB~ 5000
TIHRY 2<AENWZ BB BND, LIRS T, BROFEET L E LTX rplee =0 DET L E
BHHT 5,
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(b)
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4.00
£3.00
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300 500 700 900 1100
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Figure 4-8 (a) ss12 2.2 & (b) 520 2.2 I T B HDAFT FHEIZ LD Qus PEAL ; 1 BROTER B D
AS, 2 ZEROBMOF RO DAS, 3 ZRKDOBMDOF R0 DAS, 3 EEROKDH KHH DA

83



0.00 1 1 1 1
300 500 700 900 1100

Wavelength /nm

Figure 4-9 (i) MWL Z+AROBRE b OET VO =ZRIEBBFB L (i) BEROHMBIZL D
Qabs 0)9}54[3 5 (a) Fsphere = 0\ (b) Fsphere = 0-05\ (c) Fsphere = 0.1\ (d) Fsphere = 0-2
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432 FROXREEL T AR bR RIETHRINIE R ~DE
Figure 4-10 (2, BROAREE T AR MEEEZ CTRHE LIEWILARY bV ERT, 512, Zhb
DAY FVEFFHT L. Amax & PEIRZ B H L7285 R % Table4-512777, #ROAEDFE CET /L ORE
REWBT DL, TAXRT MMEERELS T D Ehnax FEREEMA~L T 52 EDHERINT,
ss8, ss12, ss20 |[ZXf L TCT A7 hb& 137005 25 £T 03 TOMMSEET VEFHET D &
Amax [ EZ LA 120 nm, 210 nm, 140 nm RFREM~T T 8T Z L PRSIz, 7T AT Rk
Amax DBRIEE 72 > b L72DD Figure 4-11 TH D, T AT B E hipax DBMROMBE X 1T, ss8 238
HNEL, ss2ikb R&EL o7, LA > Tssl2 Dhimax & Quis 15T AT MO BELER L Z 1T
L2 ENHBMNTIR ST, 8820 Dhmax 38812 X0 &7 AT MO B L RE 2T 72 B HIE
PR HFOBLENOHIAT 22N TE D, KETERLIZET MIBWTMOREN L 8D
(O CHREIFE L ORI 725, BROMIREIZZE O F F G-~ & R S i, BROARE A HE<
LT % & SBT3 R L O MRITER O HfR & & L < 2D, 18- T, BOREN L el
XD IZERENERIGELI TE D720, MOAREN LV ZNET VEFIE LI & EIET A7 |k
HIZE Dhnax (FIEEAE T R LW Z ERTPREIND,

Table 4-5 BROAEE L T AT MEEDETIAVDORILART kL

DA% 7 AR R Aoy e
nm nm

I3 520 70

16 580 100

8 1.9 590 100
22 620 100

25 640 100

13 520 70

16 590 120

12 1.9 630 110
22 650 130

25 730 110

I3 530 70

16 570 120

20 1.9 620 120
22 640 130

25 670 120
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- (1)

700 e (if)

600 (i)
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(b) 8.00
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() so00 :
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0.00 .
300 500 700 900 1100
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Figure 4-10 (a) ss8, (b) ss12, (c) ss20 DIKD T AT FHIT L D Quss DEAL;
() 7 AT R 1.3, (i) 7 ARY b 1.6, (i) 7 A7 b 1.9, (iv) TARZ RH2.2, (v) T A
~7 25
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Figure 4-11 Amax D7 AT EARTEYE ;5 (a) ss8, (b) ss12, (c) 5520

Figure 4-12 12, F 7RI Lo TiHl SN ER OS2 7 Tl DB R T hmax IZFEE L
AR Z L7z, ss8 1.9121% 590 nm, ss8 2.2 121 620 nm, ss8 2.5 (21 640 nm, ss12 1.9 121X 630 nm,
ss12 2.2 121% 650 nm, ss12 2.51Z1% 730 nm, ss20 1.9 {213 620 nm, ss20 2.2 {Z1d 640 nm, ss20 2.5 (Z
1% 670 nm DY AFHEE7-, BRI TS TIHIFE E A EFHE IRV, RO Jeiia s Crdsi <
b SN D, MOARBNRFE CET AEZLKRT D&, BOT A7 NEAREWNZE, ERNVRLFE
RENDZEDRHLN 5Tz, EHIT, RILT AT MMEOETAZET S EFHEINT-EY
FREEIT ss12 b RE L, ZOWIT 820 NREWVWEWIHIFERTH -T2, > TH /R FIZHE S
LEGREIL ss12 b T AT MHOREEZIT D, ZHULT AT & A DB E — L
72
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Figure 4-12 7/ RLFIZ X o THE S N72ITEE ;5 (a) ss8_1.9 12X L 590 nm DYEAN, (b) ss8 2.2
WXL 620 nm DFEAST, (c) ss8 2.5 1Z%F L 640 nm DY ASF, (d) ss12_1.9 {IZ%F L 630 nm DY A,
() ss12_ 2.2 1Z%F L 650 nm DAL, (f) ss12_2.51Z%F L 730 nm DY AS, (g) ss20 1.9 iZxt L 620
nm OYEASH, (h)ss20 2.2 iZxF L 640 nm DX ALK, (i) ss20 2.51Z%F L 670 nm DY A5t
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433 RBR2D AwAg L THERINTZER Au-Ag T/ KT D5 HT

Figure 4-13 12, &R LICEZ DT/ Kifau A NEROIMLEZ R~ @BA 4 IRE% 220 mM (Z
BE L, Au/Ag ez (Ag &%) S5 L, LSPR RFFED AR OV & KFHZ LV | IR,
B, Bk, B, RLanElT 5,

Figure 4-14 [Z/ER L 7=/ b2 v o REEIROEESN ATHRIRIN AR b LZ 7R L, Table 4-6 I A
RIRHE D homax & B — 7 OHEIEZ RS, —#%IZ, Au 20 A RIEERO@IZT /O RKE SITEFL,
KP4 X0 40nm 75 100nm & KE 72 D1FE ., Amax 1T 520nm 2> 5 570 nm (2R HwET 5 [21],
—J. Au 7/ vy R, xRS L7256 & Eihh mic A L& TR 5 LSPR %
AU, BEH B E AS S W72 & SN AT MV ORKAENIE 600 nm LL_EZ7777[22], Au/Aglt
202 FTOaATA REKE T, Anax 1 668 nm ~& B EMNC T 7 F LTV 2y, AghbBNE HI2HE
42 EEEEMIZ 7 L, Ag BIZE VIR ESHIE S D Z & 50T 572, AuAgNS
DB, ZNETOME [23,24] —F Lz, HEETREIE, AuT /RO HEIEA 62 nm &
RbH< ., Ag ORI XV PEENE S 72 AN H Y . ZAUTRLE SR NIAL 725 2 L ICHBET
HEEZBND,

Figure 4-13 Aw/Ag HIZ X 3480 E W,
(a) Au22, (b)Au2lAgl, (c) Au20Ag2, (d)Aul8Agd, (e) Aul5Ag7
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Figure 4-14 2725 Au/Ag b D AuAgNS DRI AT kb

600
wavelength / nm

800

(a) Au22, (b) Au2lAgl. (c) Au20Ag2. (d)Aul8Agd, (e) Aul5Ag7

Table 4-6 AuAgNS DAmax & FHIE

900

S Amax e R
ample name
nm nm
Au22 536 62
Au2lAgl 622 192
Au20Ag2 668 158
Aul8Ag4 630 140
Aul5Ag7 620 208
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Figure 4-15 |3 DLS CTHIE L7z, G L7=F /R ORIESAiZ 7~ L, Table 4-7 (X7 Ki 1 Diik
NFHIERE Z 08 (pd) ZEEDbDOTHD, HEEFD Au & Ag DIREE% 220 mM IZ[HE L
Tol2, R ORI 100 nom TIRIE—ETH oz, ZOZ EE, SRR LT ki O
Amax DEALDRLFERIZEE L TWRWZ &2 BT 5,

WL AT R L OHAEIEA 62nm T D Au22 (30268 &/ 72 pd. #H LTz, Au20Ag2 D pd.
13£0.257 & Au22 L0 B/ SUVMEZ /R LTz, Z3UT Au20Ag2 ORIESA BN L2 FERL TR,
ZOERRIZB W T —72F VR ERTE TND Z ERNRm Iz, —FH, WA~
MV OHEREZS 192 nm & 208 nm & K EVMEZ /R L72 Au2lAgl & Aul5Ag7 @ p.d. 1% 0.395 & 0.339 C
HV 03 L EEToTUN, 15T, AuAgNS ORI AT N VO MR TR 5347 DB % 52T %
ZEMRBI NI,

Table 4-7 Auw/AgIREE% 220 mM [ZEE L TEHR S 7 AuAgNS DS AR

TR TR AR B — Ui R fE =Sk

Faw S o p.d.
nm nm nm nm

Au22 104 = 36 79.5 93.5 129 0.268

Au2lAgl 98.5 £ 50 63.7 87.7 121 0.395

Au20Ag2 104 £+ 38 77.1 90.6 125 0.257

Aul8Ag4 102 = 51 64.0 88.2 121 0.308

Aul5Ag7 116 = 58 69.8 96.8 134 0.339
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Figure 4-16 |27~ 3 K 912, AA OETRISZFIH L TER LT /KT OIIRLIEREIL, ®EA 4
CYREEDN 220 mM T—ETHIIE, AudE AgrDOFNIC L » THOLMCE(LT D 2 & DR ST,
Ag A T HTMURWGE . AuT JRFITEERIRTH Y . £OH¥E1L323 £ 6.0nm (n=10) TH
STz, —H . AWAg T /R FIEN TS S IRGCRICEIREE DS R LI BB 2R Th o 72,

Table 4-8 |~ Aw/Ag bt & BTN D (4-13) IS K> TEH LT 227 FLOBMRIEZ =T, i
DT A7 FHIEL Au2lAgl 25 1.55 £ 0.17, Au20Ag2 7% 1.90 = 0.31, Aul8Ag4 7% 1.81 £ 0.31,
Aul5Ag7 73 1.62 = 0.15 TH o7z, FFZ Au20Ag2 DR X2 T AT NEOBEA L T2, Ag &R
HAZ DIZHONTT A7 MEITHM L7223, Au20Ag2 25512 Ag BEOHEINC X 7 A7 bk Eidd
L7z, ZOMEmIE, i O na (BT DM & —ET 5, L2 2T Anae [TROT A7 B
BIirTH6Z2HBMNE LT,

Feore 13 AU21Ag1 78 24.4 = 3.9 nm, Au20Ag2 7 28.0 = 6.5 nm, Aul8Agd 7% 20.6 = 3.2nm. Aul5Ag7
23207 £53nm (n =10) THoT0 FeoelT Ag EOHM E I NEWVMEE 2572, HF2FETHL M
IZL72& 912, AgTFEF T AAIC L D AvPDIRTTIZ L - TE S 72 AuAgNS O EEIX Ag O
KEMHTH (UPD) 23%F5-L T\ %, Ag® UPD Xk Oft s O L EL & Z O J7~D kil
ERH D, 16> TAgEOHEIMIED reore DIRAINT Ag D UPD IZ XV a7 OFRENIIH ST- &5 2
bivs,

Table 4-8 H722 AwAglt TAREINTZ AuAgNS DT H A REMDRE I ET AT b b

A4 Feore Lapine 7 AN B
nm nm
Au 323 £ 6.0
Au2lAgl 244 =39 37.7 £ 5.7 1.55 £ 0.17
Au20Ag2 28.0 X 6.5 52.6 £ 11.3 1.90 £ 0.31
Aul8Ag4 20.6 = 3.2 37.0 £ 6.3 1.81 = 0.31
Aul5Ag7 20.7 =53 33.1 £ 6.3 1.62 = 0.15
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w100 nm

Figure 4-16 R727% Au/Ag b THEL I 7= AuAgNS D FE-SEM 4 ;
(a) Au22, (b)Au2lAgl, (c) Au20Ag2, (d) Aul8Ag4, (e) Aul5Ag7
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434 BESOSB T LI X 2 2E Au-Ag T/ BT DO REET

DDA THEH L72 Qs & UV-vis I & DWILEEDFEIRIZ OV T HBRFT L 72, Figure 4-17 IZHIE L 72
UV-vis & BW—E AR LIZET VD Qus T, ZORER, Au TITHAE 50 nm DERIE, Au2lAgl T
1T ss12 2.2, Au20Ag2 Tid ss20 2.2, Aul8Agd TlX ss20 2.0, Aul5Ag7 TiLss20 1.9 Tho7-, F/
KA R > TR, WL Que & DRITIEV (B) 3D, EEEOT /K3 EREIRTIT v
B, Au OWEEED 20 nm FREETZUT R F B L CTie, T R T O X REICBUR CTH 5729,
COEIBREBONDAELZEEZEZOND, Au20Ag2 10720 BWVW—8F %2 /R L7223, Au2lAgl &
Aul8Agd. AulSAg7 ITWNEEITHART Qups DIEH SN -T2, T DOEWOJFKIX, DLS THl
E LS00 (pd) (k2D THD, Au2lAgl, Aul8Agd, AulSAg7 @ p.di 03 LV K&\
D, BEEDORRDT ) RADIFENZEL WD EEZLND,

% ZC. Figure 4-18 |G AT &2 B8 Lo UBHE R 27”77, 7238, 7 — X OMIEICIE, FHOTR &
L CBERM O S — Mtk PR, 6 =B OBEREZM A L, DLS OfRN RO -HE
O HRME, DN DEREE DDA D rgp b LTCRRE L, 554072 Qus & DLS OMEE CH
KT B Z & THIEL D Qus KD T, Figure 4-18 1F, max DFRE THIAL L7ZWIEHE & Qs TH
b Flo, —BEEZRFTT A0 RREHI L7, Table 4-9 IZHIERT & fEZ D R? 2R3, £ Ok
B, HIERTO R21T ss12 2.2 T0.572, ss20 2.2 T 0.881, ss20 2.0 T 0.314, ss20 1 9 T0.00473 7=~ 7=
5. AIEIZ LY 0706, 0.902, 0.552 3 X TR 0.140 (2N L 7=, P.d.2Y 0.3 LA T Au20Ag2 [TAHIERTT
HREVWR AR LT, —HTPAR03LL EORBCIIMET D2 LICE o TRAREL M L LT,
L7z o T, ZhbDF 2R T, RO L b ORI RO HERICHES L&
2 bhd. Eiz, fMENTSTROREHIIEL, BOT A7 MNEDORR DRI FPNRELTNDZ &
WREENTZ, E5IC, SEOFHELEET MIAUDATHEREN TS EIE LD, AgDIt
RO EET VD ANVDHZ LT, Bied ROM ENRHIFFTE 5,

