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B2E  NBEHRETF~OFFHE B L L ITO BEEMR L~ TMPyP-DNA &S
okt

2-1. ¥

IKEMEDESURAR Y ~—ZFEEFM & Lc, BEMBENZFE LR EREBIECL D
WEEHHET- OFESTIEICHONT, ZHETICWL OGRS Tng D, RHERE
IENAEN 2-1 IR LTZE D1, IFA U MELD & T =4 MR T DORKEEIRICAZ A
(ZFR 2R - VBT 5 2 & AR 0 IR 720) TR RIS A R S8 5 2 LN TE B,
Z O EREREE, WA ATICARS 72 H BICEE T 2 A 135002
B DORHLFETH D, L, HEERBZFICBW TR EMEEEE W56,
(1) BENEL 725 Z & TEM - RMOBRENELS 20 EFBERIflsns 2
e, (i) /A ROt TIIL REFEMHAAERN TE 220 oo, Hbns b RIEE LS
TN R EOMESARH T, TS _oORMEEADFFE LT, HERAY ~—7T
%, FERBICE D B OEBLIZIRARH L7 EEZ bb, 2O/
REZ RS 2120, EERAR Y ~— X0 & @WEE CEMBMSERMTREL, KV EA
CTHEMBEATE D0 TE2EEME LTHWD Z RN RLADRTETH D, TDIb
AE LT, Ty RU~—PENREME L TESF NS, T R ~—I3F0L01 05
TR AR Y IR LB 5 LA 2 LT D, T o B ~— 3k (HA%) 28
B2 122N T, KRB RREOEENTRBAICEEML T WO B#MEAF LT D 2
LD EBREMLOEmBEEER LS HIFFTE D, AW CITRHC, RiRCT X  E5f
TAHRY (TIRT7TIV) T FU~— (PAMAM 7o U ~—) ZETEHE LTH.,
ffbA T b - AX (TO) Hp b~BFAAERLT U (1) OFEELE R,
Fo, INFTCRAEMBIEIS HOONTERRY (T VAT R UEREE) (PAH) %
[EEFE & L THWEGAIZ DWW T, PAMAM 7> KU ~—%[EEME LA & Ok
1T o7,

— 7T, PAMAM 7> RU~=—% XU LT 5K v LICE#EER S T2 BHEl
T25L, AESFRTOHACREZEI T ERMmbNATWDS 2, AESTOHCES
X EERBE A ~DFIN 2B 2 2556 SERNRHIE S /- R R L2 H CRIE L,
HEMDOEBNEDIR T 2HBENRH L, D72, ARy FIIR ) ~—KEIZE
WT, TEXHRETEA DML TND Z ENREE LV, £ I TAIFZEICBW TR, B—
KT LIRS AEEHT 2 Z E ML N TOAF4HR DNA (ctDNA) %4 LT
VAR ~—EETH 1 2N 2 L O ICEET 5 2 L 2 %7, 1 1L otDNA O
BOKS Ch 2 FEORIEICA V2 — B L— b5 2 ERHMLATEYD . BHEWICESALT
DR AR S, RSO B OO MHICE 5 L HifFE D, e LT, A
(BE=A 2R AAEF MY TL) (PVS) 2009528 T, 12 PAMAM 7 KU w—F
IZEEL L= R AT L. otDNA ORI HOW TR 1T 72,
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n

SO; K*
KU (E=/ ALk ER) 5,10,15,20-7 F 7 (RAFAEY VL) RL7 40U v
71U v LM (PVS) 1)
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2-2. EB
2-2-1. SAM % [EEH & 35 1-ctDNA BEDOFHH
AR AEN
a. ITO 24 _E~D SAM FEhk

ITO b % 10 mM 7 3 7 Fua v F A —/ LiEEktE (AET) (Sigma-Aldrich Chemical Co.,
Inc.) DTH ) —LVIRIKIZIRIE LTZ, 35CTC 12 BfME@E%, =&/ — /LTl L., BFEY
A TCHE L=, (AET/ITO)

b. ctDNA @ ITO AR _E~D EE(L

a Ci# L7z ITO M % 0.3 mM ctDNA (Sigma-Aldrich Chemical Co., Inc.) Ki&E#K (U >
FefR@ER, pH7.0) (ZIRIE L7, SIE T 15 oEER. A AU RZHBKTHRIE L, EFR T A
THBR LTz, (ctDNA/AET/ITO)

c. 1 ® ITO ER E~DEE
b THE L7z ITO kA 1.0mM D 1 [HE LR L3 (BR) ] Kk (U ERRgfEKR, pH
7.0) \ZIR{E L=, IR T 15 REESZ, A4 REKTHR L, EFETATRELE,
(1-ctDNA /AET/ITO)

2-2-2. PAMAM 7 ¥ N U = —% [EEMH & 35 1-ctDNA HEEE DR
a. ITO EARk -~ SAM FEHL

ITO Xk Z 10 mM AL D 7 s 7Fa e g [[FUABSERFZERT ()] o= % ) —Visik
[ZIRIE L7z, 35CTC 12 BE#ER, =&/ — /L Clif L, EH0 AT Lz,

b. PAMAM 5 > R U =—® ITO AR b~ FEiE{t

a CAHE L 7= 1TO A % 1.0 mM PAMAM 7 > K U = — (Sigma-Aldrich Chemical Co., Inc.)
KR (U EefRfEiR, pH7.0) ICIR{E Lo, FEIRT 15 oEER., A 4 KWK Tl
L. BT AT L, (PAMAM/ITO)

c. ctDNA @ ITO E#R E~DEE(L
b THHHL L 7= ITO J&h % 0.3 mM ctDNA /K¥AWE (U »ERREEE, pH7.0) [CiEiE L7, =&
BT 15 o RFFER., A 4 RHK TR L, RV AT L7, (ctDNA/PAMAM/ITO)

d. 1 ® ITO EfR E~DEE/k

c THHL L7 ITO A2 1.0 mM @ 1 KIFIK (U EEEERR, pH 7.0) 1ZIRIE L1z, =il
TI15 piEFpE %, A4 RRBKTHE L, 2T AT L=, (1-ctDNA/PAMAM/ITO)

19



" (0LHD) PHEEE < /1 (W) (0L H)
WHHHE~ [/ VNAP (T) A(—( g | A —K £ ven s 0 S L (1) O VNG-T Q6.3 B2 FZ WVS T 7 —% %

OLl/ VNA®P/L

@@@@@@@@@@@@
CRESINE,

%@Qa% JRURAR N

® ©606 © 0 0

OLI/VNAP

| | | M¥Fol |

20



" (orLHd) EEE o /1(a) (0L H]) MUBEE (/YNGR (D) (0L HD) B / —2 0
ALWVINVA () A(—/ T | KA L] LEAK (1) BEEQE VNAWT C L BTFEZ—2 (] AL INVINVD €T 7T —% Y

o®®g

@ @
o Q vNae ROV —- (14 <L W NWMWMM
© ©0 © © © S

®

21

@@@@
OLI/INVINVA/VYNAIO/L OLI/INVINVA/VY N0
@@@@ @@@@ @@@@ @@@@
® ® @ ® ® ® @ ®
®-> ® @ ® o> ® @ ®
7 )y<® @7< yr<® <5 @7 ;<® @y r<® <
® A N® & AN® (1) ® AN® & AN® ()
Yo @® Yo @®
© © o © ©0 0 © 0

Y Iy | | [ @Wwol |




2-2-3. $84) - AR AR M VRIEIZ X % DNA RO

AFTE TR L 72 5K 31T 5 ctDNA RO ERRRE 2 33 5 7= 12, A FE ek Lz
ERR DRSS - WIHRBINL A7 h v (EIN ARSI EEE R UV-2550, EHEUERT) 2 H0E
L7z LU, ITO E5fid 400 nm LA R DR RIZEB W TRWEELAZ AT D729, 260 nm
\ZFFET D ctDNA OWIREZTBWFE L, Z DY 2 figid 9 2% &#T%ﬁ#oto%_
T, 1 DY — L —HEOREA 72N S | BEOIRREIC SV TR L 7=, 1 I3 IcRE 72
TSR AT 5 DT, HELORENRS SN D EIRY > 7 Uz TH AR
INZHERRT D Z LSk D, 4RO - AR A~ 7 R VREICER LT 1 EERRTOW
W%1lmk%®&ﬂﬁ%%b%<_kf\iDE%ﬁ%Aﬁkw%ﬁﬁLKO

2-2-4. KEFHIET (Quartz Crystal Microbalance ; QCM) HIEIZ L A FBORELEE
DEE

SRAL - AR A RV CIRAIE TE 220> 5 72 o DNA K ONEEA O A B4 . QCM
HIEIC L > CTERE L7z, QCM HIEIL, KEbDEBDREEZFA LZHETETH S, QCM
R BICBEE (SN EOE T, KeOREEHZE (L LTBHISh D, Foni-iRE
BAAL D QCM FRF I H b SN =y F O KEFH Lz, AFEICBIT 5 QCM
BIENE, ZKABZEAR O N AR = — N SRR (USI systems) % iz, &
MEAR DO HARE I EK1L 9 MHz (AT-cut ) T v, FEMAAL 0.1620.01 cm® TH D,
RHERTIFRO L 02V, 1.1 Hz OIREFE OB 1.0 ng OFEEZ & 705 K 95 ITH
BibsnhTng (21), BEEKRHCEA YA a—T (==L h T ¥ —
SC-7205, TWATSU) % > 7=,