Table 4-10 1Z, FE-SEM {4 & DDA CalH L72ET VDT A7 MNba B LT TH D, FRIZ,
Au20Ag2 & Aul8Agd 1X7 A7 MbD—EENE < | EMEIC DDA IC X DFHREFER) D & EEOR
REZRETEDLZEEHLNE L,
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Figure 4-17 WX A~ s/ & DDA TRD 7= Qups DELEE ; (a) Au — sphere,
(b) Au21Agl - ss12_2.2, (c) Au20Ag2 - 5520 2.2, (d) Aul8Agd - 5520 2.0, (¢) Aul5Ag7 - 5520 1.9
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Figure 4-18 B.ELDMIC L > THIEL 7 Quws ERINANZ RV DHE ; (a) Au2lAgl, (b)
Au20Ag2. (c) Aul8Agd, (d) Aul5Ag7, A7 FL 1: RIL A7 F L, R~Z bV 2: BIERTD
Oupse AT PV 3: FHERD Qupse AX7 bV 3.0: R DOFE—NSLE D OHE LT Qupse AT
RV 3.2: RO RIEDSFHE L7 Quse A7 BV 3.3: BRI OFEZWAHAE D HFE L2 Quss

97



Table 4-9 AuAgNS DWRILA~XZ kL& DDA TEE LTz Quss DFIERTHE D R

Au Au2lAgl Au20Ag2 Aul8Agd Aul5Ag7
WIERTO R? 0.717 0.572 0.881 0.314 0.00473
WIEH D R? 0.691 0.901 0.552 0.140

Table 4-10 FE-SEM 8 DFENTHER & DDA THRE LT ET VDB

FE-SEM DDA
T AT R NG T AT b
Au 0 1.0
Au2lAgl 1.55 £ 0.17 12 2.0
Au20Ag2 1.90 = 0.31 20 2.2
Aul8Ag4 1.81 = 0.31 20 2.0
Aul5Ag7 1.62 + 0.15 20 1.9
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435 BEBOSBR RIS X BTE8 Au-Ag T/ KL 7 OFSRESH
Model 1 @ Qe DI FARLTFIE L DT A7 Mt & ZH L= model 2 O Qo O RARTFIEDF
Bifk B % Figure 4-19 (a) (2759, model 2 IZOWTIE, [100] & [110] 225 AH L7IZBEIC W TEEA

L 72, DDA IR OFER, model 1 1% 640 nm |ZAmax Z 77 L, 850 nm & 1050 nm fHiTIZH B — 7 23R
STz, model2 21E, [100]7> 5 AH L7235E13 690 nm 1T hmax 275 L, [110] 225 A& L7235A1E 710
nm fATZ7 v — R —27 2R3 2R+ Th D 2 ERPA LN/ -7, [AERKIZ model2 31%, [100]
2B A L7288 1 760 nm 1 hmax 278 L, [110] 205 A L7235A18 800 nm A T2 7 v — Rig e —7
ZoR9F SR T o7z, model 2 DFHE TIX, EOMALIROEREA NIR Y & G LT\ b Z & AVR
Ehiz, £72, MBOT AT NEEZ D Z LT, EOAFITEICED b IE R 2HR RF
BEEZTZEBHLMNIRoTo, L L, TAY MEZ&2 3 FTHIMESETH, NIR I FEEI IV
372K, TAXY M EEE LT MIAR LIRS VROl EART My 3B ins 2 b
ZRBRLTND,

Figure 4-19 (b) (X, T 4 A7 OEINFE/2 5 model 3 IZHV\ T, [110] 205 AH LizHA O
HART FVERLTWD, 7 /03 h0.9 DAL huiE, E£7 /L3 hl.0 &g LT 630 nm fF
FOE—27121F & A EZITA2VD, 930 nm D B — 27 [T TR GRS LT 950 nm & 72V . 1200
mm ([ZHE—7 BN D, mS% 08 FTHSTSHE, 630 nm & 1200 nm [ZE— 7 b Hbil, B —
7EATPA Uiz, —TF, @S 208 EOET LTI, 740 nm 2K X 72— 7 238, NIR fEIkiCIE e’
— 7 BB, I ORERIE, HBEOS S8 NIR f8D LSPR ICKEREEEL 52, B3 2E
T HZETHREDOEETLSPR #AEKTEH I EAREL TN D,
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Figure 4-19 DDA (2 X o> TEHHEINT Qv ; () ABDOT AT FEDOBILIZE D Qe DEAL ; (i) model
1, (i) model 2 2 {Z[100]2>5 AN}, (iii) model 22 1Z[110]2>5 A&, (iv) model 23 1Z[100]%> 5 A5t

(v) model 2_3 {Z[110]2>H AS, (b) HBORBIDENVIZED Quw PEAL ; (i) model 3_h0.8, (i) model
3_h0.9, (iii) model 3_h1.0, (iv) model 3_h1.5, (v) model 3_h2.0
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T KA DI AT S T EG ORINIAAE T D, BRI, &7/ 7y ROWRIIIHEE—
REREE—RD2 00—V 23T 2 ERMESNTND 25, FDdH, ANFMEEZ THEL
TR E BT L TNEST 52 & T, EEOWINARY a2 THIT 52 LnTE 5, Figure 4-20
X AS IR A 2 2 CEHE L2 model3_h0.9 DAY fv b INARY MO FERIfEE 7~ LT
Wb, TETOMNMHMEEZER LT, SEOAFHFHIE [100], [110]. [1H]ISER SN TWD, Eli72 )5
MOIX [100]:[110]: [111]=6:12:8 TH VY, TNHLDOEEFE L TINET D Z & THKEZ ORI A
7 MVEETZ, [100] FmsH AS LI SEOWEHE AT S LiE 600~1000 nm (223 F T7 2 — R —
7 ZR Loz Ly [111] D A LD ALY Fvid NIR fElC 71— R —7 %
R LT, HMHENEAEE DAY RV, 800nm LA NIR fHIE TA B L 72 C400/40— D WL A
7 hERLS—ELTEY, AR LIRS R FOFHEET ARSI LIz Z & ZRIB L
TW5, 700 nm (i DR—EIL, FHHEETVRADOMBEDOZAEMEICL 26D THY | FHHEETV
ST HZ LT, KVWRINANRY MLE—HT HHENEART MV EARTE SRR H D,
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o
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Figure 4-20 ET/VOXMFMENDER LTE Qus ERINA T MLV DHES ; (1) BRI AT B, (ii)
[100]2>5 A5 UT2BED Qups. (i) [110] 22D AST LTZFFD Qups. (iv) [111] XD AS L7ZFRED Qupse (V)
ﬁﬁk?"ﬁo) Qabs

101



model 3_h0.9 (ZFW T [110] FAHHNBAS LIZGE O AR Lo — 712k L TEdE%
BT 5720, =27 ETOELEFHE L, Figure 4-21 1X, 630 nm, 950 nm, 1200 nm O ASH
CHRT 2 E S A AR LT D, 630 nm Tl ESHITRmEMITHEHE S v, FHICmuES MR
L DOIFEBANZ /345 LTz, 950 nm OYEA AR L7236, BH1EL 630 nm LV bR < Flmm 7
DT 4 A7 DEHIIN - TR S, 1200 nm O AS L, 630 nm & 950 nm DYEASHEL 0 &
TR REICH L SN2 EBHIITHA, WAFOT 4 A7 O TIIMOZEMEL Y iR < FHiL S
Nic, Bl ECOELESAMOENL, #EIZL > TLSPRIEEATFETEHZ LARLTEY,
SRR 1T NIR-TT A T LSPRICAHFITH D Z EAURB Sz, &5, Ak ) ki v4
KIZo = 2 BH ORI EmIER T ~ L #EL (SERS) I[CAZTH Y . LIRNCHE Shviz[26] £
/ Ki1-0> SERS HESRAED M LOEK TH D L EZ LD,

(a) (b)

Intensity
18.0

15.0
. 12.0
9.00
6.00
3.00

0.00

Intensity
18.0

Figure 4-21 (a) 630 nm, (b) 950 nm, (c) 1200 nm DY AKRFIZFHE SN BH O

102



DDA DFHHEAEFRD D AuAgNF ORSEMHEZHENT 5 Z L3 AHECTH D, ARk L7z C400/40 DWLIL
A7 hL & model 3 h0.9 D Qe 1E NIR FEIKIZ W T—8 9 AW %27~ L72, model 3 h0.9 (X3 — R
7 AuNC O 7 A D FEBR Y 72 <l v, WH IO RT IR ET 2 ERE LTFEET
WNTHDH, > TIOET VO MBSO R OFMEIL{110} TH Y, C400/40 O V-HAEE DR
HN{110} THDHZ EIIRBEIND, DF V., AuNC 7D AA OIEITTHIGNT K > TARK S F7= C400/40
1L Ag DIRENATH (UPD) 12X - T{110} D& E b & {110} ETORCEIMHNT & o T EIE D FHL A
AbX ot E~LRE LI EEZOND, Ag® UPD FFO S IEEINMEIZ 2 E THE ST
B {110323{100}L {111} 2% L CTHENALIC UPD AME L L ek s,

HZ, 853 2 TH 52T L= C400/40 0 980 nm 0D L — - — BRI D Y BV BN SR8 17.28 +1.4% &
RVMEToH > 72 H % reg D/ NS WG T DDAGHRZFATT 52 & TEL LT, (T reghd 20, 30, 40,
50 nm OKFD 980 nm IZF651T D Qurs/Qexi T 0 Qubs/Qext 1 rep /NS IR DIZHONTREVMEZ R L
72o  ZAUE NIR I IN A F£F> AuNF [HA OffE T 2 AuNF DR Qupe/Qex TR FEEZ /NS < T
HILETHHRTE D Z L HERT D,

1.00

098

096 r

0.94 -+~

092 +

Qabsz / Qext
®

0.90

0.88 | .

0.86 | | 1 1
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reﬁn/ nm
Figure 4-22  Qus/Qoxe D rop & IFHE
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44 HES

Au/Agtb B EZHZ LT, BOT AT M EFIE LT 2R Au-Ag T R FE2GRTHZ &N T
X7z, 5 AuwAg T/ KT OIEE FET 572012 DDA 2R LT Qus & 5HI L. AW LIZT /B
F-D UV-vis A7 bV & HBRF 21T 272, ZOfEF. FE-SEM & DLS ORIERRER % & & 12 DDA IZ
FVEHET S Z T, BA Au-Ag T/ RF-ORITEROJE 0 I E LTz 3 It et 2 & AT
fELDZEEWIDLNE L, S5IT, /KT ORFISENEIBOT 227 MNUCERT 5 2 &
MWW T AR NERHIET S & TRFRIE R RE - S TE D Z AR SR,

= R BAR LTZ1ER Au-Ag 7/ i1 FE-SEM 75> LIS L7- 3t 55 V%t L C DDA TO
FHEASATT 5 2 & T NIR fEHIROWUL A RV PR EICERT 2 Z E 2N L, &6
1T Qe \TKET D Qs ITHRLFH A RIAKIEL TND Z ERB BN ERD | A ROFHHIT L v S g
SHERMN LT 5 2 L ASTRB S T,
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HoE Bl Au-Ag T R ~DTY IHE

51 &5
511 Au7 /BFOAEMEFFIRARICET 5E

BOROREE R e v RIRO4 (Au) R (Ag) T/ R1E, BUC X o TERIR~ L BREN LT 5
TENHESNTWD[1,2], 2009 FEl2 1 — Y gL A ) H—FWF5EAT D Didychuk 5%, & 800 nm.,
7V ANE 9ns, 10 Hz DF / BV A L—H—% 120 mJ cm2/ pulse (1.2 W/em?), C 1000 /3L A bt
T2 &, 800 nm FHEICBLIN ENI-JRiTEE 75 AE B (LSPR) OftE— RIZIFEEN D —2
AL, AuT /B (AuNSp) IZJ@)E S5 520 nm OB — 7 SRENE KT 5 2 L 28WiE L7 [1],
Z O OREZAITEBAE FHEMEE (TEM) ICX W BIRESNTEBY ., L—F—BHRTIcIE T A2
7 MDY 3.6 ThHholo AuF /vy B (AuNR) (&, FRERICIZEES 13.8 nm DER~ &2k L7z, 2011
HEZ b v =7 KO Ungureanu 13K E 713 nm, 7L AME 6 ns, 3.5 mJ cm?2 / pulse @ 10 Hz /3L A
L—H— (35 mW/em?) % 1 3IRE4 2 &, 50%D AuNR NERIE~E R SN D Z EH LML,
TR BRORBIC LD ENELT D EaR LT [2, VL—W—PREREIZT ki1 LSPR (2
L DRBCIEIEN AL IR D BR~E HRR SN D Z 1%, Au T/ RO EEFHBICHR LT
AR THDZ EIEHLNTH D, (o T, T/ KT DIEEDHERFCL EMED [0 1% 2T 5 MEEN
Hb,

ANFXYT UL NI AFAT E=y L7 0 K (CTAB) (37 /R OREZE—ICHWET 5720,
TEREDMER 2 E O EMRDR LItk B HWHRTWS, —FH T, Av’ld CTAB DfFfE F T Au %
el 5 Z EHESINTEHY ., CTAB B/ EEHAZLIER L7z Au® & AuCly i TR LR TTS D 4
U % Z & T AuNR OEfEE AuNSp D FFIZRL S Hd: S 7z [3], 2011 AEICIE B — T KFD Lorenzo © (T
Ko CRIKEDOHREZJFEL L L= CTAB 12X % Au 7/ A X — (AuNS) OFEAINEHE ST [4].
CTAB 12 X 2 FIERIET /R O R @O EE TRINIZA U, CTAB IBEO EFHIZ XD AuNS @
RGO T A7 b I OO T & bR DA ZEIINA R Sz, S HIZ CTAB I3l
A RTZEDNH D [5-T]. o> T CTAB Z WA WEREZ ELARD ST 5,

AuAgNS DL EMNZ T ESELFEO—D0R, ZIHTHLF MU OEMTH D [8], 2012 i
[ENL BB KT D Cheng Hldo— H/LARF T AT /LF h¥ 2% AuAgNS IZERT 5 2 & T AuAgNS D%
TEMEAIRBVEIEIZE LTCIRE TH D 45°C OEETIZEN T ETHZ L a2HE LT [8, & HIT
Cheng Hito — VAR F T AF/LF MU CTAB £ 0 & AuAgNS OZEM A LS8 Z L b,
0— NIWVEXVAFNFX N7 I LT 7RO EMAIERN CTAB D7 X/ F & /i
FHOFEHMEEHALIV bRV E2WE L, EAREAEOR T o2 H0ns 2 8T, Mg
AR ESPICT R ORERDE BN ST,
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512 FIRTF~DOV) hHEE
U (Si0y) 1E, KRBT 5 mWEEN:, JEIHIEHORS M, (L FRIARNEME, L7 Rd
BMEIC LD a7 T 2R ONFRENHERF CE 5700, RmfEZ2 G T 5k LTEIRENT
X72[9], SiO, WAEYE L L CEEARTFEN, KX (5-1) \ORTZ AT T =F /L (TEOS) %, T v
E=T Rl & U TR iR S % Stober £ T 5 [10],

Si(OC,Hs)s + nH20 — Si(OC2Hs)4.n(OH), + nC,HsOH =2 (5-1)

1995 42 B — T RO Liz-Marzan 5% SiO EROIFE F T Au T/ ki + &2 AT 5 2 & THAKL T
TE L, £DOEER A% Stober {EIZ Lo TR S 72, Liz-Marzan b1 Au 7 /R FD a7 & Si0,
D )V THER SR (AwSIO,) DRI TOERAE D THlE Lz [11], ZOHIETERKS
7 AW/SIO TR T D T v A RT3 L TR 3%ICBRIE STV,

1996 4E1C Liz-Marzan 5 3RS KIEICH E U BEA RS L2 12, 73/ 7L Y A
N v T um Au T/ R REICRE Lz = fgicxt L CRPEMABIER CWET 52Ty o )/
—VIED Au T R RENISE A S U, AT Stober EIZ Lo THlE & ® 25 2 & T Au/SiOr 23 A K
ST, TOHFIETHR SN Au/SIO Tz A RRIFD 97%LL ETH -7,

Au R Ag T /R~ SiOBIZIZT R ) b2 HGT 25Ty TV U TRBMEE ST
M, 2002 EIZT T2 R URED Yin HIdAR Y = n ) K (PVP) WS L7 Ag T/ ki
(2% LT Stéber {EIC Lo TH /R FREA~DY T ) —VEOE AN/ LIZ SO, BEERTE5Z L%
WE L7 [13], 51T, 2003 A2 HAL KT Mine 51 Stober {512 &> T = NG LT Au T
J RLFIZ B Si0, 7 78 L7 [14],

2014 4E|\ZFE FTZEM R KO Liu 51% AuNR O L —F— BRSO Z2E MDY Si0, #7812 L v [ k4
%2 EEWE L7 [15], #EA 808 nm, ARy hYA X 2mm O L—H—% 5 3RS L7ZBRIC
AuNR [ZH{ 71233 W (95.5 W/em?) LLFCl &t&ﬂﬁ%émtﬂ\4w(u7wmﬁ)%%zék%
WD Uiz, —5 T, SiOx 478 L7= AuNR [ZHIT) 7 W (223 W/em?) LUF DS TG EE D3 HERF &
Nz, 512, U W EBICHIREFEEZ RS RN Z EHMESNTEY ., SiO, I AuAgNS DEE
fEMBEE LTl L7 B Ch D Z EnE 2 D [16,17],

513 HESEDOEN
AREOHMIL, SiO EFEIZ LD AuAgNS OREME R LSHLZ L ThDH, HERIHROT /bt
(2% LT 37°C e TR 60°C THET 2 Z & T, I ARY b s BRINSHERD 2, KIEEARHIEIC X
DRLEESAT A WE L. %%'ﬁﬁﬁ~®$m%%®%5%@ﬁbhné%K%@%ﬁﬁﬁui@ﬁ
B gt~ D 2 fEt LT,
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52 FERAGE
52.1 #RE
BRCIET N T 7 rad (D) BEAKMY (HAuCl ; FileiisE T3 IEARR) . M ER R
(AgNOs ; FIDGHIEE T3, BURERRR) . L() - 7 A/ (AA ; FIDGMEE T3, BUERR) . PVP
K25 (PVP ; 7rF& 24,500, FOCHIFK T, BEEAHKR) . TEOS (BELFT3) . 25%7 »E=T K
(NH; aq. ; FIOGHISR T2 SRKRR) . =& / —/b (99.5) (=& 7 —)b ; FOGHISR T2, s R)
D-MEM (/v a—RA ;- JVZ Iy 7= /=)Ly K ELEVEET R DA 1500 mg/L fKEE
KFEF MY U LER., FOLHMIRT ), Fetal Bovine Serum (FBS ; Biowest), =+ U -ZX AL 7 |
~A vy (PS; FIEMSRT ), U U EekEENR (PBS, DS 77—~ /XA A4 AT 4 HL) . 0.5 wh% b
Y72 53 mmol/L EDTA-4Na (7 =/ —/L Ly RARE) (MU 7T Gibeo), HEffiK (18 MQem,
Millipore) % H\\ 7z,

522 VY IHBER Au-Ag T RIF DB

10 mM HAuCls 200 uL & 10 mM AgNO; 20 puL % 10 mL O#BHKIZINZ 7-%. 100 mM AA 40 uL %
ZIEILT DH T LT AuAgNS (Au20Ag2) ZERE L7, Z O#/E% 10 [A17V 100 mL {EH L 72

(Au20Ag2 4.0 mg), 1EHLL 72 Au20Ag2 %% 100 mL (2 [EAHZ ER & LT 1 wt% PVP 400 uL %z C
9,390 Xg T 15 43z 0o BEAATV . 10 mL IZiRME L C AuAg & i L 72 ik 208 U7z, e L7z
Wi 10 mL\Z, =4 /—/L 30 mL & TEOS 20 uL /% 30 34 #E L7=, & D% NHsaq. 1 mL Z /%
Tl REESUE 2 REREIR R A AT o 72, RISTRIZIEL, 9,390 Xg T 15 77ff. @ LaBEE1TV, EEAE
PrEZ 10mL D% ) — V& INZ T, ZOBEEL 3R R L TR LT,

TEOS ®4 % 2 T SiO2 & Au20Ag2 |[ZHE 72, 20 pL ® TEOS % 20 mL DT % / —/)LITHI R,
1,000 157 TEOS ik 2 F R L7, Au20Ag2 IEAEEHE 10 mL (2 27 mL D= % / —/L'& 3 mL @ 1,000
15758 TEOS VA 2 N 2 30 /0 Fi R L 7= 12 NHs aq. % | mL Nz 1 BEREIEEER L7=, BOSfRI2IE. 9,390
Xg T 15 i, mOLoEEZITV, 10 mL Ox=X ) — &Mzl ZOEEE 3 A KL T L
72, Table 5-1 [ZARZ CIERL U 72 3Bt O ERIG 277§, 3UBHA 13 Au20Ag2 4.0 mg [2%F7° % TEOS ¥R
SN & PRI IC K 0 ”Au20Ag2 SiO, TEOS & #F#RIFRE” & L7z,

Table 5-1 SiO, ESA:

e Au20Ag2 4.0 mg (Z%f9" % TEOS & P ERIERY
ek
pL h
Au20Ag2 SiO, 3 1h 3 1
Au20Ag2 SiO; 20 1h 20 1
Au20Ag2 SiO, 20 2h 20 2
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523 YV IHBEA Au-Ag T/ KT DOFAM T
& ) —HIZ 01 mgmL & 72D X OINCREHREZRH L=, IA—T 7R LHEEE I —AR T
— 7T L2tk I AN— T A RICREIZ T L, @RV AERIC L VGRS, 20k, +
— 77 A A F v a—%— (JEC-3000FC, JEOL, Japan) (Z& Y B/3—7 7 ZIZ40mA, 40 FPRID
FUECHEEZAE L, T /R TOREIL, EEE FBEMSE (SEM, JSM-6510LV, JEOL, Japan)
Z AW T, IEEE 20.0kV, {FEHEEEE 10 mm TBIZE L7,
X ) —/HIZ 01 mg/mL £ 725 KO ICREHRE AT L 72%, v~ 27827V vy RIZ10uL i F L.
B2EA—T7 L 5T 90°C Tz S W7c, Dk, F /R OIREIXE T A R A A8 - BRI SR
(FE-SEM, SU9000, HITACHI, Japan) |Z &> CH#EEE 30 kV CTEIZE L7z, TROMITTRLF
— Oy HR X AR k#E (EDS, GENESIS, Ametec EDAX, Japan) (24—~ CHlllE L7z,
ARk L=/ R0 300 nm > 5 900 nm % TOREIE A 1 nm O THWIL ALY b, %
SRFTARA RS (UV-vis, v-570, JASCO. Japan) ZfH L CHIE L=, MEBMIT 4 AR EL
(1937, 7RAU V) =ML, BMAKTNY 77T 0 Rel), X7 e—ATHIELE,
B ORLESARHIE D=1, % 0.05 mg/mL & 725 X9 ITHBHKIC B Sz, BIFEHGEL
7% (DLS, DLS-1000MH. KIEEEF) (2 X 0 REL ORI ORLFE AR 2 Lz, ikl z2 &L
IZW L, He-Ne L—H¥— (i F : 630nm) % 7=, DLS OHMIESMIX, R ORIRFEFHIZI - 7= ¥
A LA =L (T]) ETT —FF v XAk 1024, 70 7R Z 10 pf IR E L,
Intensity D #iPFHAY 10,000 ~ 80,000 FEE LB X F - TNDH Z L 2R L T LIEEITo T2, FEHZD
fEHTIZIE Marquardt 75 7213 Cumulant %% 72, Cumulant 3 3FATIC L 0 BL— O IEBR 04 2K
HINTIETH DT, ~A 7 vt A XD SiOy ERDBHER S L7 o 725 BHE, Cumulant #£% AW TR
BEFORIRRIMAG . FHIRIEE, S 0WEETER LT, ~A 7 ¥ A XD SiO BRO RS S 7= alkhE, kr
FES3 AR D JROFEF O BEATIZ 38 L 72 Marquardt V512 CHERT L 7=,

5.2.4 ZEMFME

Au20Ag2 & Au20Ag2 SiO; 3 1h DR EIC L 2B EMHEZ M L 7=, = O FEB TIX
Au20Ag2 SiO; 3 1h | Au20Ag2 SiO; & KT 5, Au20Ag2 [ TAMK LK EZE D E £,
Au20Ag2 SiOy 1% Au20Ag2 IR L IR UIREE & 725 X 912 40 pg/mL TEHIK 10 mL 208 S w72, %
Wil & 37°C & 60°C OIEIRAEIZ AL, 24 K482 DLS, UV-vis CHIE L7=, FHIERTIZIX 28kHz, 5
O TEE R TERSEE (VS-100 I, AS ONE, Japan) % MW TS H72,

525 L —¥—REFRFOLEMEAR
Au20Ag2 & Au20Ag2 SiO, 3 1h O L —H —BKEKEOZEMLEZFML -, Z 0L TIX
Au20Ag2 SiO> 3 1h X Au20Ag2 SiO; & RFlT 5., Au20Ag2 ITAM LTI-EIKAZZ D E EH W,
Au20Ag2 SiOz (% 750 nm DN (OD) 2% Au20Ag2 LRI U & 725 X 512 100 pg/mL THHKIZSY
WEE, FARMLZEREZ 1lem UG OAHEHT T AF 2y MZLO0mL Mz, EnDS L—W—% 5
L7z, b—H—R BT L —H—%E@E (KIF200521085-0000, A7 KT « 7 4 V7 RA) & H\iz,
L—H—{3J R 750 nm, L —¥—F£ 6.4 mm, 1)) 2.8 Wem? THRH L7z, L—F—RRKKFFOIRE I
FIEP—EH AT (GI20EX, HAT ©A =7 X) IZ Lo THllifmns 5 BEIClE Lz, L —F—R
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5% 543, 1043, 2043, 30 3 HICHEBME S COLEEE (77 e w7 ; NanoDrop One, Thermo Fisher
Scientific) T L 729K 670 nm @ OD (ODg70) & 750 nm @ OD (OD7s0) % #IE L7z,

5.2.6 MMM

b iR L REARE (AS49) (x5 Au20Ag2 & Au20Ag2 SiO, 3 1h OFifEEENE % 354 L 7=,
Z DOEBRTIEL Au20Ag2 SiO> 3 1hld Au20Ag2 SiO, & FF7 5,

HIHIZ D-MEM IZ%F L T 10%D FBS & 1% PS % AN LiHSiEs 2 JH8L U7z, AS49 Z#FHd 5 D
(ZHE B 7RI (1.3X10% celymL) (2725 X 5 (RIS A N % | 25 MaEs 2% 7 L — b 48F JhAr
TV Z AT (48 well 7 L— b ; MS-80480, fEAN—27 T A k) IZ 0.15mL oA (2.0X10*
cells/well) , COrA > F 2_X—%— (MCO-5AC, SANYO) WNIZ 37°C, CO2JEJE 5%, 1mJE 95%0D &fF:
T 1 HEFE L OiiaxBs SE 7,

B O & D=, KA OB 1 mg/mL OIRIEZE 1 mL 721 15 mL OmEEE I AN
T, =¥ /) —/v% 6 ~TmLINZ 7%, 25 kHz DEEEZ 55 MR L ToiiEE7z, 9,390 Xg T 15
SyE OBEEZATV. BEAREWRG| L, ZO#EMEL 2E# IR Lz, B L72UEHT, FBS 28 %
TRVGREE A 6 ~T mL X T, =& ) —/L L [ARROBEAEL 2 [E# 0 IR LTz, RAERICHTEED 2 fi%
DOFEEE (20, 100, 200, 1,000 pg/mL) DFRELE . FBS %8 £ /W R C /B S 7=, Ml E i
FEXHE7- 48 well 7L — DI Z K F| L7, control & L Tl 2 & F Witz n=3 725
£ 912030 mL oA 7z, 48 well 7L — MMZFHEE L7250 0.15 mL & 20%0 FBS i 5 oD i Sl 1
0.15mL Z Mz 72, HfEHIIZ FBS IBEE T 10%., #UBHEE X 10, 50, 100, 500 pg/mL (ZFH% L7,

24 K] COx A v F 2 _X—F —NIZHHE L7214, PBS & b U 7o &2 HWT BB AR & Ml 2 4
TEUR L7z, &V 7V OEFRIT, Muse® I 72 b & AfFRxy BT F T4 P — (Guava®
Muse™ Z/L 7+ Z A ¥ —_ Cytek Biosciences) % {# ] L T L 7=,
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53 fERLEBE
531 TV UHBOEHRE
Figure 5-1 | AuAg SiO, 20 1h & AuAg SiO, 20 2h @ SEM # & /<4, [EAE 100 nm & D 2 DKL

FUITIN 2 EAE 200 nm LA O EEKCIR ORLF 23 RS S L7z, Figure 5-2 |2 Marquardt {512 K %
AuAg SiO; 20_1h & AuAg SiO; 20 2h ORIEESAT 2o~ $RFRIRERH]S 1 I & 2 Rp ORI & b
IZ3 oD —27 ZR LT-, Au20Ag2 SiO; 20 1h Ot — 27 OIfIK S LHIERIT LS 52.7 + 5.5, 284
+ 85, 1424 nm Th o7z, —J T, Au20Ag2 SiO, 20 2h O ' — 7 OFMKIIFHERITLE D 19.8 £
22, 429 £ 126, 1531 nm Th o7z, SEM B & i3 2 DB — 71X SiOy IZ L » THE I T
AW0Ag2 DER%E, —FELDOE—71L SIOROERTHL B X HiILD, BEEOMIETIE, KLk
WZHIET 2L T Y DBORES ZEZ T /R OERIZ#E [18]L TWA A, R 1 B4
C SiO BRSHERR S 7= 2 & D25, Au20Ag2 % SiOp #1895 BEIC TEOS 20 uL (A% cH 5 = & A
REITZ,

x50000

Figure 5-1 20 uL @ TEOS Z¥#M L CHE B LRI T D SEM £ ;
(a) AuAg_SiO; 20 _1h, (b) AuAg_SiO; 20 2h
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Figure 5-2 20 uL ® TEOS Z ¥R LU TE B LRI T DORIE S ;
(a) Au20Ag2 SiO; 20 1h, (b) Au20Ag2 SiO; 20 2h
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Figure 5-3 |2 Au20Ag2. Au20Ag2 SiO; 3 1h DF¥ = AT > MEIC X DRESMEZR~T, THENDT
R SH)EASE 82 £ 30nm & 152 = 56 nm (n=3) T. SiO#FEIC X 0 ik SR EAE K 70 nm 1Y
miiz,