- 2F;
AF =——% Am=-1.1Am (2.1)

A\p,u,

(F : {RESZE LR I Hz, Fy: ARE /Hz, p,: KEBOBE /gem®, ux,: KEED
T AWEREL /dynem?, A4 : EAREE)

X 2-2. QCM HE A5 U7~ Btk



2-2-5. [RFHEBEMSE (AFM) 1Z & 2 R OREIREBOFEFHFAG
RhL - AR ALY BV T BT 1 OWEEIZIL, DNA EOWERED IR BT,
ZOREMBEDEEL TWEHEDLEEX NS, £ T, v A WEKR EICHEENL LT
ctDNA 2OV T AFM  (SPI-3800N System, A S—A L AV LA LY) BEICL - T
SRRTFHR R A AT o 7o, ~ A DHARIFIREN T =F L METH L7280 SAM IFHWT,
[ EAH & B E E L L7212, ofDNA IRAEEL L7, AFM #1533, RPN T
DFM &— RZfH L7z,
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2-3. fERLBE
2-3-1. PAMAM 7 > R U = —DRERE EIZ OV TOFHE

F9, “EHTHDPAMAM 7> R ~—DREEEERE L=, PAMAM T R~
—IZOWT, JIEOHEPANIZ I N TR 728654 - AR A Y R L& RFT= 72\ -
D, BEOWEBREEET DI LN TELHKBHEET (QCM) JIEZEIT- 72,

X 2-3 (HBH) BLOFE2-1 1R LIZL 5. PAMAM 5 R U ~—0 QCM MU %S
THREEAE (mol cm™®) X, AT DIC N THY LT\ Z EAVRENT,
MMNM?VP97~®ﬁﬁﬁﬁ¢”k IEDOFER (d/ nm) IEMLTHE (F
2-1), & . FEREICEIT S PAMAM 72 R U ~—OEEITEIE T3, Los
éﬂfﬁﬁﬁmkmﬂotﬁm%bfmé EMBEDOHFETH LIS TS (K
25) Y, ZOZEND, EBEOERICEIT S PAMAM 7 R U ~—0RR FiIcBIT 5%
FEAT, R2ZVIRLIEELIYD b RELSRoTND ETFHIZSNS,

QCM HIENBEH 72 PAMAM 7o KU ~—DOHREWSE (molem?) ZH &12, K
R 2T 5 PAMAM 7o KU ~—0OFKT I OB ([./molem?) #EH L [X
2-3, AMUAKUE 2-1], TORER, Gl 725 G4 OFPIZIBWNT, %ﬁ%ﬁ%ﬁiﬁﬁ&
;3; ZHEINL T <EmAfER Sz (B 2-4), BIFETHIRNTZ X512, Ko I 3

FETIZBOTIEE 100% 0877 b ALSNTEY, BTFAMEEZHFOTND, o
T, B2-5 1R LT2RET 2 OEEIL, QCM FERERIOBMEEICEZE LV EEZLN
%, F2-1 IR LTZL 912, PAMAM 7o R ~—DOKEWAER (17 /molem?) 73, G4

(3.00X 10" mol cm?) 1% Gl (7.23X10" mol cm?) D 04 5 THDHDITH L, KA
FA B 1. G4(3.78 X 10" mol em™)i% G1 (1.01 X 10" mol em™) D) 3.7 EHIE T
HELTWD, 0K D RREEMEEORIBAIZERIT, K7 X/ OB FrIg]aEK
DOHNNS & > THREBEZEMICHEM L Tns 2 & (F2-1) ITRFRLTWD,

UbEDZ &t ER EIZET 5 PAMAM 72 R U ~—OfiEL, ZivE TOMFE L
FERIZIR L OSSN XD ITHELS BB > TofigE L2 LT b & 2 b, HRoHn & 3t
ICEEW AR (17 /mol em™) 13 LT\ DIZxt L, FDORMmEMEE (1. /mol cm™)
IFEEI LTV W) ZERHBLMNI T,
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# 2-1. PAMAM 7 V' R Y = — O WRIZBIT 51 AR CRERE £.
e d/nm> KT I '/ X107 mol cm? ./ X10"° mol cm™

Gl 1.9 8 7.23£1.32 0.58=%0.11
G2 2.6 16 6.040.72 0.97%0.12
G3 3.6 32 4.15*1.01 1.33%0.32
G4 4.5 64 3.000.64 1.9210.41

[d= kL WEIFH L7 PAMAM 7> RU~—0O4FEEE, [=PAMAM T KU ~—
DOEREWER, [.=PAMAM 7> R ~—OREIF AL EE (= ' XPAMAM 7> R
V~—DFET I D) ]

PAMAM 7> RV ~—d, R ETHLOSIITHESIZAR T2 BEEZ LT\ 5
ZEFBEICIR AR, 2o Z L, PAMAM T2 R v —— N REEICER THD &
RE L, ZD—0F00 D4y A EFEEZ KD,

PAMAM 7 R U ~—OEREN THHT I N7 2 VN OLEESE . D+ 115
FHE (MM2, Chem3D®) ICL->TEF IV 7 Lz (K2-6), ZDOEF AL, Hig bo
DTHHEN 8.6 ATHHZ L RSN, £, FLOZF LU UT I aT Osr 14
FIXRBROBEGRFHENS, 38 AThsH ERDONT, Lo T, GlLIZBW TR bEWVE
o7 X R ORI,

8.6X4+38 = 38 A (=3.8nm)
LEETE D, ZOMEESTEEL L, HTHAREERE TS L.
1.9X1.9X = 11.3 nm?
L5,
—7J5. PAMAM T R U ~—® M BB 24 FRIEEEEZ . QCM HIED S B S22
ol-RENAEELVFHE L,
Gl OFEWAEEIT 7.23X10" mol ecm™ (= 4.35X10" molecules cm?) THAD T, 4y

FHETELFHO LS ITHS SN TN D EFHUE, BEMHRESHZ O (1 cm) (23
I VAQAYY

N4.35%107" =2.09 X 10° molecules
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THDHDOT, O

1X102/2.09%10° = 4.0 nm

L5,
[FERRIC L CGAIZOWTHEFE L, R221I2ENHDEE R LT,

F 2-2. HEEEIC L > TEH L Gl BX O G4 DS F LA HERE

& FZMR BB T % 4T I ERRE.
Sy A TS /nm’ 5y FFIEERE / nm
Gl 113 4.0
G4 63.3 X 107 7.0

TS DOMEMN D, T G4 D5 GLIZHARTEWR, ZO—43 1300 23D
HIEFEITE LS REWZ EIVRENT, PAMAM T R U ~—OR A BRI Im O
RITRDITEWEINT D 2 LD, G4 1E G T TEREFE O E O & H - C AP
[ZOlz>TIREETE D LV ) Z EAVRIR ST,
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2-3.QCM HIENDEH L7 PAMAM T~ RU w—DOREBREE L 7 I VEMLOEHE

brdii
(@) TV R <=—DWEERE = X, b) T RY)~—DWERE= /],
FEBWBE = /h FEHBWMEE = X
® @ ® @
@@ ®.® @D e’ % o’ %
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X 2-4. QCM HIEFRERNBHRESN D PAMAM T R U ~—DOREFE L REEHE
EE : (a) {EHAY PAMAM 5> RU~=—, (b) Eftft PAMAM 5> RV <—.
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2-5. HMR EIZIIT B PAMAM 5> R U ~—0fE%E 2,

H>
H >
H2N_\_ (e} H

% o y NH,
0 N 3.8 nm 4/_<V_/7
— o)
Q N/_H/V ° \_y &
Rl
H,N 0o
K

H
NH,

HoN

2-6. PAMAM T > R =— (G1) O L EREMN THAT I KT I VENLOS T84
E.
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2-3-2.PAMAM 7 R U = —%BEEFH & T 5 ctDNA OREHRAE EIZ DOV TOFHE

RIZ.2 J& H D ctDNA OFfg &2 I E LTz, #6456 - AN A7 RVREIZIBN T,
ITO AHk13 400 nm LA FIZ3E LWBELEZ AT 5725, ctDNA @ 260 nm (ZBLIHI = 41 5 R
BRI & fei8 35 Z E RN TE W, 22T, PAMAM 7 RU~—%[EEME L
T ctDNA DEE(L L7 EIZ-DOW T, FifE & AR QCM HIlE TREW A &2 E& LT,

AIE TI_7= X 512, QCM HIEIZH W T, FHEMTHS PAMAM 7 KU ~w—0DF

T EE AT VAR & RN~ 5 2 & Ny 7o, FOHIINIHE> T, ctDNA DKW
B8 (Lapva/molem?) I LT, 3527077 otDNA OEREWEREDS U Ui % HAT
ELTHRHLIEEZA K2-TITR LT L D RGBTz, BEEFIZ AV 2 PAMAM
T R =—O RO LE S T ctDNA OV gk R ml g E LI L=, £7-.
F 23 RLIZE DT, EEHE Lfﬁﬁu\f: PAMAM 7 > KV ~—DOFEE N T4 HEE
& ctDNA OFHT =4 EEDO riX, 1.6~2.1 TH->7-, PAMAM 7> R ~—H D
ECDHTF A MEEALAY ctDNA &@*BEME?H IG5 LTV A b Tl — Bk
(R T DR ONTND T, FEED r HIZZ Z ORLEELI Y REVWEEZ BN
%y U VERELANEE L 725 DT, DNA O “EHITH - T U VBRI IRIIC N E ST
WS, BTOY VA PAMAM 7> R v—@ﬁ%ﬁw%ﬁ&k*ﬁl—iﬁéﬁﬁf% AN
W2 ERFERTHD EEZBND,

% 2-3. PAMAM 7 v R = — K X ¢tDNA OEEW S E L BHREH.