—~
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e e o
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(b)
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Figure 5-3 RIFE/0AT ; (a) AuAg, (b) AuAg silica 3 1
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Figure 5-4 2, FE-SEM (2% - T#IZE L7~ Au20Ag2 SiO, 3 1h D “R&EF (SED. 14
(BEC), BL W Au, Ag, Si DK~y B 7 B%E7R7, SELIZL Y, AuAg SiO; 3 X SiO, # #k7%
L7t b BMOBRELHFLTRBY, 5 2 BEBLUEE 4 ETHER L SO, THEIS L TW 22N
Au20Ag2 LG U CREPHWZ EB R STz, T/ RFREOa L T A MOET, mInEE
JEIZ X > CEFN SiOJBEBBELI-Z E&2RLRLTCW\WD, —J7, BEC TiL, [A UHLEEE TR L
RO O RREAIEI RSN, 2T, Au & Si DJRFESORESRECHKRTHEE X
5ivd, SEl X7 ki 2ROiEEZ B2 L=, BEC IR FEEDORKE WV Au DEEO L ZBIEL
72o L7235 T, SEI & BEC DiEWEX, T /K FORMEIZ SiO BRREINTND Z & &R LT
WhHEBZLND,

SEM -° TEM DR D5 SiO, @z sl 42 Z LN TH L7200, U IEREDa—
T4 7 H ERRIZEHNT 5 121X EDS 9T AR K Td 5, Figure 5-4 () IZ7” 5 Au20Ag2 SiO, 3 @
EDS A7 b, Au & Si AERSD E L TR S, S HICHMED Ag Mt Sz, ooy
fnoiE, Au & Ag (37 2k O TR S =23, Si 3T 2R OREm TORRE ST,
Si v v B I, #E I SiOBORE ST 2 nm TH o7z, EDS THER L7 SiO: D JE
S & DLS CTHIE L7 N EROEALIZIIRE R END o 1o, T OZEIFEEFR OB 7L
ZRES S TEM & 1ZE72 0 | DLS 1% SiO: @RS 2 m 23 & 5K R OWiRiE T A X% JE L
TWATEOAELTZEEZ BN D,

Si0, YHFERHZIRINT % TEOS &% 3 mL (2853 2 & TERIR Si0, T/ R D ¥)— KA R i L
oo ZORBEESNTZTBEARIZLD, Au20Ag2 OREIZOHFE SiO, #EENIKR STz, W
Au-Ag T /R H BRI SiOL IZE AT D86, RIEOD Si0 2—T 4 > V2 LENT D207 = Uk
[17]° PVP[19] 2 EDF v v B ZHIMEA SN D, ZHUE, SiO2 23 Au KRNI EHERT S L T2
L ERBLTCWD, ABFFETIEL, LARTOMIZE [20] & [FAERIZ, PVP 23/ Rif-OIRZEHI & LTHE
HAd+stE2bN5, SHIC, EICHELZ PVP ITAICHE L=V Y B EOFEFMMENE W= [21].
Au RE O SIO2 EICHGT 5, 61, ®EuAlE L THH I AA X AuAg ZmlcA L, Fv
v EUTRIELTERTDZ LR ELEZILN, AADE RuX i L O 0 IZ SiONRET D2 &
TY—lea—T 4 VT EERLIZEBZ DD,

Figure 5-5 ICIREBI R ICHERIE Lc nR oz ~d, FlERIC i%/*ﬁf«@buL GRS
IR LV IREDNERIICE b LTz, F /R oeHE~ »y B 7 HiE (Au, Si, C) X, EFE—A4
TREEIZ T 2 KL - EM 2T OND Z &2 X D FE-SEM NI K » T ki +-OREICRE (RIL
KFE) NEBLTWDLZ &L, LrL, AuAgNS OFEEIZIIZILN 2N Z LTSN TH -
7=
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_ .
X 500k 100 nm

60000 |

i Au
10000 F Lf}: n
0 f T A N\
0 2 4 6 8 10 12 14 16 18 20
Energy / keV

Figure 5-4 Au20Ag2 SiO2 3 1h ® FE-SEM ¢ TR~ v v 74 ;
(a) SEI, (b) BEC, (c)Au, (d)Ag. () Si. () Au & Si, (g) EDS A7 |
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mm 50 nm X200k

mm 50 nm = X200k

1.2E+05
1.0E+05
8.0E+04 [
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’ L
4.0E+04 |
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2.0E+04 | . Au Au
O 1
O OE+OO LA—A ILM‘ 1 1 A -
0 2 4 6 8 10
Energy / keV

Figure 5-5 FEREBIZ%HHIE LTz FE-SEM # & TR DT ;
(a) SEL, (b)Au, (c)C, (d)Si, (e) EDS A% kL
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5.3.2  37°C & 60°C DK TOREM:

Figure 5-6 |2 37°C & 60°C OMEMIKHFIZ/rE S 72 Au20Ag2 & Au20Ag2 SiOr DL AT kLD
PEIFHYZRAE 22 7R3, Au20Ag2 & Au20Ag2 SiO, DI (0 HH) DD A7 Fuid, £ £ 630
nm & 650 nm THRAWIMEE (Ana) ZRL TV, 2D 20nm DL R 7 M Au20Ag2 OJE FH O
JESTRNEIR D Z L 2ERLTEY ., Au20Ag2 SiOx1E Au20Ag2 BIZFEAE SiO MF(E L, WK
WLIZZ L &RB LTS, 37°C TD Au20Ag2 DYWL ALY R Vi, 4 BHHIC OD OV &R L, 5
H B 121X 500~900 nm O KA T OD 2MEIFE 0.1 £ T Lz, XFHRIIC, Au20Ag2 SiOx i, 5 H
% E— 7R E 630 nm Dhmex ZMERF L TE Y | WHET D Au20Ag2 DLZEMERH L LTS Z &%
IR LTz, 60°C TlE, Au20Ag2 DOWIL AT R UL, Amax TD OD 28 0.3 12K T L7z,
Au20Ag2 SiO; DWLIN AT kL D2EE) X, 37°C DOIGE LITRR A EZ R LTZ, AT VT E—
I IGIRAMERF L7223, A Y K VARV R, BARAIIZIE 600 nm (237 R LTV D Z &R S L7,
T b A Y —Th5 SiO BRI T 5 Z LI2 XL 5IEME SiO HE D TR, Au20Ag2 DFRD T AL
7 NS oo FIREEDR oD, FH 4 ETHLMNI LI X 21T, BOT AT N O 1T Mnax
HTN—T 7 NESHLET TR, OD K TFIH5, BEREN L2, 60°C OBHMAKIZHE LT
Au20Ag2 SiOx %, 7 HEZETHEWMNEZ MR LTV | SiO #E IXAI T O Au20Ag2 DOENZ ENE
EUETODNER DD Z LIRS,

Figure 5-7 {2 37°C F£ 7213 60°C OEBHMAKFIZ/3H L72 Au20Ag2 & Au20Ag2 SiO, DRI FE/3Af D% IRF
Az RT, 37°C Tl MENFEREDRERDLFMICT T N L, Au20Ag2 AR ORGE & &
HICEHET 2 Z LR SN, 60°C TiX, WMMANFHIELRIT 3 AR E ThT /S nERICY
7 ML, Ok, MAEIFHERIZS HTI1424nm, 7 HT702.7 nm (ZHEML7Z, Ziud, Au20Ag2
DO’ 3 HHE TR L > THELS 2D Z &L TR SN DKL A AR s/ha<72, 5 AL
ITEBRENHI SN EZ NS, —F. Au20Ag2 SiO; Ti, 37°C. 60°C DWW T HRIE
DD T MIHERR SN2 o7z, UV-vis B L DLS 7 — X O34T/ 5H . Au20Ag2 @ OD DK Fix
T IRADEEOFRHERTH D Z ENRE STz, DRTOMZ TIE, BEVERIEICE LZIRETH D
45°C TX b a—7 4 V7 OREMENR L2 2 LM STz, BB OIEE D 45°C T
MFFSh 22 a2 BEx 5L, 7 /R TORBMOIBENRBFTNIE N & BRHERIS LD, AREFFETH
BT LTz SiO IR T2 60°C TOZEMED M BiL, IREVRIET OBRENUGES I, T X
> THENEHINR DN EVIKETHEFRF S LD Z & 2R LT D,
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Figure 5-6 R/22IREIZHHE L -REOBMAKIZOB LTz Au20Ag2 & Au20Ag2_SiO, DB AT F v
DEAL ; (1) 37°1281F 5 Au20Ag2, (2) 60°C IZ81T 5 Au20Ag2, (3) 37°C 28T 5 Au20Ag2 _SiO;, (4)
60°C IZ81T 5 Au20Ag2 SiO; ; a 0 day, b 1day, c3day, d5day, e7day

119



(1), (2) ,,
18 | 18
16 | 16

S 14t L 14
212 | 7 12
§ 10 | § 10
g5 g s
= 6 [ B 6
4+ 4
2+ 2
0 0
1 10 100 1000 10000
Diameter / nm

(3) 5 “4) ,,
18 | 18
16 | 16

L 14t $ 14
=12 F o 12
§ 10 } § 10
g 8 | § 8
= O B 0
4 + 4
2+ 2
0 ' 0

1 10 100 1000 10000
Diameter / nm

I
' ‘
I ]
o)
1
I ]
1 ]
1 \
\
\

|

1 1 1

10 100 1000 10000
Diameter / nm

10 100 1000 10000
Diameter / nm

Figure 5-7 RLE DA ORI ; 1) 379128175 Au20Ag2, (2) 60°C 1281735 Au20Ag2, (3)
37°C IZ3B1F 5 Au20Ag2 SiO, (4) 60°C (21T 5 Au20Ag2 SiO; ; a 0 day, b 1 day, c 3 day, d 5

day, e 7 day

120



533 L —¥F—RHEREOREME

W& 750 nm O L—F—REH D OD OZ&{L% Figure 5-8 (277, L —W—MEFTD 40 ug/mL &
Au20Ag2 ¥FIE D ODgr9 & OD750 1ZZ AL 41 0.958 &£ 0.692 TH YV, 100 ug/mL @ Au20Ag2 SiO, IR D
OD7s0 1 0.695 Tdh > 72, OD7so i 40 pg/mL @ Au20Ag2 ¥&i & 100 ug/mL @ Au20Ag2 SiO; IR A3
CThHhdIENERINT, L—F—BEIZEY OD Ii% 20 /5 F Tl L, 20 5% O
Au20Ag2 ¥R D ODgr0 & OD7s0 I1XZAZF10.621 & 0.493 TH Y . Au20Ag2 SiO &I D OD7so 1 0.574
ThoTo, 20535005 30 312 I203T TIL OD D2 ITFE EER SR dr o7z, Au20Ag2_SiOr i#E D
L— W —HE 20 4374 D ODero & OD7so [T AT DOV D 64.8% & 71.2% Th V. Au20Ag2 SiOx IR
® OD7s5p 1 82.6% T o7z, WINART NLD VT NBHERE NI N7 Z &b, 2D 0D DAL
WXL — P —WBEEEOF VRADEEIC LD DL EZ 5N D, Au20Ag2 SiO; @ OD (L —H—HR
5% bH Au20Ag2 & i U CRVMEZHERF LTI | SiO, #EIC L o T L— Y — RGO BREE 2 it
T&ET,

Figure 5-9 |2 L — ¥ —HBEHF D Au20Ag2 AR & Au20Ag2 SiOx WK DIREZEAL 2 ~d, 5 KD
FEIE Au20Ag2 R & Au20Ag2 SiOx AR N ZE 40, 41.8 £ 1.3°C, 42.1 = 0.15°C Th o7z, L—H
—HSTRTD OD7so 1Z[F] CEZ 7R L7223, 5 701% DB ORI Au20Ag2_SiO D@ ->72, 557
B OTERDOIRENIENTENZ L1, SiOr FEFEIC K o TEEEIIH] & S BB EE DMERF 2RI L
TWn5,
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Figure 5-8 L —%" — RS0 Au20Ag2 D (a) ODgro & (b) OD750 3 & TR (¢) Au20Ag2_SiO: D OD7sy DEAL
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Figure 5-9 L — ¥ —RETBFD (a) Au20Ag2 TR & (b) Au20Ag2_SiO, AIKE DIREZR1L
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5.3.4 MMM

Au20Ag2 XN Au20Ag2 SiOr D in vitro (23T 2 EW AL AT, DS ATEHES~OETER 7206
DT OIZ AS49 M ZAEH U TR L7z, SiOIEmWAEREAELZ O 2 &N LTI Y | SiO #
BT R ORI E 2RI C X D 2 & NN HE S 7z [21], Figure 5-10 (& fMAd #0E 3EAM O fE
WA ”d, Figure 5-10 () - ()IFHIAE—>—2IZxf LT, KUl X 280600 2 fitflh | 2 SEAMA YL (12
K DEBEZEIC T 2y FLI2bDOTH D, 77 7 HORBITHRLO A L 382 XKAIT 5 BfE %
ARLTEY, 2RECTRICLOEFALEZ, oM, RBROLICT ey FENELOREME, A
27 vy bINTb OB EMIEE ERT 5, FB 2 I ISR E L. AS49 M@ (control) 13,
96.9% DM TR EZR LT, —F, MilaAfr=iEL, SUEHEED 500 pg/mL £ T Au20Ag2 Tl 85%
PLE, Au20Ag2 SiO; TiE 94% LA ETh o723, UEHRENREINT 5 LT oz~ Lz, L7z
25T, Au20Ag2 & Au20Ag2 SiOr 1L & HITMIREMELIZ LA ERE R T, Ag ate) R+
AR Z R T RE E LTA v FaX—va Y HOTF R0 DD Agr Ot e 5, Au b Agd
BEREEDT ) r—13 200 ng/mL THFEHIIE (MDA-MB-435) OFMAEAETFRD 20%IE09 5 Z &2
W SN2 [22], AHFZET 500 pg/mL D Au20Ag2 OFIFEATERD 85% . Au20Ag2 SiO; 2% 94% TH
ST Z B, Au20A@2 76 D AgtDTEHIFFE E 72 < SIOHEBIC L o T X Bl S 72 TR &
Do ZHVETOMETIE, AEHANINE 24 R O AL, EAE 50 nm @ Au/SiO2 550 pg/mL Tl
b MEEA (MDA-MB-231) 1 89.8% [23]. [E£% 100 nm @ Aw/SiO; 200 pg/mL Tixt FLaA

(MCF-7) 139 100% [24] CTH - 72, I HIT. AS49 12T 2 Aw/SiO, OMIEEEIX Au =2 7 O I
BIfR72 < A RIEAF L TV D Z ERHEINTEH Y, EE 200 nm O Auw/SiO, OfifaATF3IE 200
ug/mL THJ 100% Td 5 —FH T, 100 nm OMIFLAFFER 80 ug/mL T 50%FEETH -7 [25], Lici-o
T, [EAE 100 nm LA ED Au/SiO, OAIFEENM:IT S £ I EAMIRICK L CIEFITRNZ E23RINT
W, ARFETIE, BRMEZ b o T /K FOARESEZWET 5 SiO DR EZW LI LT,
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5.4 S
Stober {£IZ L D Au20Ag2 12 SiO BT 5 Z LA LT, SiO: &% FE-SEM IZ L - THER S 4L,

ZOESZ 2 m BETH -7, 37°C B LV 60°C & HIT SiOx #AIZ L 0 EHENIHI S, SR mE
MHERFSNLD Z EDBH LN oTz, L—HF —MREFFIC Au20Ag2 OWEEEITRRRFAIICIR T L7223
Au20Ag2 SiO, W ITMERF S 4L, L —F —BREIFICIB N TS SiO #E 1T T/ b1 DOEEE D Iilic
AN ToHDLZERHLNE T, S HICHaEERBR TIX Au20Ag2 1% 500 pg/mL (23T M
PIEEANEROND, U B> TS bIZEENMEB NS Z 2B one L,
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HOE ALFEIREGEAH 2 ARG~ D RER

6.1 S
6.1.1 Diels-Alder ;i
Diels-Alder S & 3R “Hli G Z b ORILKFZTH DY (Diene) &7 /L7 THERSND

vx /) 7 4 (Dienophile) NS L Ty 7 a kU BRBAERKT DERCAMAILTH 5, Figure 6-1
\Z Diels-Alder SSDOHITH Y | —fixHI72 Diene 23KEF DT Vo o & FOST D EFERERBS, 57
FNTY 7 o~V REKT D0 ARG, ~7 v+ %% T Diene X° Dienophile |Z X 5 ~7 1
Diels-Alder [<)it~, 7 k7 > & Dienophile & & 5 EALSIG TH 2 W E - EF ISR H D [1,2],
Diels-Alder St 3 & O BIWT & AR RIRFIZHEIT 3 2 2B BUS TH 0 | ISR HEE S
AR AIRE/R PG T dH D [3],

@) o) R
2
SO IO ¢
3
Dienophile Diene
(b)
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Figure 6-1 Diels-Alder GO ; (a) EFEFFENIL. (b) 7 TFARS, (¢) ~7T 7 Diels-Alder X
B, (@) ¥ETFEFAOS
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Diels-Alder SUGMEE DFUGSSRIFIZ LY A F L B UGS L CTEBEN N T A THh L Rk E
VATHDLEZXVREET H, = NMEE =% VKO Diene & Dienophile O¥ERRIBLE T L
ST EN 5 [4], Figure 621~ LA I F& P OWBEIELE & AW OGRE =T, HAR=
WVEER C=C ZEHEEO F/FICEET 5 & SRISERM B L, STARREE 2 8 2 ARG E O =
RERIER SN D, — T, BRI VEEN C=C “EHES L AP EICRET S & &, K
FEE LR WA RS MEDIR FIZ K 0 FERGHE B O VRPN I D,

Diels-Alder SUSMZBWTAEBY OB FHZEREZ BT 5 2 & TRISMEDHIEA FRETH 5,
Figure 6-3 | Diels-Alder S (2 81T 2 A% O = 3 )L X —IRREDHE&IX % 773 [5], Diels-Alder i1
B & RSBSOS D DI K5y S D, BSOS TR S IC LB R B Z SN IR L. TEMEAL
TANX—%BZ D ETRICHBMAT 5, Z O, SAREIC LV EERIREED = 3L F =238 F 0
T MERER S D, — 7 TREBUS TR A TE IR I S 0D = %L F— 3 EMHE L= % L ¥
— %252 E TGN HBMNICETT 5, 20K, JVLEREAEM T DX Y ENERS L
Do BUSH E B O TRV F =KV FEE NI SN2 WSS b IHETT 5, Al 72 BOEA
I T % Diels-Alder SUSTITAHE, FRISEMEDOR Y ~— [6]°F / ki [1,8]. /1 a4l [9,10]1D
ARIZICHEN TS,

Figure 6-2 ~lA I NETP VU OYBEMEE L ERYWORER ; ) = F&, b)) =F V&
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6.1.2 Diels-Alder ic & o LT RWEFEL X T A

Diels-Alder & TR S AVT-RE AR, pHy IR, KD F & OFBEAERIZ X0 WiEUS T Lk
BRI S5, WEIGIZ K 28EE 0TIk & ST 5 2 & THEMA & R 22 RIS HIE T 5 2 & 23
A[HECdH D, Diels-Alder i &4 (Au) R (Ag) T/ Wi ONEEWEEEZFIHT 52 &£ T 5-74
IWRFTNF LA (CF) [T F NI [12] D4 & it 23 #ds S 4. DDS ~D s 73 4]
FESNTWD [13], F /R F-REA~OERIT Au X Ag RN IEAERE A A BT 5 T A — 3 A< F|
AEhTuva [4,11-13],

2020 FFZ/N—27 RF O Liu b1, Ag T /R FREIZH LN TCDIEY L LT~ A 27 12 RNA
(miRNA : miR-148b) % Diels-Alder )2 K- TREA S BTV AT ¢ FiEG Z2 b ALEW & &
Ltf/ﬁ%@A&%ﬁibtlﬂ JHZEEhIE 415 nm, 0.2 W/em? @ LED FREHIC L - THER S,

5 DRITEMEIICHH SN Z EEH OGN Lz, S BIT, in vitro TIEHMROEESEIZRE D 5 86T
THDHRasMNEBLT=7T7F %A P TERUICT R b= RAZFHE L., in vivo TIEIEE O MEFE %2 1
Hil9 5 2 & &ZEFE LT,

2021 HZF U RF D Bolafios HlE, H O UOHEYTHDH A M MLFHY—F (MTX) 25 LT
Diels-Alder SSIZ K> TUANT ¢ RiEGEEA L, HEVEEZNZRN 44%D AuT /2 K (AuNR)
£ 32%D Aut /77U X (AuNPr) RifilZIEHf L7- [8], Bolafios I3 & 808 nm Dir7R4% (NIR)
L —H—% 350mW T 15 77 F 5925 T 1 nM O AuNR &K & AuNPriZiK I 24 41°C & 40°C £ C
BENEA L, ZORENPD 15% & 11% DA b FLXH— IRKHINDZ L2 LN LT,

ZXUE T, Diels-Alder S& TR S NI FEB N T T X V) /R OB BRI Z Y X 7u, DDS
o THHATHL ZERMESNT, — ATl SNTET T XE T 2R OREIT M & O

IZIRESNTEY, REEHRRO L @m0 ER T k1 L 0EARHRE STy, £2 T,
FSETHM LYY B EM Au-Ag 7/ Ki 7 (AuAg Si0;) OERMEIZEYE L TR Y LE S
(Dox) % Diels-Alder Sz L » TERid 5 Z & gt L,

613 F6EDHN
AREDHMIX, Dox % Diels-Alder ST &> T AuAg SiO) F &S L 7=/ ki OHiIEE 5
ERETT A2 ThD, AR LIZT RO OWRE/ L — Y —ISEMEEZ TN L. in vitro 12T
PSS 20 SR 2 5 A L 72,
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6.2 EBRGIE
6.21 #MHK
BHRICIE, 7 F 77 rad (D BRUAKFMY (HAuCl ; FOCHEE T3, SURRR) | B
(AgNO; ; RO T3, BURRRR) . L) - 7 AL B (AA ; FIDBHMEEE T3, RARs) . RV
t=trl K K25 (PVP; FOGHMIEE T3, 3ERk) . Tetracthyl Orthosilicate (TEOS ; HURALAK
T3) . 25%7 »E=7/K (NH;3 aq. ; FOGHIZE T, SRR . 1 M KL MU U ALK (1M
NaOH aq. ; FOEHiSE T2, BRE/DWHTH) 3-Aminopropyltriethoxysilane (APTES ; B F{bEk T.2%)) . 2-
Furancarboxylic Acid (Fran ; ®E{LA T.3), =% /7 —/L (99.5) (FiyemidE T2, FERK) 4-(4,6-
Dimethoxy-1,3,5-triazin-2-yl)-4-methylmorpholinium Chloride (DMT-MM ; H 5U{k ik T.2£) . Doxorubicin
Hydrochloride (Dox ; ® 3 {k p% 1. 2% ) . N-Succinimidyl 4-Maleimidobutyrate [Cross-linking Reagent]
(Mal ; FEALRK L) . P AF NV ZLERF L R (DMSO ; FOGHMEE T3, AEERR) . BEik~=F b
Pz T2E, BFERrR) . EK (DO ; FIEHIZE T3, NMR M), DMSO-d6 (Fiotifid T2,
NMR H). D-MEM (&7 v a—2) (-ZAZIy 7=/ =Ly R ELEVEET R U A,
1500 mg/L REE/KFZT MY U AER) (FtHizE T3, Mlats# M), Fetal Bovine Serum (FBS ;
Biowest), <=3V -Z h LT hwA v (PS; FOEMEE T, MlaRsRA) . U ki (PBS,
DS 77—/ A A AT 4 V), 0.5wh% b U 72 53 mmol/LEDTA-4Na (7 =/ —/L'L v RARE)
(MU 7> Gibeo), HffiZK (18 MQem, Millipore) % FHV Mz,

6.2.2 VY IWBER Au-Ag T JBRIFDEER

10 mM HAuCls 200 uL & 10 mM AgNO; 20 puL % 10 mL O#BHKIZINZ 7-%. 100 mM AA 40 uL %
ZIEILTDH I & T AuAgNS (AuAg) Z#1ERLL7=, Z O#E/EZE 10 [BIF7V 100 mL /ERL L 7=, fERLL 7=
AuAg ¥R 100 mL (Z[EFHZZER] & LT 1 wt% PVP 400 uL Z 012 T 9,390 Xg T 15 2y MmOy 217
VN, 10 mL SR U 72 2 e U7, I L 72 10mL (2, =% / —/L 30mL & TEOS 3 uL Z /i
23008 LTc, EDO% NHsaq. | mL 2012 T, 1 KRR ZIT o 70, ROSHEIZIE, 9,390 Xg T 15
. EODDBERITV., EEREZBRER 1I0mL O ) — L ENZ T, ZOEREE 3[E#ERY K LT
H#L. U b AuAg (AuAg Si0y) ZARk L7,

6.23 TV IHBEA Au-Ag T/ R F~D Dox {EHf

AuAg SiO, FHIZ VTV &E AT 2572022 APTES & Fran 38 X U8 DMT-MM % H W\ 72 A
IR & o TR S NIz B DR % Figure 6-4 (2R3, APTES OREET D 3 D= k3% 33K
SRS T ) =N ETER L. AuAg SiO, REI DY T ) — VI EMEARIGT 5 Z & TEfMisn %,
TGO ETITEAMIIT ARV, TAFAE, TATFE REER LTS UFEEKE Y LA
2 R Diels-Alder SUSMZ B DIEMHEL= R A X —DRFHEIC L > THOEMZ /> TV 5 [15], BRI
Bbod =y MR OMKIGOEHE LT R X =T =LY ALICEREEEZ o7 7 U FERD
FHMEV, L7208 o TAMFZE TIT AL VAR 3 SV 2855 Fran 28R L 7=,
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(a) (b) ()

O 0
i, CI) ) /\O"’SI I/\/\H =
r O O /
Figure 6-4 (a) APTES. (b) Fran 3 X T} (c) DMT-MM % AWz & RISz X o TR EN L&D

g

BB L LC. AuAg SiO, #HZ APTES 8ffi L7=, 1 mg® AuAg SiO, % 10mL D=4 / — /L
AEEE, PO ImMICTHEE L7 NaOH aq. % 1 mLESINT 5 Z & TpH & 10 FBRE ISR Lz, 9L
7o ¥ HRIZ APTES % 1.4 ~ 54 umol IRAN L, 60°C T IR EHHE L7z, SOSHITIX, 9,390 Xg T 15
AR EODBEEEZITV., FEAERER IOmMLOT X ) — LA INA T, ZOMEE 3[EHR Y K L THE
# L. APTES {&ffi AuAg SiO. (AuAg APTES (APTES ¥RINE)) AR L7,

BB L LT 50% =& —/LIZ 5 mLIC 1 mg D AuAg APTES27 43 &+, 14, 27, 54 pmol
@ Fran ZWAN L7z, #EEANZIE DMT-MM & v, R 27 pmol @ DMT-MM 4 =[ElIRANL |
40°C T 18 FRRUG 2 AT S W70, SO, 9,390 Xg T 15 /0f, w0 mBiz1TV, A E bR
F#% 10mL o= % ) —VEMxl, ZOHELZ 3 BV IR L THE L, Fran i AuAg SiO;

(AuAg_Fran (Fran IRIE)) Z AR LT,
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Dox IERfilZHE3r > TDox 1w LA 2 REZBEA L, #ET07 I 7 E2FH L CREENEAS
7= Dox IZHUIESE IR 23 2 & NS S Tu5 [16,17], Figure 6-5 12 S iBFE % /kd, ARFE T~
LA X REOBEANTHW I MaliZAKPTHfEL, IR EEboM0E8W e bz W MEAa I iR
SND, WIVARFVELZEOMAEME Dox BHKMES LT X NG & T 2 Z & T Dox (Zxf LT
~ LA I FENEAZ T Dox-Mal Z &% L7z, Dox-Mal i% Dox 30 mg |Z%f L CE/LT 3 H&D
Mal Z RN L, ISOHETEIZIE U T DMT-MM 23N LA L7z, A L72 Dox-Mal (X /3748 L—
% — (N-1300, EYELA) % f\\ T2 4 TR S 721%. 2 mL O DMSO I[ZIEfR S 7z,

JEBRVAIL 28 7 n~ ~ /7 7 4 — (TLC ; TLC Silica gel 60 F2s4. Supelco) T & - TH 7 5 EEfR—
T AL )=V TCTREBLEERZ D EICREL, 77 v v a HEER S A7 & (Isolera™ One,
Biotage) (2777 A (Biotage® Sfir Silica HC D-High Capacity Duo 20 um. Biotage) % —-DiEfh X+,
40 mL/min O T 15 mL 20T 2% 2 & THEL L 72, 1L DMSO H1Z 100 mg/mL & 725 X
IR ST,

&I T /R 1R Dox-Mal #&ffi L7z, 50%T % /) —/WZ5# L7= AuAg Fran 1 mg (Z%f L C
Dox-Mal 7% 20, 30, 40, 50 ug & 722 £ 9 1 mg/mL Dox-Mal /A Z WSl L 7=, UshitkiZ 60°C T 18
MBS 2 2 & CROLZH#IT S B2, RISHEIZIE, 9,390 Xg T 1543, mOsBEEZITV., B
FHEBREH 10 mL O 50% =%/ — v axic, ZOEEE 3 DI L THE L, Dox EAfi AuAg

(AuAg Dox (Dox-Mal ii§Il&)) =& L7,

Doxorubicin (Dox) N-Succinimidyl 4-Maleimidobutyrate
(Mal)

O O
7 0]
qM O’D
0 (0]

Tk 5y i

0 o)
Y o)
N HN
OH O \NH, \/\)LOH
“'OH

DMT-MM
Dox-Mal

Figure 6-5 Dox ~D~ LA I FEOEAERE
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6.2.4 PRl HIE