PAMAM 7> R ~— ctDNA DV L
AR L pavianm I I eipna r
/ X 10 mol cm™ / %10 mol cm™ / X10™"" mol cm™
Gl 7.23£1.32 0.58=%0.11 1.03%0.10 1.8
G2 6.04+0.72 0.97%0.12 1.99£0.07 2.1
G3 4.15+1.01 1.33%0.32 2.75%£0.19 2.1
G4 3.00=0.64 1.92£0.41 3.09£0.14 1.6

[ [ by = PAMAM 7> R U ~—0OFKEW AR, [.=PAMAM 7 KU ~—0OEHE DT
FAUBE (= XPAMAM 7> R ~—0OFRME T 2 O), [ pni=ctDNA OFHT =
ﬂ"‘/ﬂl.ﬁ‘r (— )/ﬁkﬁﬁr—), r= ctDNA/F]

EEFTdH D PAMAM 7 & R U ~—D RIS 212 L, s FHERERRE <25
Z &L, BEIZ 2-3-1 TR LT, T72bB, DNA BMEAMER L2V iEERIE Gl 12T G4
DIEFPRKENETREND, LL, —FTHOHERHEREIT G4 DFMN Gl Ik LIS
IZREW, T72bh, fERMIC DNA 128 L CTHAEMERTE 2N ITE L, XD
%5 CDNA EFFEMBEEATED LWV ZENTNEDRERN RSN,
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2-7.QCM BIEDHEH L7z otDNA DREREE (V VBERE) .

30



2-3-3. PAMAM 7 > RV = —Z[EEH & 35 1-ctDNA BEFREIZ OV TOFHE

BBIZ, 1 OfEEEZIE LT, PAMAM 7 KU ~—%[EEM & L7z 1-ctDNA fFE
fifi ITO EARIZDOWT, -4 - AN AR S AVIE Z W TG 21T o 72,
EEFIZHVD PAMAM 7 R Y ~—OMAREEH 1 A5 4 L (G1~G4) £ T
75 2 T 1A-ctDNA Z[EEL LTz, ZDfEER. EOFEMRIZHONTEH 1 DY — L —1HF (436nm)
(ZHRT D RIS B S 7o, AKESIRFPICE T 2 1 D Y — L—i ORI =
13422 nm THH72D, 1-ctDNA JEHIZ I TEIH S A7 iR B 1356 436nm 13,
l4nm £ EY 7 MOVl S 2, ZRE TS, KEKT CTDNA &1 2MEER L=%
B RO EES RIEY 7 MBSHERSTWS [K2-8@)] 97, Zd1 & ctDNA
OFHEIERCONT, B—KEET TR 2-9 O X 512842 2 L8, MRE ekt

(CD) A7 MVHIETERI SIS 1 OFBIE CD OFEI7REHZ L > TH LM ENT
W5 Y ZOIRCIREEIL, HESHEICA X — I L— T BB DL AT E ORI
FEATDLOO 2 FEMFIET D, GC ELE L OYAT SML~DOFEA D ILRIL, A 4 5i
FEIC Lo TEIT 5 Z L BBIOIEICBNVTREN TS (F24) V), E£7-. ctDNA &
RIV(T VINT 2N LB AR SR EICBWT R L7 0 U U R 1B S8
BFEDS, Lang HIC X > THE SN TN D 10, ZOWERICL D & %5 - AR A~

FVRIEIZIBW T, 438 nm (2 1 ORI RSBl S 4L, £72 CD A7 MLZEBW
THAIL CD 23 1 ORI B ST D [[K2-8(b), (o)), 2F V., i Eickn
THADNA K L TANA v Z—H L —F L TND I EIWREINTND, AFETED
71 OFEMR BT DRI F1X 436 nm THY . Lang HOFER L ITIT KL T
Wb, ZDZEMDL, tDNAIZA RS X —HL—FLTWD I EIRBE T,

ZIZ T, EEMTHD PAMAM 7 R ~—IZHESEH L7z otDNA 123 LT, 1 2388
BT DRMPAYGIZH L D E I DIEEINDHTTH D, HEHNIZ, DNA & PAMAM 7
¥ RU~—2FEMEH L7254, PAMAM 7 R U~ —|2 X 5 Th HFRE ctDNA F i
BohbdZ Ll beEZ NS, LinL, PAMAM 72 R U ~—I|Z K> TR ET%
4212 DNA REPEDILD DT TIERW, EEE PAMAM 7 R U ~— (G6) & DNA 73
P L7-BRBE FICB\W T . Hoechest33258 D & 9 7oA v % —71 L— % —7\ DNA FIZA
VHA—=HL—hL, WHERTDLZENRESNTHD D, oz LB, PAMAM
7 R =—TCHEE(INTHMN ED tDNA I LTH, +ICmBENA o F—h L—
NI DRMMRH D Z ENKRRE NI,
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(a)

04 ")
A 0.0 0.3
g 02 [
=X
0.1
[ctDNA]/[1] 0.0 L
200 400 600 800
¥R /nm
(c)
\'( +
7.6 I
£ 0
I
410430450 200 300 400 500
M /nm £ /nm
X 2-8. (a) KIEETICISIT D 1-ctDNA DS - AR A2 ~ v 9 (b) DNA-PAH
ZRIEFIZRBITBHRNT 4 U ¥ DEEMN-FIRIIN AT RV, () DNA-PAH ZEEFIC
BIDHRNVT 4 V) OB BERART R,
!HELICAL AX1S

INTERCALATED
HzTMpyPq

GROOVE-BOUNC
HzTMpyPg

29, BIVT7 4 V2D DNA KT BFEEERD.
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5 2-4. KRR PITBIT B4 FLIREL 1 D otDNA IZXT 556834 % L .
GC EI~DFREESEIE | %

A A BB AT FLA~D ,
M TR s AR % D /%
AT bV

0.0040 82 86 13

0.012 78 79 16

0.052 71 68 24

0.2 60 43 31 10
0.5 46 32 26 28
1.0 23 22 38 38
2.0 12 14 39 50

X I, BW—/KIEETIZET D 1-ctDNA O BAEHAOKRFHZF T, ctDNA (2872
1 OPRFEIC X > TEEESIREEN L L, ZHUTfE> TY — L —HOWRIE R H 217
LT ERMBNTWND, ZHUTK LT, AEIOFERIZBNT, V—L—mlL LD RO
PAMAM 7 v R U ~—ZFEEMIZHWZGE S, TR CoMRRIIE R 2R~ L TWD
2B, 1 DERBIREBIZOWT, FHARICEBWTERR WD LT s D, D
F 0., 1 OWHEAEREIISHERTIRER L TH D Z VRSN, 2, K2-10 (2R L
Eolz, TR =—D RO LES T 1 OWSEEAHEM L 7=, 436 nm (28T 5
WS 1 ORIEWAERZFHHL TCTey bLIEEZS (£36mm=734X10°M" cm™)
2K 2-10 DFAKNT T Lz & 512, PAMAM 7 R U ~—ott & 4E0#EmL T 5
ot 2-3-2 THOLMI LT ofDNA OFEW AR LI, 1 OWEEEE 25
IR LTz, tDNA & 1 OREBRAEREDI R (= 't Fapve) ZRKODHE, Gl 25 G4 F
TOTIHD L THDR, EOEDS 0.1 Hifg & 72> TIR Y | ctDNA O 5 AT & 121
N1 LTV D Z EavRENTZ,

# 2-5. %4 - RN AT b HRDT- 1 OFREREE.

. 436 nm DOWSERE I 1 eipna
HEAR 2 11 2 10 2 R
/ X10° / X107 mol cmy’ / X107 mol cm”
Gl 1.03 1.40 1.03%=0.10 0.14
G2 1.36 1.85 1.99£0.07 0.09
G3 1.66 2.26 2.75%+0.19 0.08
G4 1.91 2.60 3.09%0.14 0.08

[[1=1DOFREWBAEE, [.py=ctDNA ORI T =4 EE (= U U BBRIVERE), R=1 /

F ctDNA]
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0.020

% 3.0
(&)
5
G4 :E 25
o
0.015 | <
X 20
|
Hom
=X
= 15
1 el
#0010 | **GR‘
= = 1.0
/ 1 2 3 4
/‘ PAMAMT >R <7—MO %
0.005 figf’
el
Mg g W;‘NM
0.000
400 450 500 550 600
K/ nm

2-10. PAMAM 7 R U ~—%EHEM &35 ITO ZER LD 1-c¢tDNA EDOSRHN - 7]
I A7~V GEAK ; 436 nm OBREENDEH LI ZNEFNDERICEIT 5 1 DFR
HEER) .
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2-3-4. SAM % [EEHE & T 5 1-ctDNA FEEFRELZ OV T D