6.2.4.1 SLHELEXVKENEIC X 5 REHEM O
Figure 6-6 (a) (C[E AR+ DB 340 OBEERR A2 73 [18]e 7/ KL AR EIEM A H TRV | iR
H ORI A A L OFEMAAEMC LY FEER & IBUEN LR 5 ER _HENER S D, K&K
DEITEIRREF CTHHIE L72AKF L T D %A A > OFFL O Stern [l CTH Y . £ DO D BN
Stern BAZLys T D, B—F B NMATT XV EOEN TH 5728 Stern BBALypsd U bR OFE
MNTHDHEBZLNTODEHR, 1FEAEDOWIETIL Stern L yst B— X EMAIHELWVEDOE LT
B o T 5 [19], R _EEOIRN Y OEEITA (6-2) T/RT Debye R xIZL->TEIND
ZEDRHAE STV S [20], Debye & x (33 (6-3) \RT kDU TH D, T 2T, nlTEMEOM
B, ZITEMEOREE (m3), elTEXHERE (O, oFEZEOFHEER F/m). & 3K OLTFHE
IRV~ ER UK, NIEHRE (K) Th D, Debye & x 1L ICITER ~EHEOE S
T2 < FEBUENOENAL Stern BALD 1/e (e : BRI DIR) LBl TH D,

X = K_l K (6'2)
= 2mnz2e? 2 (6-3)
&o&rkT

& BAEDFEE
er @ WIRDEIR D L ER
k: Ry < w5
T : facHEE

BIE a 7% Debye & x [Tk L THAoREWE &, BEXKEBENE v (330 (6-4) (2777 Smoluchowski
ORXRIITEREND, ZOL X, gldtER (mPa), JIE—XENM (mV) THD,

u= gongrg K (6-4)

& BZEDFHER

& TRIR DRI D LR
n : RGPEER

¢ B—HEN

ﬁ% Jrh‘f

Figure 6-6 (b) |25 8R40 T D3 E LT R OB AT OBEE X &2 7R3, R F-RECILH BRSO
WAE I L > CREEMBEPIZR I N D, RiEMEDES d)’ Debye £ x £V +4 j(%b\k% =
Tl FEAnT i PR CUXEENLAS — B L 72 D, ZOEENLAS Donnan BALypoy TdH %, KIAE M JEDIMBIZIT T
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NI O BEBR _HEENER SN D o, KEEm g, W o miRCEALIT R B I 21k
T 5, KFERENS VADTEIKIIH E S 2 7 OIFIEIC L > CEIRO MRV EIRCh 5, HiEm
THWAE LTRL T OBRIKEIBENE u 23 (6-5) (ORI [22], 2D & &, wldFmENE St
(BT DB, NIFHEES T OMBEEOME, ZITWERS TOMMEOEE CTH L, HmEEHD T
D3R AE LTl O BXKIKENEENE o X Donnan &N wpoy & 1/4, 3 LRI EME, A mEIZEIT D
B TEEN, B—FBMERDD Z LT TERN,

lpO I:DDON
L2 + LU
u= 0K A § 2 X (6-5)
n 1,1 nA
K A

er IR DEEIR D Ll =R
n : AMEER

N @ #E S OFBERE Ol
Z . MR T OMBEIE O
o : WAKIL
(a) o (b) )
F'y d 40

vo N VA e

~ o
=

WUbon
1/x ki 1k

D
—
D

@ @D
N TN
~ _ N
AP [
@

~N U EF
u'c :Ef
o}

_) e Ii-‘? ® ©

&)
fi\
&
@
@®

[ bUNEUES 2 [ R i

Figure 6-6 (a) BRI F & (b) BEICEE L-BRFOREBEE LTI-BFDEMN YT OEE
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ARETIL, %ﬂ(ﬁ@ﬁj’ﬁﬁflﬁ{ﬁ' ELEE (B—4% Y%A % — ; Zetasizer Nano ZS90, Malvern Panalytical,

wMﬂm@mm . REIORMIENOWEZIT 72, AEIORREIL 0.1 mg/mL THE L7z, *

mﬁiﬁMW4f%5mmM@Nm%ﬁu%@tw«wﬁﬂ@ﬁﬁ%ﬁﬁ% Z. B/% NaCl
{Mﬁifﬁ‘ﬁ@ L2, KJAOFEZRET D72 DI EHI P - < D EFEWE, #0IRLEFIE3MEE L,
BBt DAL 2 SR D T2,

Debye £ x (XEMEOPRED 100 mM OFFZH 1 nm, 1 mM ORFIZK 10 nm, 10 uM OFEZH 100
nm T 5 [23], AEDE—F B NLJIERFD NaCl IR 1T 10 mM Th 5728 AuAg SiO, DER _HE
® Debye Ex1E3 mfEETHDL LB LD [24], S HIZAPTES DHFEDE S5 ~ 10 AT
BHDH T ENWME SN TUVWD [25-28], Debye £ x I3 APTES OHAY 812 K - TR & 5 K E e
Zxt L TRE L, VAFIEFRITIS W, UABFEFIT IS nE & K (6-5) 17X (64) &L —T 5,
7> T, AuAg APTES |[ZEMFKI1-& L GEEITE, BRIKEBENE u b B — 2B EREET 52
ENARETH D, EXIKEBEIE TN (6-6) 1Z/8F Henry O 2912 L - THEMT L. B— X BN H
HH L7z, Henry I (6-4) 1ZxF LT, K DOFEICL DB ELOELZZE LA THY
fxa)lX Henry £28(CTH 5.,

Srfo

_ f( a) 2 (6-6)

fixa) : Henry #%%k

6.24.2 KRERILIRSIEIEIZ X 5 Dox-Mal OFEAf
BRER LG A7 VIR I G 7t dEE ("TH-NMR ; 400YH, JEOL) ZMwWwT, fEE—F
IZH, A%y B 32E] SR THIE L7, *FHEEUEHE LT Dox & Mal # v 72, Dox IE D02,
Dox-Mal & Mal i3 DMSO-d6 {2 1 mg/mL & 725 X 5 % SEHIE L7z, Dox-Mal DfEHIE Dox DNE
BRO3IOOKFImEINDIE—T L~ A I FED4OOKFRITTEIND E—7 OFESMEIZ L -
THER L7,

6.2.4.3 REEISEMEOFHE
AuAg Dox % I mg/mL & 725 X 9 50%T4 / — /MBS, 1SmLELEIC AN, T/ K15
DS Ao T2 7 40, 65, 90°C O/KIEHIZ 5 pMFHE Lic, 2 TOREZUIWrd 572912 90°C D
AKIEFHIZ 30 fHEE L, ZORORHEE 100% & L, FRBIORHEZFE N Lz, #E%IC 9,390
Xg T 55ME L, B 100 uL %7 L— Kk U —4— (power scan HT, DS 7 7 —~/3A 7 2
7 4 71V, Japan) (2L o THIE L, Dox OfifttiEA ER Lz, HERFORKEIIMEKE 480 nm, #
PR 590 nm THIE L7z, n=3 £722 X HITHIE L. AEEIL Tukey IEIZ K - TR L7,

6.2.4.4 L —Y— &M DT
—aER I L — Y —%E  (KIF200521085-0000, AXJ7 KT « 7 4 V7 A) ZHWE, L—
—3EE 750 nm, L —Y—£ 6.4mm, 77 2.8 Wem? THS L7=, 1 mg/mL @ AuAg Dox 50%T %
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J = VIR & B AR L, 100 ug/mL & 200 pg/mL & 722 X O % Lz, 0% U720 % 1ecm Y
FFOAYETT T AF 23y M 200 uL N %, L#%v—$~%%ﬁbtoﬁﬁiﬁi#—%ﬁ%§
(G120EX, HART © A =7 A Japan) (Z& o> T2 O 3 FEICHIE Lo, WENEX S Silo v
— P —RREEEDFIR & L —Y— %%%@2 W@Mm%ﬂatto%%%®@&i9wongﬁ
OB L EEARE T L — R =X — |2 X5 Tt Lz, 51T, Roper ©H [30ICL > TERE
723 (6-7) ZMEH L THIREI Tét@W@ﬂM-W)%ﬁ%Lto::T h EBVRER K
(Wm? - °C), S IZARZBOREE (M) Toar 1 XY > T IARK O PHARE  (°C) | T 1XJE P OIREE
(°C), Qi L —V—HH F TR EKIZE S TRAETZE (W), HZL—F—HT1 (W), 41X 750
nm COY > TV DORKETH 5,

_ hS(Tmax - Tsur) - QO
I(1—10-4)

A (6-7)

6.2.45 HMIRIERFGE
— PR REO b AL LR A (AS49) 12k % AuAg Dox50 DHUIEEShHL % FFAf L
776
HI1H1Z D-MEM {Z%f L C 10%® FBS & 1%D PS Z N Uik 2 F55& U7-, AS49 28450
(ZE B 7R RS (2.5X10% cel/mL) (2725 K 5 RS A N % | 25 IaREE 7 L — b 96F it
N =V Z AT (96 well 7 L— k| MS-80480, EAN—2 T A ) 1T 0.1 mL ToAN (25X103
cells/well) , COrA{ % 2_X—4— (MCO-5AC, SANYO) HIZ37°C, CO» 2% 5%, TRJE 95%0 5
T 1 HifE L CHif 2438 S H 7z,
B ORE & B OT=, T RADORERED 1 mg/mL DA Z 1 mL 7217 15 mL OEILE S
T, =¥ /) —)V%& 6~TmLIX 7%, 25 kHz DBE % 545 ﬁﬁﬁbf“ﬁéﬁhﬁn%XgTw
SR OBERATV, EES AW Uiz, ZO8EEEL 2EHR VIR L7z, W L72RUBHS, FBS 28 %
IRVVIEERE A 6 ~T mLINA T, =& /) — )L L ARROEEAE 2 D IR U7z, BERIICETE & D 2 %
DO (200, 400 pg/mL) OFRELE . FBS % & F /W IR M 0 S W72, M2 #6FE S 72 96
well 7'L— FORFHIZEG| L72%, control & L CRlEI A B £ RV A n=3 L5 891
mL §2oMz 72, 96 well 7' L— MIFHEE L7230k 0.10 mL & 20%0> FBS £ O FF5E L5 H 0.10 mL %0
ATz BAEHIIZ FBS IREEIE 10%, aEHIREL 1T 100, 200 pg/mL (ZFH%E L7,
24 BEMH ISR 750 nm O L—H—% 2.8 W/em? DSAEC 5 43 £ 7213 10 2y TRRET L 7=,
5| 24 B[] COr A > F 2 _X—F —NIZEE L7z, PBS & NV 7o & W C EE AR &
Juz2ThIX LTz, &V 7 VOEFERIT, Muse® IV b & A1FRXy v TH T4 Y —
(Guava® Muse™ £ /L7 7 A ¥ —_ Cytek Biosciences, United States) % ffH L CaHMI L 7=,
Dox @ 50%BHEWEE (IC50) 1% 2.5X10° cells/well THEREM%, COr A > F 2—F —WNT 1 HEFE
L. | ng/mL 225 50 ug/mL O#iPH T Dox /LA iM% IZ 24 R ORI A FR 2 HE L, 1C50
Calculator (AAT Bioquest) (2 - CHEH L7-,
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6.3 FEFLBE
6.3.1 APTES &tk Okat

Figure 6-7 {2 AuAg_SiO; 1 mg (2%t L TSI L 7= APTES &2 L 5 ¥ — ¥ BN OE(LZ /"7, pHT4 T
AuAg SiO, DB —ZENIE-273 £ 1.6 mV Tholo, 7 /K& HT 25 APTES DIRNINENHE X 512
ONTE—FENILEICHE LT,

INFET, FFUvATUrE=ZU AL AL (DAY) [19], EF AV NI AFAT v E=y L7 RI R
(ChTAB) [BL2IRARV 7 I U AT 5K Y ~—[33]% SiO 1WA S, %@f~&ﬁuk%mi
DBRBHE ST\ D, ﬁﬁ%@ﬁ?%éDﬁt(HAB%%%@?—&$M®ﬁME@ﬁ
FEOMM 27~ L, BEFERIC A LTz [19,31,32], 45— BTl Sio, £l ﬁﬁbtﬁﬁﬁ@ﬁ
PR AERIC K > Tl Lz, 5 &Kfiiﬁ TWeag U7 S s MEA [R) L 28 BROK PEAH LA
Xk VS TFBEIER T 5720 —ZEBAIE 0 mV ICES<, SSICRMENELL 225 & FETEER

I TEER T D7, B—FBMIZEOEERT, KIS TIEOBAICE-> TREI

EICHET 2 72O SR OWAE BIE S, B—2EMOEOEE TN D, E—FE
A7 & SIS A O U E O BRI SiO (17 2 S iEiEMEA OW A ZEE) & B < —FH L TWwe [31,32],
L7235 T, AuAg SiO, ~D APTESEffilif D€ — & #ENL & APTES IRINEDBfR %, SR A A
L7e TR 5 2 & TRIGEHOHEE R FRETH 5,

AuAg SiO, RiEiD T /) —L k& APTES O b F U HT—X—TIST D720, FENTICIE 1 W&
A MR LTI OFRRETLDHEEIRE LTERENTH LT 7 2 27 OREFRNZIER LT,
WA TR OWAEFRXITA DM Z R S 7202, AuAg Si0, DB —Z BN OEEZEBEM LA (6-8)
EERL, T4y T 4T LT, ZOE, Z (mV) FEB—XEN. Z, (mV) 13— X EBENNOIRKKAE.,
Zo (mV) 1% AuAg SiO, DB —XENL, K, (umol!) FEE. C (umol) 1L APTESIFIMETH 5,

(Zm - ZO)KZC N
] =— =" 4+ 7 L (6-8
1+ KCc % A (68)

ERLERNCED T4 v T 4 T ORER, Zyid 414 mV, K12 0481 THDHZ ENHL MR- T2,
ZORE, WERERIL0970 THY |, WERL —H L, BELERCL-TT7 v T 4/ TE
Z &lE. APTES 723 HUE TSl S VTRV EMED A LIZEOB— X BN 416 mV THHZ L%
EELTUW5, APTES IE SiO RE DT / —/VEL L AKEREA LERMEISHK L TR E 72 I LR E I Bl E
SNDHZ &IV 7T T NEEMES 2D 2 EDHME SN TWD [34], KAISISOEAITEITKTET D
BETHHEEZLNDIZD K. DEEZET5H 2 L T APTES Effil O, SRUELE. pH %0 G
SR K VBB E Om LR ARETH D B 2D, ARk LT AuAg APTES27 OB — X EALIL
246 = 0.22mV ThH YRR ThoTloZ &b LIEOEMIZIE AuAg APTES27 ZfEH L 7=,
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Zeta potential / mV

_30 1 1 1 1 1

0 10 20 30 40 50 60
APTES/AuAg_SiO,/ pmol/mg

Figure 6-7 A D APTES IRMEIC X 5 ¥ —ZBAOE/L

6.3.2 Fran &%k Ot

AuAg APTES27 (Zxt L CHEAAI L LT DMT-MM % F\ T Fran Z{&ffi L 7= ¥ — X BAL DAL
% Figure 6-8 |27k, Fran {Effifjo> AuAg APTES27 O¥ — X ENIL 2.46 = 022 mV TH o720,
AuAg Franl4 O —#EA11%-13.9 £ 0.84 mV Th o7z, Fran iRINEZ O L7250 CUERR L7250k
b 10 mV FREDEZ /R L7272 AuAg Franld O SIETERED APTES I3+ 06 L TWnWbH EEZX 6
L%, Figure 6-9 (2" T X 912, DMT-MM (&7 / Kir-RE DT X /K TIER <, IAVRCBERIGL
EMET AT VEKT D, -5 T, Fran EfitE OB — 2 EBAOENIL, T /R FREmOT I 7 FER
Fran SHEAIS L. 72 REEAENIER L7 Z & T Fran DWMERIi SN2 L2 RIBLTW5, Z DR,
APTES EfiRFICRIE ThH -T2 T ) —VEOFEIL L > TE— X EBMITADEE R L2 & 13E
265, AuAg SiO, DE—HEMIF-273 = 1.6 mV TH Y. AuAg Franl4 OB —XENLIT 13.9 =+
084 mV ThH-o7=Z & H APTES Effilc K2R > 7 / — /VEOBD PR REBE I L7z, AT
AuAg Fran27 [ZkF L CREHERMZ L7k R AR~ T,
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7 ¢
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Fran/AuAg_SiO, / umol/mg
Figure 6-8 Fran iMEIZ L 5B —F BALOEAL
(@) \i (b) (c) -
NN O
N)%N O

\okNArL*ﬂ R1)kOH A

5 0”7 N 07 R,

Figure 6-9 DMT-MM % V= HEE S D HREAERY ; (a) DMT-MM, (b) W/VH B, (¢) IEHET AT
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6.3.3 Dox-Mal DfEH

Figure 6-10 [ZFEHFTD Dox-Mal % B72 HFFEET T L« A & ) — VO ARSI L - TR L7-
TLC OfERZRT, TLC OFERIFAELE 7 v > N OBENEEREC T 2 WE OB EERREOFEXHE TH 5
Relative to front (Rf) fE%Z >RKDFHI L7z, Figure 6-10 O TLC FEDEARII AR v hDIEETH Y | IR
PPEBZOBIEE 7 0 MLETH 2, MEOBBERHIAR v otz Huvniz,

Figure 6-10 (a) (/R TEEAT T /L« A X /7 — UL 50 @ 1 CRER L7725 R1E, Mal ® AR > hd Rf
EA3 0.18 £ 0.95 TH Y, FEHIATD Dox-Mal @ RffEAS 0, 0.20, 0.78, 0.91, 0.96 TH -7, Mal DA
Ry RO TH o722 L1k Mal BIVKDRIC L » T ooDfbAcnfiEsniz2 L 2Bk L T
%, KEELATO Dox-Mal 1% REEAY 0.20, 0.78, 0.96 O AR v k7% Dox FHKDREIZ R A LTV iz, Rf
EIXEEE & OMAEROBRSIKFET 5720, Mal D ARy FO R 0.18 L FREDETH -7
FEBLAT O Dox-Mal @ REEZY 0.20 D AR v MEIEMD Dox-Mal Thd LB Z LD,

Figure 6-10 (b) (Z/R$HEE=F )L+ A X J —)LE8 500 @ 1 TR L7ZfEHR1E, Mal D AR >~ D Rf
E23 0.19 & 095 TH V. FHRIATO Dox-Mal @ REEAS 0, 0.15, 0.89, 0.96 TdH 7=, Figure 6-10 (c)
\RTEEEE =TV 0 A X 7 —)LHAY 1000 ¢ 1 TR L72#5 1T, Mal ® AR > kO RfEA 0.20 & 0.94
T, KO Dox-Mal @ RfEZY 0.16, 0.24, 0.86, 0.89, 0.95 T >7-, Figure 6-10 (d) (Z/~7
fg=F /)L CREBA L7-AERIE. Mal O AR > b RFEZY 023 £ 0.97 TH V|, F5HLHTD Dox-Mal ® Rl
23 0.13, 0.89, 0.97 Thoto, FEETT /L : A X 7 — )L 500 : 1 2 HEET T L~ L JREIEEED
AR )= NVEFREROHT I E T, Mal © FHEEAR v FO REEIZ 0.18 705 0.23 IZH K L7=—F T,
Dox-Mal & & 2 5315 AR » b RFEIX 020 0°5 0.13 128 L7z, —->® REEDZIIHERE = F /LT
B LR iR b REWEH 7 7 v 2 BERFR S X7 M2 X 2 0 BUZITFfg—~F v 2 v,

(a) (b) () (d)

Figure 6-10 EEERT-F /)L : A X ) — NV EERB L TCEBALZ TLC ARy MLE ; (a) 50 : 1, (b)
500 : 1, (a) 1000 : 1, (a) 100 : 0 ; (£) Mal, (F) ¥ERIETD Dox-Mal
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Figure 6-11 {Z Dox, Mal ¥ X OE#It% D Dox-Mal @ 'H-NMR A7 kL %779, Dox, Mal, Dox-
Mal ® &' — 7 [ Z3CHMELZ L - TIfJ@ L 72 [35,36], Figure 6-11 (i) {2 Dox @ 'H-NMR AX7 kL& 7R,
7.3 ppm & 7.6 ppm (ZHEFE S AL72 ¥ — 7 1 Figure 6-11 (i) a {2789 Dox D/NEERD 3 DO/KFRITIFIE S
iz, ¥— 2712 L7l Figure 6-11 (1) @ 7.3 ppm & 7.6 ppm O B — 27 OFE3 % 3.00 & L= & D
FAXMECTH 5, FEOEIIEE P OKFBEEIEIFE L TV D, 5.5 ppm ([THERR S H7= B — 71X Figure 6-11
O bIZ AT 12Ot FuFx TR E I, COMIEIX 098 Th o7, 3.9 ppm IZHER SN —
7&iF1gure6 11 G) clTRT 120X MFIEITIFE S, TOMRESEIL3.68 TH o7, 2.2 ppm (ZHfE

WENTZE—727 1% Figure 6-11 (i) d (277 2 DOKFITITE S, ZORESEITZ 259 Tho72, 1.3
ppm (ZHERE ZAU72 B — 2 13 Figure 6-11 (1) e ISR T A FVEIZIR R S, T OFESMEIL2.92 Th o7z,

Figure 6-11 (ii) {Z Mal ® 'H-NMR A-X7 ~L%& 757, 7.0 ppm (ZHERS S 4172 ©°— 271X Figure 6-11 (ii)
Al TV LA I RED 2 OOKZITIFE SN, E—27I1TR LTI Figure 6-11 (ii) @ 7.0 ppm O E°
— 7 OFEEZ 2.00 & L2 & X OFEMETH S, 3.5 ppm (THER S 472 B — 21X Figure 6-11 (i) b |27
T2 ODOKFBIZIFE I, ZTOREDEIL 221 TH-olz, 2.8 ppm (THER S 1172 ¥ — 7 X Figure 6-11 (ii)

¢ IZART 4 DOKFITIFE S, TOMEOEIL 3.58 THHo7-, 2.7 ppm ([ZHER X 7= ¥ — 7 |X Figure
6-11 (i) d (7R T 2 DOKFIIFIE S 4L, £ ORI 2.03 TH o7, 1.8 ppm ITHER I N/ — 71
Figure 6-11 (ii) e |Z/”7 2 DOKBITIFIE S 4L, EOFESMEIL 2.01 ThoTo, R TOFEOHEITHET
DKFEE OB FRE & L < —B L7,

Figure 6-11 (iii) {Z Dox-Mal @ 'H-NMR A-~X7 hLZ7R9, 7.7ppm & 7.6 ppm |[ZfERR SN2 B — 27 1%
Figure 6-11 (iii) a (27”9 Dox DNEEROD 3 DOKFBITIFIE Sz, ©— 7T LIZfEIE Figure 6-11 (i)
® 7.7 ppm & 7.6 ppm DO E—7 OFE/MEE 3.00 & L7z L X OMAMETH D, 8.0 ppm I[ZHER SN E
— 7 1% Figure 6-11 (iii) b \ZR T 7 X KEEA D 1 DOKFITIFE S, ZOFEDEIL2.76 Th -7, 7.0
ppm ([ ZHERR S 4L72 B — 21X Figure 6-11 (i) ¢ (239~ LA I RIED 2 DOKEBITIFE I, £ DOFES
fEIL 220 THo 72, 3.9 ppm (ZHEFR X472 B — 2 1L Figure 6-11 (iii) d (27T A FF VD 3 >DKHE
IR S, EOMSMEIL 5.02 TH o7, 1.1 ppm FREEIZHERE S 472 ¥ — 27 13 Figure 6-11 (iii) e (2R~
FTAFNEED 3 OOKRFRITIHIE S, £ ORIEIL 528 ThH -7z,

Dox-Mal ® "H-NMR 27 h b= LA X FIEB LU I MEGIDFE SN D E—7 D3R8 T
722 EMB Dox ICHTH~ LA I FEOHEAIKILIZEEZBND, v LA I N Z‘J‘fﬁ)ﬁéh?‘:
B — 7 OFEEIE 220 THY . B TH D 2.00 LITVMETH 572728, Mal & Dox-Mal D3HEIC
R LTc, —T7 I MRICRB SN Y —2 ORMER 276 TH Y, HEETH S 1.00 (23 LT
KEWVHEZ R LT, Sppm FREIZIZ Dox D7 X /DO E—7 NRND Z ENME SN TND [35],
T, Dox-Mal {Z1% Dox NEFEAND Z EMRBINTZN, v b A I REPEAIN TRV Dox I
AuAg Fran & UG LR W T2 DEREICAFNZE 722 &35 2 5D 7= O FE % OB 2 Dox-Mal
& L CLAFEOFEBR TH W,
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6.3.4 R/ L—Y—IREMOFM

Figure 6-12 12 1 mg @ AuAg Fran27 (Zxf L CH72 5 &0 Dox-Mal Z ¥ L T AuAg Dox Z &K L,
40°C, 65°C, 90°C D/KMIZHFET S Z & T SNz Dox ®ZR"d (n=3), 40°C 5 73 FfER .,
AuAg Dox20 1 mg 7> 513 0.124 = 0.080 pg. AuAg Dox30 1 mg 7> 513 0.0282 *= 0.037 ug. AuAg Dox40
1 mg 72>5 1% 0.110 = 0.031 ug, AuAg Dox50 1 mg 7> 5 1% 0.0240 = 0.033 ug @ Dox 23 it iz, 65°C
555ErE . AuAg Dox20 1 mg 2> 513 0.155 £ 0.038 pg. AuAg Dox30 1 mg 7> 5 (% 0.297 + 0.099 pg.
AuAg Dox40 1 mg 7>51% 0.175 &= 0.15 pg. AuAg Dox50 1 mg 7>51E 0.301 == 0.028 pg @ Dox 23 ik
STz, 90°C 5 70fE . AuAg Dox20 1 mg 2> 51X 0.616 £ 0.22 ug. AuAg Dox30 1 mg 7> 513 0.787
* 0.097 pg. AuAg Dox40 1 mg 22513 0.546 = 0.13 pg. AuAg Dox50 1 mg 722513 1.04 = 0.51 pg d
Dox 23 &7z, 90°C 30 /0 #fE % . AuAg Dox20 1 mg 7> 513 1.35 £ 0.32 ug. AuAg Dox30 1 mg />
51X 1.45 = 0.21 pg. AuAg Dox40 1 mg 22513 1.30 &= 0.13 pg. AuAg Dox50 1 mg 7>5 1% 1.88 % 0.52
ug @ Dox 23 S 7z,

BENR—ETHDH L X, AuNR SRR 1221 COiff Diels-Alder SUG I ZIEIK ORI TT L THRUE
BT T 5 Z & RNIE SN TWAD [11,37), 1> T 30 431 90°C /KB HRIZ BT 2 &L 5 5% 0
65T DI EMTHES T, 3077 FHER DN EIZS 5HO2HRETH 72720, 3057H 90°C
DKIZFE T D Z & TETO Dox-Mal B SN/ B b D, LIeh-> T, 90°C 30 ZrfiE#
DO E% 1 mg D AuAg Fran27 |Z%7 % Dox-Mal DEffiE & L7z, Dox-Mal &% 20 ug 7*5 50 pug i
L CTER L7k Dox-Mal DEMiEICAH BEADMHER SIVRN-7oZ L b ININEIEAR &
WL TH2THY 1 mg D AuAg Fran27 ~0 Dox-Mal D KAEATEIZ 1.5 ng FBEH L 2 ENH L)
Elpolz, ZIET AUNR R° AuNPr —fE247- 0 DY A L7 ¢ NEEA DY Diels-Alder SUGMZ K-> TEA
STz CF X0 MTX OAES /7 BV iE ST b [8,11], FlhO R X240 nm, O K X753 10 nm
@ AuNR 124729 & CF DIEMIEKITH 2.0 X10* TH Y . MTX OEHEITK 5.8 X103, —HDOE SM
90 nm @ AuNPr 1 {2472V & MTX OEEITK 3.5X10* TH - 7= [8,11], AuAg 1 {H2472 Y ¢ Dox D
EREUEL AuAg DEEFE % Au DFEE 19.32 g/em3, EHEZKIE 100 nm DERIR & iE L TR L7=, Dox
Doy {8l 579.98 2 iz, FHHEOES, AuAg Img H72 9 O Dox DIEfE: 1.5 pg X, AuAg 1{HY4
72012 Dox 2349 2X 107 EfEffi SALTVWDH Z & ZEK L TV e, Dox OEMfigIX I E TO®RE &Ik
L CREL, MEEKTHD AuAg OEBRIEDIZEIATH S AuNR <° AuNPr & Fhilig U CE
Effilcx L CHEAITH D Z ERRIBE T,
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Figure 6-12 Dox it HEB DR EIGEM: ; (a) 40°C 5 min, (b) 65°C 5 min, (c¢) 90°C 5 min, (d) 90°C 30

Dox-Mal & ffi @ (2% L CA& G ff Thutl S iz El4 % Table 6-1 (2”9, 40°C 5 43 D544 Tl
AuAg Dox20, AuAg Dox30. AuAg Dox40, AuAg Dox50 @ it 3R X Z 2. 9.16%. 1.94%,
8.52%. 1.28% ToH V., R TOFELOHMHHI10%LL FTh o7, 65°C 55 DA TIL AuAg Dox20,
AuAg Dox30, AuAg Dox40, AuAg Dox50 DH=ITZ £, 11.47%. 20.5%. 13.5%. 16.0% T
S77, 90°C 553 DTt AuAg Dox20, AuAg Dox30, AuAg Dox40, AuAg Dox50 DSt H=HILZ 1
Zh. 45.6%. 54.4%. 42.1%. 553% TH o7,