T R ~w—%EEME LTHOWSEMMEZ RS T2 F A UMD SAM % [EHEE E
FHE L THWERICOWTHRGT Lz, BT M7 X ) = o F 4 — G (AET)
12X % SAM % [EEAH & L7z 1-ctDNA 5 (1-ctDNA/AET/ITO) (2O T, R4¢ - Ak
NARZ MUZ LY EEEER T Lz, 1 BERRT#E OSSN - rIHERIA T R vz
EL, 0N AXT MVnE A BHROWINAZRH Lz, ZOR%E, K2-11 1R LZ X
91T PAMAM 7 RU~— (G4) Z[EEFHE L7k (1-ctDNA/G4/ITO) (T H~THY:
FEAMEL . =L —ORINE =7 BN Z 50 THDH 2 EoREnz, ZhbOWEE
N 1 OFBEERHTS L. 1-tDNA/AETITO Tl 1.70X10™ mol em™ &72 0 |
1-ctDNA/G4ITO DfE (2.60X 10" mol cm™®) @ 0.65 fFHREE T LAV LR BN E 72
o7z, ZORKITLLTFDO X IIZBZ b5, SAM 1E, AET 3 F23EIZ/ Ny 27 L THE
STz, IO S VR T 5, 1TO I3+ nm A — & —DMfh A
AT 205, FEWGEREIZHB T 2 NMERE B 2 726, RIEEMIT ZIRITHIIZIAD > T
WD EIZBND, TDO—FT ctDNA OFT =4 MEENLTH D Y VEEREIL, DNA $6D
THELEAH S COIARMICEE STV D2, SRR B HEN D2 < SEETH
% SAM DA FF ML T < —E LM AFEATE 22, DE D | ofDNA 12335
FHEAER A PAMAM 7 2 R U~ —(ZHA_TO RN 2DIZ, ITO HARE EICZE I EE
fkcapneBxond (K2-12), L-> 7T, SAM ZEEFE L7254 LY H PAMAM
TR~ —ZBEEME LIZGEDIE D 23, 1-ctDNA A FEET 20128 L TnD &
AR BTz,
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0.02
1-ctDNA/G4/ITO
002 | /
i 1-otDNA/AET/ITO
R 001 /
=X
0.01
0.00
400 450 500 550 600
KK/ nm

2-11. G4 Z[EEM & L7-5R & AET ZEEM & L72RIZEIT D 1-ctDNA RO - 7]
RN AT P,

2-12.1TO EAR BT % AET-ctDNA [ & ) G4-ctDNA ] OFE A AE R EE.

36



2-3-5. T=A MR Y = — EIZBIT 5 1 OERIREE D EFf

DNAIZ1 2 A H—TL—FSHEDLZEOEEMIZOWTiEmT D728, ctDNA Tl
R HEROT =4 MR Y ~—TH 5 PVS ZHW=REFHHL 7=, PVS X, ZHET
(SRR EAEBIEIC BT HHEOBEME LTHWLRTE 72 Y, 4546 - WHEIRIL A2 |k
NWERE LTAER, K 2-13 1R LZL 912, 1 kD Y — L —HD v —7 738 424 nm i
BICHER S NI, TOWNENSREERELZEHTD L (£p5m=226X10°M" ecm™) ',
1.22X 10" mol cm? & W\ S fEAME H 1. 1-ctDNA/GA/ITO Dffi (2.60X 10" mol em™®) & L
RTRATHERENWZ EDVRHALNE ST, S HIZ, 1-ctDNA/G4 DI - AR A~
7 MV EREET D & 1-PVS/GAITO (12815 Y —L—#3EEIc 7 a— R ChoTz, =
DHHEEH S, PVS EIZBWTTIXHCESAEZ R Z L TW5H2Y, ofDNA _ETldd TR
VAL L TCWA Z ERR ST (K 2-14), TR D 1 - ctDNA 25580 5, 1 O ctDNA
HIZEBIT HNIABIE, otDNA OFFICA X —H L — L7 EIZL DD THD Lk
T s,
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0.020 0.06
1-PVS/G4 1 005
0.015
1-ctDNA/G4
0.04
i i
R 0.010 R
= =
0.03
0.005
0.02
0.000 0.01
400 450 500 550 600

KE /nm

2-13. PAMAM 7 FU~— (G4) ZEEME T2 ITO EHK LD 1-ctDNA KW
1-PVS RO - FRIIN ARSI S DL,

(@) (b)

PVS ctDNA
2-14. (a) 1-PVS (28T 5 1 DWEIREE, (b) 1-ctDNA (28T 5 1 DUERIBOAEAIX.
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2-3-6. PAMAM 7 > RV <= —%[EE & L7z ctDNA JROREIRIEDFAM

AITE TR ~72 PAMAM 7 > R U = —OHAME RN LT, ctDNA OHIANERI IR I
L O AR HER SNz, ZORKEZHALNIT 57202, AFMBIEEIZ L > T~ A
T HAR EIZH1T % cotDNA R i O RE TR il 21T > 7=,

G1-G4 DA MRD PAMAM 7> RV ~—ZEEMIC L TR Lz~ A I bk o
ctDNA JEZENZIUZDONT, ARM 885217572, B 2-15 1R L2 XL 912, Gl I T
IE ctDNA OFRPEFED BV & O RSB S 7203, G4 Tl otDNA 2ERIRIZIE
WEHERE U CHEREEICEEL SN TO DR IBIE SN, @& T a7 7 A b,
Gl Z[EEFE & L2 RITHAT G4 Z[EEFE & L72RDO G, otDNA ORI S 23/ S0
ZEBMBMNE ol TOTENG, HMEMTH S PAMAM 7 B =—D AR
ELRBITONT, tDNA & EREDBEEN L 7o o TWDH Z PRI, ZHUZ,
2-3-1 128UV T QCM HIEN S SN L2 X 912, PAMAM 7 o RN U ~— DR [ EME
FEREIMUTZ ENFRRTHD LBEZBID,
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0 [nm)] 161

2-15. PAMAM 7 R =—%EER & Li-~A D EMR EIZBIT 5 tDNA D AFM
#HE (BIE, DFME—F) ; (a) c¢tDNA-G1, (b) ctDNA-GA4.
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2-4. FEER

AFETIL.SAM b L IZPAMAM 7> KU ~—%[EEM & L CITO HAR 12 1-ctDNA
JEOFE A ATz, ZORER, LITOZ EnHLMNE 5T,

Gl - G4 OHARD PAMAM 7> R v —%Z[FEEMH & LG G, Eotfoo PAMAM 7
¥ RU=—IZBWTH, 1-ctDNA 5% ITO SR EICEELT 5 2 R TE 7z, QCM
EOFERND, EEMCHWZ PAMAM 7> R Y ~—O RO fE - T, KB
B (L, / mol cm™) AT 25 Z &GRS, SHIZZ D EFIZHE, otDNA &
D1 OWERDINT D Z ERHALMNE ot TOES, 4k - AR Z 27 kL
5. 1 O ctDNA 23T 2 8EERCIRIEBIZT R TRIL TH D L& 2 B, 1 OFHABREN &
HRETENHED N EBNERSINTZ, PAMAM 7 R ~—OH#ARIZE S
1-ctDNA ROV EEDONNIL, PAMAM 7 > R U ~—3 k9~ 2 R Hm O TR A
EHTEEMT A0 D TH D,

—7J7. AET ZH\ 7= SAM |2 X B [EE{L 1-ctDNA Tl G4 Z [T & L= RICH~_T
BHE D 1-ctDNA EAFEE L TWRWE WO RERDBE LN, ZOZ &b, FEEME L
T SAM ZHWADITZY TN EXRSNT, ZiuL, P ERR A2 G T 5
SAM [N SEARHZ BRI 2 AT % ctDNA (2% L CEMMICE SAEIERN TE 722
WZEIZEDLDOTHhHD EEZLND,

X 51T, 1-ctDNA ETIE72< 1- PVS % G4 EICEEL L7ZHA. 118/ L T015
DRI NIz, ZORICDONWTIE, 3 BEIZBWTHELHRE L LTIVFELLM
FEIT O,

F7o. AFM OFERN G, PAMAM 7 > R v —ZFEEMHICHHT 5 Z & T, 1-ctDNA
JEDFAR BN IBT DIRNENT D Z ERH LT/ 572, 1-ctDNA BEOIRZE LD
JFK & LT, PAMAM 7> KU ~—0® DNA (ZxF3 2F BAERSAA A E & b i
LHINHLTIEHRODNEZZ BN, 20X ) REaBIRA RO 2RI, LB
FHE L THWAGAIEFRICHEETH D, ERDL, fAF - Sl ORI AR OED
NTWBEREEL, JEERICIHEF IR E REEE LT NETHD P,

UEDOFERENS, KETHE L PAMAM 5> R ~—ZEEMET 5
1-ctDNA/PAMAM/ITO M E VT, 3 BETIINELHRE L LTOTN L OREERE
i L7=,
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#3E PAMAM 7 v R U ~—%[EEH &35 TMPyP - DNA REBEHE FOFR &
B2 i