65°C TS5FET 52 & TI10 ~ 20%REMH SN D Z LR MER Iz, L7zdi> T, 65°CFRED
M2 RFFT 5 2 & THEYOIRMBARETH D Z E N R E T, —F T, 90°C T 5 ET 5 &
40 ~ 50%FEE O Dox 2N it &Auiz, T T 90°C D&M TIHEM b= RV X —%2 B2 5 DI +H457e=
FNFX—NE-2 5728 Diels-Alder L OW RS EHIZHEIT L, fanasicifran-z &
EEWT D, T E TR R ) B O Diels— Alder NG DOHEITIZ & 5 Dox it =RI% 37°C 154y
T 5% . 48°C 1557 T40% . 50°C 1557 CT90% LA ETH D Z ENHEINT- [37]. BEEOHFZE TIdIA
ARG TR L7z Mal &0 HIRFHOE N~ LA I FMEAEBEFIA L Tz Z &% Dox 12k 5 (&4
MEEDENZ LY HHROENBNZEEZ N5,
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Table 6-1 RE722IRE CTHE L7 & XD Dox k=R

AuAg Dox20 AuAg Dox30 AuAg Dox40 AuAg Dox50
% % % %
40°C 5min 9.16 1.95 8.52 1.28
65°C Smin 11.5 20.5 13.5 16.0
90°C 5min 45.6 54.4 42.1 553

Figure 6-13 {Z AuAg Dox50 % 100 pg/mL & 200 pg/mL (ZFH%E U 72wk D L — 5 — BRETIF O 15 FE 251,
& Dox RO A/~ HE 750 nm, 7] 2.8 W/em? O L—H—% 300 FIRET L 72455, 100
pg/mL TlE 49.9 &+ 5.5°C, 200 pg/mL TiE 573 £ 1.9°C ETREN EF L7-, ZOEEZHANT, %
BEICEBITS AuAg Dox OWEAERFEnE X (6-7) NOREE Lz, Z O, AS (XL —V—REH%
DR E 7 4 v T 4> 7 L CEE L, 200 pg/mL OWIEREEIT 0.821, 100 ug/mL OWELSEEEIE 0.411
AW, B U BB niE 100 pg/mL T 64.5 = 14%, 200 pg/mL C 72.2 = 4.2%% /R L7,
ZOMEIZ 2 E THE &2 980 nm (ZF51F D AuNS D WEVEHNR TH D 78.8% [38] & [FIFRE DfE
Th b, HALEHHNERNT 100 pg/mL & 200 pg/mL TIE 100 pg/mL A0RCfEVMETH - 7273, IBEA
BHESTDHZ L THRBEBNRgNEAT HZ EIXINETHHRE SN TWB[39]720, B HL R
IFIELSROONTZEEBEZLND, T DOFERNPDREEMEZ D AuAgNS 1TE BV HL) R 4k
FFLTHY, DDSICE > THERMEITH D Z LAVRB I Tz,

L —F— % D Dox it =13 100 pg/mL & 200 pg/mL T, ZILEIL S 4RI 7.15 £ 5.9%, 11.2
+ 23%TH Y, 1045%ITIF 109 + 1.7%, 140 = 35% Th-oTlz, EH SO TH BETEERH IR
LT Dox MHENHEM LTz, —FH T, KOS EIREITREIEAF L), REIZ X DM ROAE

TIFEATHERR SN o 72, T, Diels-Alder St D WSS TR DOIRE Tl <, T/ hi+%#
ﬁmmr“ IIRAF U CRE DI T T2 2 L 2RI LTS, S51C, K 808 nm, Hi/1 44.6 W/em?

(H77 350 mW, L—%—£ 1 mm) O L ——MEE REHDOKRFEL) Mal ERIFRED 6 THD
~ LA I MEAWIZ L 5 T AuNR IZREHER S 4172 CF OB 100 77 A FICK) 10%TH D Z &
DR STV A [11], AuNR & g UC, K 12> D RIRE[E T Diels-Alder BOUSSHEIT L7 Z & 11X
AuAg D& AR 7358 Diels-Alder SUNMIX L CTHEZI T -7 Z L AR L T D,
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Figure 6-13 (i) 100 pg/mL & (ii) 200 pg/mL OEEHE D (a) L —F —RNBFOEEE/ L (b) V—F—REH
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6.3.5 HUEESIR

Figure 6-14 |2, B2 2¥2E D AuAg Dox50 ZN L C L —W —%RE%, 24 KR L7l o
PSR AR T, 20 um FREDO L ORI TH V. AuAg Dox50 ILHfE ~DHEELCEEIC L 0 B ik
HTIRE LR SNz, b —Z BT L7220Vl Mifaas 96 well 7L — MIHE LTV Sk
FTRBEIN, FEETOMBPNEFEL TWD Z EMRER SN, BB ZRM LR WSEETIE, v
—H—% 10 SR L THMIET L— MIEE L TRY, L—F—4 BRI R R
HH 27202 R ghote (Figure 6-14 (d) . (g) . AEHEZ RN L7450l b— W —BRIFEHICHEK
17 L CERIR O FEMIA N BE2 S -, BT 200 mg/mL T 10 43 [ L —— % BRI L 7= /i o B e <
W, FEAENEIRE RV IEATND Z L BFER SN,

MlaAEART, BT FIA P —ICXo TEEMIZFHI L (n =3), Figure 6-15 (ZRUBHR L &
L— YRR 22 E L& CoMAfFR 4 rmd, b—F =R L2RWGE, SUBHRED 0,
100, 200 mg/mL (23S 2 MIfEAETFHRIL 95.6 = 1.9%, 96.5 = 0.5%, 91.7 = 1. 8%’(“8?)‘9 2 TORE
BT 0%LL EDOfEZ /R LTZ, 6> T, AuAg Dox50 32 R &N ENRH LN E o T,

L—HF—% 5 MRET U724t ik, RUBHEEEZY 0. 100, 200 mg/mL (281 2 Ml EFRITE N
ZI 941 £ 0.67%, 79.5 = 3.9%, 94 £ 12%THV, L—HF—% 10 MRS LS Tid, Mt
FRIIZNZFN 949 = 1.2%, 169 = 24%, 2.8 = 03% Th o7, MRAEFRIT L —V —BETHR &
FUBHR BE IR A L TR LT,

Figure 6-16 |2, #aEHRE CL—V —MK I 2 A 2 72 & 2 OMIATTFR 2 5HE LR 72
TuT7 A NERT, Ml a7 7 A TR D — 2Tkt LT, BT K D iR A e
FEAMBR YOI K D HOETRE Z M 7 ay P L72b DO TH D, 77 7HORBITMIOAE LA X
BT HBEEZRLTERY, 2B CHRUBMEOMEFH Lz, O, REOLEIZT 7y FEhiz
ROVEME, Flo7ay hSIn AR E BN TS, L—F—REIC L o THMIEE LT m
v M ENDEIEBEINT D Z BRI NI,
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Figure 6-17 {2 1 ng/mL 75 50 pg/mL OHFiPHIZ Dox 209K L, 24 1% D A549 OFMIAEFR
Zx9, 1ng/mL, 10 ng/mL, 100 ng/mL, 1 pg/mL, 10 pg/mL, 50 ng/mL ORI EFRITZNZIL,
89.2 + 0.1.0%. 86.9 = 0.64%, 91.0 £ 1.3%, 93.3 + 1.3%. 11.9 = 1.1%., 6.4+ 2.1%, 2.2+ 0.70% T
bolo, BIREOMIAAEFF%Z IC50 Calculator THEAT L72HER. A549 1254 % Dox @ IC50 (X 0.647
ug/mL THDHZ NP LN ERoT,

200 ug/mL @ AuAg_Dox50 @ Dox f&ffig (% 0.376 ug/mL T&H Y, Dox @ IC50 IZxt L TRV METH -
7. Dox fEHfiEAY 1C50 IZxF L TIRWZH RO O @MW HEE R 2 R LB R A AT 27201
200 pg/mL @ AuAg SiO, ZWI L7245 CL—W — % B Lz & X oMl %4E L=, Figure
6-19 |2 L — Y — R REC k3 2 ML 738 % . Figure 6-19 IZHifla 7' 0 7 7 A V&R 3, Ml v~
7 A NV ORERITMIE— D> — DIk L CHIRI DY X &, FERIRa YL 1T K 2 s e s 2 Al
Tuy hLiebDOTHD, MIAEGFRIIS R E 10 0B TENREN, 982 = 0.42%, 943 £ 6.3%T
B, PUEBIRII RS ehotz, —FH T, Mila7 v 7 7 A VTR D28 LT, B EIsk
T HRMMYEO 7 1 v b TIE A549 DHOFIIET 1 7 7 A MTERRICHA LT, L—F—%
5 BT Lo e 10 3RS L 72 6 CIERRIE 2 R TR WERICZIR » THA L TV D 2 & MR S 4
720 BEIT 10 SRS L2 TIE, 71y RR SOOI N AT BRSNS SICHiaoH
ARZHKLTTry L7077 A4V Tlid, AS49 DI Tl Cell size index 1% 3 FEFEIZ /04 L Tz
B, L—P—ZWE L72%1% 1~3 1254 L7z, Cell size index IZ4ME & SEMAIC K LT, * 7 72—
AT OIS WEEZ L5 Z N> TW5D, iE-T, L—Y—BEZEOMIIT R 0—
VARBEORIETH D Z EMI b bl ot ULERRENS, L—F—BEFFD AuAg SiO, 12X 5
FEAVIMEEEZ R T ENBZ X6, BT L5 L Dox OROMFEMEMHIZE - T
AuAg_Dox50 [Em WG R Z R LT 2 LR ST
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6.4 S
Diels-Alder UtnZ K> T~ LA 2 RIEAE A L7z Dox % Fran {&£fi L 72 AuAg SiO, K ICEART 5
Z LTI L=, 2D 2 RiIZiE AuAg SiO; 1 mg (2% L C Dox (% 1.5 pg FREEEAT STz,
Dox [Efith 0 AuAg_Dox I% 72.2% & @V I R 2 MEFF L Tz, L—H—BRERFD AuAgNS 7>
B DOFEEN & 3 Diels-Alder BUGIZ & = THH S4U72 Dox & OFRFEZNRIZ L 0 AS49 ORI AT 2.8%
FTIERTL, BWHUERZIRZ R LTz,
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B 1 E TR E LT Au /RO RERIE O FE s & Rk 2850 L, ) ki o ke
2—7 Yy REMIZBWNT TN LD Al b, SMEZBELR2WRTE>T ORI 2 LHIK)
ELTCHHENDMMEmERI S R & TREEO WO SRR ZE D Zmik) & LT
Bl S5 M AR 2 KFI2KRBI L, BB ROBLE D M (A8 S K OB 2 R
L7z, MZEAR S ) i ~OIFEFRIE O & L To— FRRmEEAZ AV WA ETOR
EWENRMALR SN DD 2R Lz, &b, 7T RXEF R E AT Y EES AT A
EALSFIREADE 23 /TR 2 R LAIFSE D B i &2 3k~ 7,

H2ETITAGOIFEFTT AL E VIRIZ K D A DRI X » THR S =M miiRA ) ki
FITEE N5 B Au-Ag T/ ki (AuAgNS) (CERZH T, oSN, ffmim, BMoORE ;%
oML, EHELIKENMATH (UPD) OBLENGHRE Lz, TR OMEND Ag 1X
AuAgNS DOFREIZOH UPD IZL->TH (%) JRTFEEFR L TWD Z LR LNERD | Au/Ag
P2 202770 184 IZERTHZ L TAgH () RTEORIZERTLHZ LN TE, EAZRE
F-BABEBEAG DIRNT > S RO L7 11 73<110>, BROME 3 {711}, BEOSEIMA {111} THH Z L NS
NERY . BEEREREZES T THEEOER L ZFOTESND (1I1IIA<I0>IC = X X2 v LVEET S
BRI D0 E 75Tz,

W 3FETIZUPD & ¥ — FEARERICL Y Auv-Ag T/ ki &gk (NIR) -1 (1000 ~ 1700 nm)
(RN % & ST REICTERERIE L 7=, FEREMIEIREIZ > — ROEE, v — RIREE, Au/Ag ., Au BXO
Ag DIRFENIERICE X 2 BERFTLIZ, v — REHWD Z & CUMEEAERR S ki1~ & TEREN I
Wan, F/2mEEE— RE LTARBR LT 2R3 Au & Ag MR TlX AuAgNS EFaELL
TR TH D Z L D 2 O EMME Tl 52N L7 MR BER 28> FEEROTER 2 BT 72,
T/ X a—ThE—RELTAKTHILETY— REDDEHROMEEDRE L2/ Au-Ag T/
Kiv (AuAgNF) ~LIEREHIMEI T, AuAgNF |Z NIR-II (2B W IR E 2 R0 2 & 0 B Gk o f i
25 NIR HIk CO/TRia 77 A€ IRIGICEA LT 5 2 & DRIE S L7,

FARTIIH 28, HIECTHLMNIC LIEREREN OFET T VARG L, BEBOR -7 EUT &
> TR YIS OV R OW RAKFEEZFI R T 5 2 & T, B L2 M A T ki1 D)
MG 2 7 L7z, AuAgNS ORI AT b L& OWRERE I 0 HHERBEZFM L, A7 bk e
Amax E D —BTDETNVOBMOAEE T AT NbaEBHLMNE Lz, AuAgNF OFRET L E LT,
RS {110} (2770w RIS % 2 Ml 7o iiE a2 BR L, BRULIEFHEET LOERE AN
27 R LAY NIR fEIRIZ ISV T AuAgNF OWUL AR Y RL & — L7722 &b, AuAgNF X Ag @ UPD
IZ &> T{10 D ZEAL & {110} ETOREIHIC L - CEREE DS LA G D S o T IERIE G~ & iR
L7=Z EDNRIBE LT,

55 5 B CIL Stober B2 X > T AuAgNS 12U 7 (Si02) #7 L7- (AuAg SiO»), AuAgNS |ZZ D
EWVRIFEIZ L D 37°C & 60°C CTHFET 5 EHEE L7223, SO BFEIZ L 0 ) /R 1- OWHE 2 Il 5 %
ZENTE, L= —MREFHIRBWNTY SiO #8 LT /KL F O BEPHEFF SN2 &b,
SiOy PFE T NEVRIEIZ IS 57 /K DEEDOIHNC AR TH 5 Z L VRSN, & bICHI
PEFABR TlE Au20Ag2 13 500 pg/mL DO EEEICBWT HEMEIIFA ER IRV, V) IEIC LT
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ELICHEEMEBSND Z LR LN E LT,

6w TIE~ LA 2 NIEAE A L7z Dox % Diels-Alder T X > T AuAg SiO, #F i (2 EHf L 7=
J R OPESE R 2 RE Lo, AuAg SiO, KE~DGB-7 2/ 7 ) b = hF v T v OEH
BEZDOT I HEAD 2-7 7 U ANVR CBBOREE BTN EEEBR AT 5 2 & TRR{E LT,
¥ Diels-Alder ST K DY B OB K DL — P —IGEVEZFHE L, AuAgNS 3/ b —& —¢&
LTEALTWDZ AR L, b——BEFFD AuAgNS 75 OFEE L 3 Diels-Alder N2 K- T
S 472 Dox & DFFDFIZ I Y AS49 ORI EFRIL 2.8%F TR F L, @mWPUEEIRZ R L

7’9—
—o

ABFFETHEONIZH AL, UPD 12X % NIR (Z@EDLEAEIS R 2 RS M AT ki F- 2 Bk L.
Diels-Alder SUGT & » THEYHEFT 5 2 & T, @mWHURE IR 2 7R 3 AR B 23 ATE IR IE 2 5281
AREICT b DTH D,
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