3-1. ¢

SRR AL, ERNICAHET DB RCR I L 7t ER L — s 2T
LTHD, HAMIEY AT DB 2 BUSHOEEIRITIE, MIaBESMES T Ic A~
X XT (SP) EPEIND 7 mr T 4 )V ERPFIET D, SPIZED LT R LF
—IZ Lo THAE LB 1L ZEFEOBENRIE 2R CRNEERHT O X /) AZEET 2 (K
3-1), 2O EDIZL T, A TITNEZ R D 2372 B TIEE 100% DU THEL /7 HERE
WEATD D, ZOMEAEME - BT 5 2 LT, X — A ER TR X —ITE
W TEM T E D NEEWE FORBPEIFRTE, T E TG A EM L 7-)tE
THFE BT 5% OIFERIRE SN TE T,

+

:k_

Be& 54770
O U F VAT AT 4T
® =x .
s /AR

B 3-1. KGRI ROBERE & KIS FLIZEB T 5 SP O SR & (Rhodobacter

sphaeroides) D.2),
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KIGEMIIAE SN DNE LB T OBEREL, EF N —¢&ETF7 7877 —0
TRNF—ERZFHA LT bDTH D, FHEERZFIH L7 RIZBWNT, REWRBOIX
pn BRI L N D KIGEM ThH D, #xKIZES N — (D) & R—7 Lz n BfE
KPR, BFT 77T H— (A) & F—7 Uiz p BIMSER LIRS, il 213, n B8R
OBIE LT, K32IRLZE DIV arvBiERPICY &2 R—T7 LEEbondb b, 5
DV VRFRN 4O Y T U FAFNICEAESND & FEmNTP — P +e DA F
EREZ D, B MEHEZ SO THHICEIXRIDZ ENTE, ZOEFNEMDF
YU T —bh5, p BEROFIE LTI, VU arBERFICARUREZ F—7Led
DONFETF NG, ZO%A, AURIXIMTHLZD, VU a sbabCiEE 23—
RELTZRIEE 72D B+e — B &7eo THEMNIZIEIL (R—n) 2%AEL. 2R
BWOX Y VT —,7en, ZOnBPEERE p ARREREHESET L L, BAWDT =)L
SYERMIN B LT R, A EICEMOARN TE D (EZE), Z OHESITEE S
T2, MEFHFOEBETFINEERFITE S, EFER—ADBRET D, BELE
ER—E, BALOABUIE > TRAEWH G AICBEI L, R e L CERPEET S,
TS KOS TH S (K 3-3),

Stk L 2

B n AAE p &

AA A AR AR A A& AR

£ £ 3 k- k- ] £ % £ £ £

"-_,-j Ay W - (N T o (W W

- o~ N e g o~
8 _8_8_" OOmO( OO

= - Vo e S - e , # i £
) ] y I ) & { { .

e g, - W W o
- £ R RN R RN §
o g £, Y o Y Y . - g U W
} JENE R JENL NG JEG JENS ~w_ A

X 3-2. =B AROFEEE & .

B i)
r(-v ! !
A
=W NG Yy A R ¥ gl
A
ity -

[ 3-3. pn B AT AR BB R - :
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FHOZ LR LI EEHBEA IRV T Y, FOEEFRF T8 A K & [ T
Thd, EEINT-aEZOE TN, LIV VT —WNICHDETT 72X —
DOFLE~EBE L, BN ERIRA~E 03 BB 5 2 & T, SRS sET 5 W
RN BET 5505 5) (X3-4),

E

A

% LUMO

HOMO

W BTT v TE— BT R—

] 3-4. HEEWR T OBEREL

AEETIL, BIE TR L7z 1-ctDNA/PAMAM/ITO OSGEFRRIE 217\, BEEF TH S
PAMAM 72 RU~=—IZX o TCED LI REEEZ T LT 562 2 HME LTz,
F£72. 1-ctDNA/PAH/ITO DOICEFHIE 21T\, TR AFEIE THW O TE ZESHIR
RU~v—L 3252 LT, PAMAM 72 RU~—0OFEEME L TOREZIRLMNZT
D& ERBI, —HT AR ADNAILA X = L— 52 LIk o T, HEEHR
FBEREIZ ED X ) 7o 8% 5.2 52D C, 1-PVS/GA/ITO DIEEEVTAIE & D EleH & 1
L7,
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3-2. 5B
3-2-1. BALKFMCETRRIE

PE AW T, BERAEEZIT-72 (K35 (a)], ZOEERL, v/ 0F707 [7
/v a— 7 —2 77 UXL-500D-0, 7 AEM (FF)] & BEXALFNEEE

[ALS660A, —— + =)L« = ()] ZMAEDLELLDTHL, HEELVOIIRIT,
3-5 (b) ITRLTZIEY TH D, BAARTEHEERHE T, BMIENR LRI -
FIBE L 72 WEIFNIC I W CHUINEE 24 2 | il 2 B At Uiz, & ORESMHIL,
K 31 ITRLTCE@Y Th D, EALOIEMRHIEIZAT S 720, JEERRAIEITS T =EMmR
& U, ERE KSR T OISR OB 2 IIHI 2 72027 /v T U R FICTHIE L
Too MRS, KD DR DIROMIEIZ B A 52 7202 & v, TEOA %M
Wiz, TEOA IXE 1 R —& LTEA L, S EORIZ W TE 12 fidt L7z bR
(ZEF AT 5, BTG L7 TEOA 130 2720, WETBEH LRI+ 07k
<, IROLVEHEENYIHTE S (K 3-6), TEOA M L7254, HEHOIEE
FEITE A2 BT TR L, MR e LT/ — NERMBIIE LD,

—EDBIEZHN LT 7223 5, AR Lan e XIgiiinsEin (B &tz
PRI L7 & X b B (BER) 280K LRAIE L, 202D N-HIE % B &
L7z, T =& — DTS T- - TIE, BEHEEE 1.0 mW em™ I W TRV E TR D
HALERY 72 0 O OEEBREBEE) 2HW, £72. JCERBE L. - AR A~
7 FVAIEIZ X » TR LN RO E N S BT ICRE B L2 GEHFEIT%R),

K 3-1. AR CERRE R T D RIESRM:.

RIEHH ESLE
BRI 0.10M HiifeF b v b (FATAT A7)
HeERAK 0.05 M TEOA [T (5]
Z M FEAR Ag/AgCI(3MNaCl) [E—:x=— -T2 (§F)]
POy FH&ft [B— - o— =2 ()]
B 440 nm
HEFDE  (RERIRRE) 0.0-05V (0.1V)
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322 T v a AT MVAIE

Ty a ARy MVRER, —EOHINEEICB W TR LD ELZ x| s
WEBRENET AFETHDL, T ar AT hLe | HBROESN - AN A~
%w%%&?é_&f\%WLftﬁm@% (ZB40 B /IR TH D0 E S
INZTHZENTE D, HINELE  EEARAFHESE T E R T & LIS
A 7RI OHEMR EDIED S - %Eﬂi_gﬁwk#ﬁémkﬁéﬁbkoﬁbw@
EFMICRE LT, R321T7-LT7,

#32. 77 ¥ a AT MVEIEIZEBT 5 EIESH.

BREHE H &
IFFEME 0.10 M HileF ~ U 7 A
R 0.05 M TEOA
SN Ag/AgCl (3 M NaCl)
AR 148
FIINE+ 04V

400 - 600 nm (400 - 500 nm % T 10 nm 75,
500 - 600 nm F C 20 nm f5)

HEREDE  (ERIRE)
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]

(b)

X 3-5. (a) SERAEICHANEERILFREROK (b) SEEMRAE /.

&
&
&

(DI

3 fig

AL JETEPERE

X 3-6. TEOA Z AW BA I PRI EFHE.
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3-3. fER LB
3-3-1.PAMAM 5> RU~— (G4) ¢RIV TUNLT I HEEE (PAH) ZEEMRIZHW
e BT T D L

AU TUNT R R (PAH) X, ZiVE CRAMEEE AW EEER A < F]

HEn &RV W F A2 THD, PAH 2B EHE L THWE EELHRE T
(1-ctDNA/PAH/ITO) K TX, PAMAM 7 R U ~— (G4) Z[EEME L THWEEE
157 (1-ctDNA/G4/ITO) O Helehiat 21T -7,

2 B CIRAZFHRITIEEIC X > T, 1-ctDNA/PAH/ITO & 1-ctDNA/G4/ITO Z Rl L7-, %
Gb - AR AR 7 SAVHEORER, EH 56 1 RO Y — L—HF ORI RILE UAL
BB S, BAEICHIFEAEETIA DN o7 (K37, ZOZ b, EHiE
FEIZ PAH W 2356 PAMAM 7 > R = —%2 W26 S RAHF O R RFRmICE
17 % 1-ctDNA DIRRERWAG I Z N IR T E Ny o Tz,

I 2 FEHOEMIZOWT, SEREZITo 72, EORE, B 38 IR LELD
(2. 1-ctDNA/G4/ITO DNFEFAEIL 1-ctDNA/PAH/ITO DN EFAEIZ LT -o72,
BIMEOZEX, UM L7ZEMNE LS RDHIZONTELIRELS D, 04 V IZBITS
1-ctDNA/G4/ITO DIEFEHTA (73.7 nA ecm™) 1% 1-ctDNA/PAH/ITO O Y¢:FEHRAA (17.5 nA cm™)
DR 4 (5T o7z, LAANZ, RNV v—ZEEME U TEBERICR LT ¢ U Uik E
EE(LT DB, BRE TOEMNEVRL T ¢ U BB D OYEERITHALUIC W
WY HEDR ST WD, DFD, BRPERITK L TL Y IEVEEICEE S vtV
X, EFEEFVEMERICBH LT RDIEZZOND, 2016,
1-ctDNA/G4/ITO & 1-ctDNA/PAH/ITO DYEEEGRD 7Z21%, PAH DK B EIZ A~ T G4
DOREEMEEDIFFIIRE <. L EBGEFIZ 1-ctDNA Z[EELTE 572D ThH D &
Exzonsd (®39), £72. PAMAM 7> R ~— (G4) BH O FELRITH 450m &
REWVD, Fo ETIEFEERX Inm BT & |RESASH/NL TV D,

U bozZ &t BEEIRORY BF A AT, ZIRITHIZRIEA Y 28> PAMAM
T RU=—OhFPABRDTOEEHE L TLVAENTHDL WD Z RSN, Z
DFERZME 2. Bix 721D PAMAM 7> R U ~—ZFEEFICHWZ & & ERIC
ED LI REBENRONDNNTHONT, MetxiTo72, UUTFIZ. Gl 7"b G4 £TO
PAMAM 7V R U <= —%Z[EEAIZ V=R TOHEIRDOZAAZ DWW T~ 7=,
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0.025

1-ctDNA/PAH/ITO
0.020 |
1-ctDNA/G4/ITO
0.015
i
R
=
0.010
0.005
0.000
400 450 500 550 600

KE /nm
%] 3-7. 1-ctDNA/G4/ITO & 1-ctDNA/PAH/ITO D%E4}% - AIRRIL A~ LD Eri.

120 | 1-ctDNA/GITO —0

1-ctDNA/PAH/ITO

0.0 0.1 0.2 0.3 04 0.5
BIL vs. Ag/AgCl (3 M NaCl) / V

3-8. 1-ctDNA/G4/ITO & 1-ctDNA/PAH/ITO (Z31F B B DO EBNAKIFME ; BREM -
Ag/AgCl (3 M NaCl), xHE& : A4, BFHE : 440 nm (1.0 mW em?), 7LV FAK
.
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— ITO H:fk —

1-ctDNA/PAH/ITO 1-ctDNA/G4/ITO

3-9. 1-ctDNA/PAH/ITO % X 1-ctDNA/G4/ITO OEEHERE & S ETE D BEfE.
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3-3-2.PAMAM 7 > RV ~—%EEH L T ANRELBRETIZBITA PAMAM T > KU <=
— DAL DB DU T DA

PR S Sl b SIANEN %%%:ﬁéﬁﬁWK@EETi#ﬁ’ngﬁé RIS
BRI DO FEIZI D LT=h, EHUTEAMREE D D aBERHEE L T D0, HDH
iﬁ&%ﬁf@%ﬁ@‘%ﬂt%fwéT BN B, JERFRINIC (58 O S fif-oRIEfE
MR E 2N &, HELWSE T A REET 5 9 2 TETH/Z SR TIUTNT RN T
%50W2ﬁ\fwﬁ7ﬁ7mtj/&(MM)‘ﬁ%bk7ﬁﬁ/$SMA§@K
B8 ZEE(bT D 2 & 2B (1-MPAITO), LovL., DY — L—H ORI
RlZBIT WL IFEF TR < | B B IFF IR ME LG bz o 7o, WOLEED
o loZ &vB, MPAIZL % SAM Rifii & 1 DL A CTRPEMAMEH TE 20z,
EM®W®%@@¢*iof ZOIFEALENTENTSNTLEST= B OND, F

. JtE mm>&&/uk%MMéhimmoﬁjﬁl&ﬂxti bInicEEIh TS 1 [FH
iﬂﬁﬂﬁabf%ét . BHOREIZ X > TER~ OB FBE I Sz T
HDEHEIND, EEIC 2}/)“9"75 W S BB S 1-MPA/ITO OEFIR (BH5E
FEDOFEIZOWTII%IR) ZRAL 72 & 2 A, HNEE 04 V2T 440 nm TD
BERIZ0.06 % TLRroTz, LLEORERNG, 1 LR CHEMAERTE 2[H
EFEZRHWDZ ENHFELNE WD Z EIRENT,
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0.020
1
Yoo W =
® 0 6
0015 | 0~ 00._00._-0
\Q ﬁ W:/ MPA
TF %
1
3R 0010 ITO Fhk
=X
0.005 [
0.000
400 450 500 550 600
K& / nm

[ 3-10. 1-MPA/ITO (Z331F 55845} - FITRIRIR AR R VDR,

8.0

RZE / nA cm—2

.

®

400 450 500 550 600
K&K / nm

3-11.1-MPAATO IZBIF BT 7 a3 » AT FJL; 0.4V vs. Ag/AgCl (3 M NaCl), Y&
=1.0mWcem?2, 7A3UFEET.
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ZZ T, PAMAM 7 v RU~—%[EEME LI EEEHFE T [1-ctDNA/PAMAM
(G1-GHITO] TIZEBWT, FEMIZBIT HEIRONISE T 0 7 7 A V28I L, HIE
FFHN TEFZ OGO HIBEN T WD ERZITo T2, T OREHR, K 3-13 [T LT
1-ctDNA/G4/ITO DIEFLIGE D X 912, & TOIEEEF - CHBIER < iR B
S, BFOFRCHIBER 2N LR T E T,

BARNC BT DR BIROBARAFEZ O TR LT, B3-14 [ TRLTZEHICETO
HARIZEBW T, HUNBESEEINT 2120 OB K L-, £72, BEEMHICHN
72 PAMAM 7 > R U <= —O RN IIT 512240 C, HERESHE R L, R OZ
IFEHVMBENKE K 72U 512 EFE L roTz,

FUIIEE: 0.4 V I TMPYP OELFEN LV & +MEWEN TH D720, 1 O =
SRV TH D | B 3-13 726 b D EL Z o TN 2 & A fifEad uzo Mz T, Y&
FHEDZE L WENBIICE /=2 Lanh, HUNEE 04 V ICEE L, BISLEEA 2 S
WET 7 a AT MRIEZEIT>T2, B 3-13 IR L2 L 912, 1-ctDNA/G4/ITO (2
%07‘57& Vg AR MVOEL LRSS - IR AT S L DOIZIRE L ORRKRALE

IF—E L7, SR-I% - AR RS S UZEBWTC, RIS 2R 02 ki
;tc Lo TEFPMESNIEERE KM LD Th D, T7hbb, 77 a v AXY
RV E A OERSS - AR A R S O—i, B ST EEREDS 1 OSLRhEE 1
KOLDOTHDHEND ZEERLTND,

EEHTHDHT v N ~—DNEEHIERE~O B LT 5720, Gl 7°H G4 £T
DEMARDT > R ~—ZFEEH E LTEEARITONWT, 773 a AT MAREZLT
ST, T OFEE EEM & LTHUWZ PAMAM 7 o R U ~—DO A4 5 12 E- T
440 nm (2B 1T DOUEFRMEDOFE LWEINABLIHI Sz (K 3-16), 440 nm (21T % O0E
%z, PAMAM 7> R ~—Officxi LT ry hLEE 25 (K 3-16 AKX,
BT EIETHEIN L TV D Z E 3o T, EEE. 1-ctDNA/G1/ITO @ 440 nm (Z
BT HNERBEE (8.5nAcm?) (THA, 1-ctDNA/GAITO DZH (77.5nAcm?) 1%, #
9.1 572> Tz (F&3-3), ZAUTKI LT, 440 nm (2RI DERI; - AN AT |
MIT v R = — DO RO - TR J%'bn Lize 885 - AT AR |t ov
NHRDT 1 OffEEIL. 1-DNA/GI/ITO Tix 14X 10" mol em® TH Y |
1-ctDNA/G4/ITO Tl 2.6 X 10" mol ecm™ &7 1.9 (L TH 7= (F 3-3),
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% 3-3. FRENBLEWHETF D 40 nm ITBITANBREE L 1 OEEE.

. ~ 440nm | #Zﬁ‘éﬂ%mﬂ“ 1 DfEE &
PAMAM 7 > KU ~=—DOHHAt | ,
/nA cm™ / X107 mol cm’
Gl 8.5 14
G2 14.9 1.9
G3 26.9 23
G4 715 2.6

PLbEDT —2—% 4 L2, HERELEOEMEIEZWCEHT- 0 ITHE L, & IR
ELTHHLE (B3-15), BEAPERORDIFTIZUTOMY TH D,
T3 A EDORENIIY U 7= &, Lambert-Beer LRI L U |

logUp/)=A4 — I=110" — I,-I=1,(1-107)
fcﬁ@‘f\ Hﬁﬁ“ﬂﬂy Lf:%%@éﬁ Al;;hoton [

Npjoton=0 (1-10%Y / (h ¢ 1 })
(O: BECONE /| W em™, h: 777 ER | 6.626X10°* T s, ¢ EZEhOYEHE /
2998 X 10* ms™, 1: BBEEIERE /m)

MBROBIND,
#ji—/cv ’/f%‘%ﬂfk_jlﬁfﬁ}l{ 75)% lﬂjjéhﬁ_ %@iiNeleclmn

N electron — ] / (A e)
(I: JEEBFHE /A, A: BIRIEAE /om?, e: BRER /1.60x1070)

EXRDOEND, BETFIER o IT, W LT EH I SNTZETOEDE —F
FERIZLTEHDTH LN D,

& = Netectron | Nphoton < 100
THELILD,
fERe LTHRonz, 7 R ~—0MRIT3 5 & FIEEOEIMER X, ALr 7 4
U o OFEE RN 2 72 O IEETRES BE OHIIME AN R TR 72 578, G4 121T
HETIE (1.07%) X, Gl OEFIEE (021 %) ORSHEEHIRERLOTHST2
OLEMEEITHIOfE) (F 34, K 3-17), E-> T, BT REHT- D OfE, >
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FORFIERICHE L THHoRERT VR v —RBHBL TND 2 LIVRENT,

% 3-4. RENBLEHEET O 440 nm [2B1F 3 BFINER UYEETHE.

AR BEEE /% [ZLEE ] SRR /nAcem? [21bEIS )
Gl 0.21 [1.0] 17.3 [1.0]
G2 0.28 [1.3] 304 [1.8]
G3 0.42 [2.0] 54.8 [3.2]
G4 1.07 [5.1] 158.1 [9.1]

IF

a: ZLHEIG = BFER g/ B G, b ZEFIG = JCEREE 60/ JCEREE 6

WEORNT ¢V CHEEE SLEESR 1L LTHWERIZBWT, SAM IZ X A [EE
BEATST2RTIE 0012%, T2 BTV o 72K BEEILEI TR TIE 34%& W0
IENIE SN TND Y, 51 G4 RICBT 2B FICRIL 1L1% TH 72D T, SAM HKIC
EHHDED B 100 FFE <. 7 VR EFRFOEIZITXITZRNE DD, FehilfKy ViE &
ITE R 72V, BFIRIIEIE SRR ICE ST 78742 —e 77—l %
BAL, MESELZENAREBTHLEZEZXDND, BLEDOZ Enb | ERBIDOFR LT
@ U U HBEREEA SR S IFIERSEOMEEZA L TN D EE 25,

F 35 RVT 4 Y VEBERNELHBE RIS ETFILRY,

=R /%

J
2 AN ) m 0.012
_Sff%
Q)
J
lTO i 3 Q m O 34
o5 ®
-0 O
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1 OFEE BIXEARA 2B Z 7R L QW =oicx LT, JEEHEE X OB IR L
BEEZe A R L&D Z &I, ﬁQM@ﬁmﬂﬁﬁuéﬁi@%mKié%@ﬁ
FTIERNEWS ZENF R D, BPIOTHITIE, PAMAM 7 > KU ~—O AN
T5 EHICEOFHEZALERTHZ Enn, 1-ITO [MOMEEIHEN L CE B8
EI, 1 OFEBEOHINCK L OEERITED 5 Z &Sz, Lo, 4l
DFERNG . ZOMEIFZE A2 THEIWNWZ R0 7, AT, %f@%%mié
L TR ~—0OERETORSILGS IZBWTH0.6 nm TH Y | (FTFHEifEET
HDHZENRENTND, E- T, SEIANVWE Gl~G4 OFIFRIC wr% D@ S,
DFEVERIZFLEAEEDLRNWEEZI LD,

ZOT v R~ —OHARDOEINAE: S EFIEROEME TIEOT > R ~—hE) &
FES, [TEOF v KU =—%358] OFRRICHOWTRO —S>DR#HAZT- T, atd 52 &1
L7
(1) BEEMIZHVZ PAMAM 7> RU~—HO7T I VR, s LTER L
72o PAMAM 7 ¥ RU~—0O7 I AT HAR & LTREERIZIINT 5 7, Rtk
MO DEFEZET DMERENPIE A THOKRIENREY , JeERENE L <#HEinLe (K
3-18),

(2) RV HEARD PAMAM 7> R U ~—ZEEFIZ LI25E. PAMAM 72 KU ~—0
ctDNA (ZXT DA AAEH A (RimT X UHML) 230720, %@F%meAi+“ ([
ESNTELT, ER ORI HEE L7 RRETHEE SN TV D, 207D, 1 225
DEBABEN I Z B2, ZHUSK LT, @O o PAMAM 7 R < —% [
EARE LIESAIT L WA AN L 1-ctDNA 2HEEST S Z L HETE 5, %
DFER 1-ctDNA (HUF & A EDEBCEHAAE L, ZEA0IC 1 225 1TO St~ D3 &
A=, NEFEREM L7 (K 3-19),

FP. ARG (1) IZOWTHRGEET 5720, HBIASETH D TEOA 723 SHFEME KEIK
FICE ER VA D 1-ctDNA/GAITO I DOWT T 7 v a AT MVIIEETT - 7=,
i (1) 2AELTAUE, TEOA IEFFE FIZHWTH, TEOAFE N EIZE A EED LR
WRE SONRERPBUISNDS & THIND, PAMAM 72 RU~—HD 3 k7 I 2
51 ~OEFBENEZD 25 Z &1, KEKFIZHBVT PAMAM-COOH 7> R ~v—
(G2.5, G4.5) PEENAFAET D & & 1 ITERIEENBII SN D Z &b, BEICH S
MCENTWS (K 3-12) ¥, FE0 . ZOBEOREIT, Fr R ~—D7 I UEbir
WHHERIEE LTERT 5 2 & 2R LT 5,

DT LT, FERAIT TEOA FIEFEE T TiXIZ & A BTN T, TEOA 17
FETIZBIT D RERICHERTREREND D Z ERHLNI -7 (K3-18), ZDZ &
75, PAMAM 7V RU~—HDT I UEAEHEAZE S L TER L T2 n 2 & AvR
Sz, ZHuL, EBIREKAEK THD 0.1 MAREET b U o 2KERMIFIEHETH D7
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D, FEHRDO PAMAM 7 KU v —0DRREDT I AT, 1ZET 7 oAb Tnd
ZENFERTHLEEZLND O LarL, WEOT I g e U< mrietk
IFE DR, 22T, PAMAM 7o RU ~—I3HR T L OSSN TAR - -
LTWBEEBEZXLND, 2D MEEEIC L > T EH LIZZR SN T 2 > @ pKa
WAL UT-FER, BE KRR T e hAbER T D LI N5,

Loy z
o} o N S NH IN OH
HOHOK\ \NH " o ¢ J/Hz g\\eH
g,/\/ g Nf N © o o
HN\<: {JH /j/NH
HN o N H Q
HO/K/\ NNYNXNR <:0 :}NJ_?; \/?DFN\/\ /\)kOH
o j(\/ [¢] N\j o] N/H—/ VErOH
o HNJ{)_\ N/—>L
A
(N \_>rNH o
HO/&/\ A% T p ~om
S~
N 2 Qs \_n-li(N /\SLN WOH
Hof V\NJKANINH ° NH x"\} : ©
HN’g ) Ng o NQ\
c))\\ﬁN# O, N# o \\Hﬁ)X NQ;/EOH
HO o
Ho’g NINH HNZ SNH N\\‘(o g
o f: N " oi

PAMAM-COOH 7> RV ~— (G2.5)

1.2

[ToRY=—]/[RILIA)]
0

1.0 1

' 08 -

FERE /a. u
5 &

Bl

580 620 @40 700 720 780 800
KE /nm

3-12 H—KEBEEPIZBIT DT v RV ~—OREEMIES 1 OBEEREDORY (6
EWHE =400 nm) .
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G (2) 122\ T, 2 TETIR72 1-ctDNA/PAMAM/ITO (22T D QCM HIE KT
AFM BB OFERE H L IZEZ L=, QCM HIEIZB VT, PAMAM T R ~—nD%Fk
mWEEIL, PAMAM 7 o R U ~—O AR oEn & 2 i Lz, LirL. PAMAM 5
YR v—@i‘%ﬁ%ﬁ%fg (X, RO E ITE LR LTe, FEER, KRB
IZOW T, G4(3.78 X107 mol em?)iE G1 (1.01 X107 mol em™) D) 3.7 fHICE TEL T
W, BEIZ 2-3-2 TIRA72I@ Y . Z OFR I EE AT L OFERAI 728 RIE, KT I/ oK

DAY R DHINNC X » THRERIEAICHIIN L T\ D Z SITERL TS, Z0Z &
5. PAMAM 7 RU=—DORPKE L RDHITHONT, EOERMIT DNA & LD LA
THEMEEATED LEZOND, 2-3-3 T2 AFM BIBENLH LN E o7z
ctDNA OFREEEIL, & DL REFEMAEHOMNEZ KR L T\ 5, AFM BIEIZF
T, Gl TiX ctDNA OHRARMER I FARER I EE( L STV D25, G4 TIHHEMREE T
BHEARNBIER SNz, 2-3-6 TRLTZ AFM OF S 707 7 A b, REH ST G4 O
ARDIFN Gl DRIHRT/IEL, PAMAM 7 R ~—0O#RREL bl 0%
SEFFEMBEIEROENRKE <720 tDNA DOFEHRD> B O BT 72 FIBEAS TN 2 H T
LHEEZOND, —JF, 3-3-1 TR X 912, 1-ctDNA/PAH/ITO TliE 1-ctDNA/G4/ITO
IZHART1 OFEENIZEAEEZDLRWCHLEDL LT, SEERMME STz V) F
Ft . 1-ctDNA DX LIZHBT 2 /T RHEBED =D Th D B2 bivd, £z, AF
ARG EET DT X ) X o TFA— VRS (AET) @ SAM #[EEM & LT, B
1-ctDNA Z[EEL LR EME LT, £O/RR, K321 IR L72X 912 G4 ZEEM L
L725a L0 b 1 OREWRAEEDRNZ EXMEESNTE, ZOEBRICONTT 7 v a v
AT MHIEZBZRoTz 2A, RIFY G4 ZEEME LSS X0 HIEF IR
HEEE L S 7e - 72 (K 3-22) , 12 CL 440 nm (2351 2 B IR G4 % (1.1 %)

DR 119 FFRE T LD eh o7 (0.07 %) AET IIFERITEHICT Ny F 7L TNH &
DB RUROH F A MO B HEE IR, ©F V., DNA (2 L CHELEITAHA AN
TEDHF A AMEEMLL G4 ITHARTIF DN EEZ BND, Ko T, AET Z[EHE
FE L72RICEIT 2 BRI, AET O SAM ZH 56 DNA 28 RFTHICHIBEL T\ 572

WINEL e o2 2 LR ENT-, LEDZ &b, G 2) 2B\ TR/~ PAMAM
T KU ~—O AR E L 72 D125 T 1-ctDNA 1XIF & A EDRFEBGIHIZTFE L, 2%
FINZ 1 735 ITO B ~BEFNEE -2 2, [IEOT > R ~—2h%] OFKTH D &
fEmtHT sz,
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FiRA SiRrAZ FiRA FiRAZ
\ \Z \ v
‘m M ot
40 nA
M
st N i
R
¥ 3-13. 1-ctDNA/G4/ITO IZBIT A NERSE T 7 7 A L.
X
1400 |
1200 | G4 % \
£1000 |
<
~ 800 | G3 % v
1
1 600
ig 0o | G2 % X
N
200 ></
/
0.0 A ‘ ‘ ‘ ‘
0.0 0.1 0.2 0.3 04 05

TR / V vs. Ag/AgCl (3M NaCl)

3-14. FENLBELHRRTIZBIT DREBEROEBARGFN; SEREM: Ag/AgCl (3 M NaCl),
X8 : B4R, FREANIEE : 440 nm (1.0 mW cm™®), 7V UFEERT.
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& 3-15. 1-ctDNA/GA/ITO IZHF DT 7 ¥ a L ARY MLV ESRS - FIRRIA R R
DR ; 0.4V vs. Ag/AgCl 3 M NaCl), HE =1.0mWem?, 73 FHEKT.

1 2 3 4
TUR)I—D1HAR

® 2 B 00
/ K
0 i 80 [
~ 60 F gé 60 |
E 8¢ 40 |
< LN
N X E 20
gy 40 X g 0
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3-16. EEMHIZAVZ PAMAM TV R <=—DOHMRIZ K D LEIRMEDZE ; 04 V vs.
Ag/AgCl 3 M NaCl), & =1.0mW cem?, 73 EHKT.
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% KERZE
o
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? EFINE
o
@ 400 [ RuvquroxEREE
o
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B 200
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TURT—D A

X 3-17. 7 R <=—0HRITKT 5 440 nm 1I2B1F % 1 OFREREER, RERZRE, B
FOBFIROBEIS.
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(a) (b)
AIRSCER AT

:éﬁf/*ﬁ75/£\£§ﬁ
- c‘fﬁ
), 5“ 1o NS

O O

3-18. (1) OfERE ; (a) EKHARD PAMAM 7> KU =—%EEMIC LZ8E, (b)
B PAMAM 7 R <= —ZEEMIZ LIZEE.

(a) (b)
QESS iz

ARSEE B TAESLERET AIENERST EIARERst

3-19. 2) ORI ; (a) EKHIED PAMAM 5> RY =—%BEEMHEIC LZEE, b)
BiD PAMAM 5 R <= —%BEEMIZ LTZEE.
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80

60 |

e

G TEOAZET

<

40 |

o TEOA JEHHATF
20

0

400 450 500 550 600
KE /nm

3-20. BRI (TEOA) HFET LIEFAETITBIT B 1-ctDNA/GAITO DIEFRD b
B ; 0.4 Vvs. Ag/AgCl 3 M NaCl), & =1.0mWem?, 73 FHEKT.
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3-21. 1-ctDNA/G4/ITO B L 1-ctDNA/AET/ITO |Z331F B EEA-FIHIRIN R~ 7 kL.,

80

G4 %
i 40 |

AET %
20

400 450 500 550 600
KE / nm

3-22. 1-ctDNA/G4/ITO B X T 1-ctDNA/AET/ATO IZRBIF BT 7 a » AXT kv ;0.4
V vs. Ag/AgCl 3 M NaCl), & =1.0mWem?, 7V FEKT.
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ZO NEOT > RY~—2h) 1TRNRO X 9 (B EOEBILOFERTH 2503,
SFFEM AAERIC X o THMR O BT & 2 BREMAMD M L Tnd é:,ﬂ;ﬁﬁfé
b, 22T, EFEKER (01 M filiz+ FU v LA, 0.05M TEOA) IZ=E TIRIES
iz EORBBROZIITONT, G4 BELUPAH Z[HEF & L7= 1-ctDNA & CLuia
L7,

TEETRNE B /ZEE L7 ERIZOWT, JIEREOE =1 THuE L, 10 FF#ZIC
BEDEERNEZ B 2R o7, ZORR, JEEREIL G4 R TIXO TN RBOR AL
T2DHTHST-DIZH L, PAH RICBW TR FICE T Lz, ZOMEND
[EEMTHD PAMAM 7 KU ~—|Z L D% mfFEMAERIC L > T, TEED ﬁcl—ﬁi’
JEIENZEIL SN TND Z ENH LN E 25T,

G4 %

<— 10 [Ffi]

/ 0 ¢

[ 5.0nA

<10 FFfE
| ~<— 0 IFFfH

I 2.0nA

isdi|

M 3-23. BREEAKE®ERS (01 M Fifg; MU U A, 005 M TEOA) IZBIT D
1-ctDNA/G4/ITO 3 X O} 1-ctDNA/PAH/ITO YEFRDZEAY. ;0.4 V vs. Ag/AgCl (3 M NaCl),
2=440nm OtE =193mWcem?), 7L IUFEEKT.
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3-3-3. ¢tDNA DB KIETEEIZ OV T DR

INET, RAEMEIEC LD NEEBFEFOMBUIL N TE 7 PVS 13, 1
EREETL2DICRYTHD EEZ LN TET, 1-PVS L, HiafFEMAaERIC K-
TREASIN TN D, ZHUZx L TABFZE T, PVS TldZe < AKE S 7 Th 5 ctDNA
Fiz1 ZHbE L7z, 1 - otDNA M@ < FHAEMEM /11X, otDNA o) VT =42 L 1
FOAFNEY D=0 LK FF L BOFFEMAAERTZT T < (ctDNA 1O EHECRITHE,
HESHT 1 OBUKMFNL RV 4 U VBR) DMRASNDBUKMAR BRI R H D, 2D
TOOMBAERORER, B—ERERTIZEBIT 5 1 L otDNA OB ERIL. T ETE3-6
IR LT E D RMERHE SN TR Y | ZOMEIZA T mEMENT DI 20 TR 5
2D ARV CIIR & REATEREE > T\ 5, ABIZEICEBIT DI SE (0 Ak
TRER, pH7.0) THIRIEOSBTERENH D B2 B, PVS LRERIZLZEIZ1 #fbE T
5 LHEEND, £72.1 DRESD tDNA FOBKIGIZE D IAEND Z LIk - T,
1[F+TDHERAEZE ., RS ORI LIS ZMH 45 Z & BEIFTE 5, ctDNA
HFUZEBIT S 1 1220\ T, HMREIZ L 2 ETFBEOMIAE Ul “EHEREOFMIL,
ctDNA L85 E L TN DIZHARTREFMIZR > TWD Z &3, RENZHE S Twn
% (F%3-6) ¥, ZOZHEREOREFMEOFIKIL, ctDNA OEHCH I 22 & DBf
KEFTERD AENTZ 1 28, DT LEZE LIS K RENLTH D, EEE, P OiEHE
IZ XD RIEIE, otDNA IZHUVIAEIND Z LIZ L > Tl SN D Z EBBH LN/ T
%o —T, AFREOREERFZTIBNT, —HEEBIT 1 - EWEOE -BENCR
b7, —EEEREOADED - T %, L, 5 FRITOEE#BEOKT
X, —EEOHEMIKT L THHRLGTHEBELLND,

K 3-6. FREEMHTITRIT 5 1-ctDNA D E TR

pH /M M OFEEE SEEH MY BETER
68 02 BPES 1.1X107 9)
6.8 05 U PEEREEK (NaCl, EDTA Z515) 1.2x10" 7)
74 02 Tris-HCl (NaCl % &%¢) 1.0 (£0.2)x 10’ 10)
68 0.5 U PR ER 2.22(+0.08) x10* 11)
74 015 Tris-HCl (NaCl Z &%) 1.3x10° 12)

% 3-7.1 Z O 1-ctDNA OS¢t ),

Akt —HEIENEEOE IR o1/ %  —HHRES M </ us
1 85 2.0
1-ctDNA 77 45,18.0
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VU EDRZERE %, ctDNA ONEEBE FHEHE LTD, PVS TR D EMMEZ R
728, 1-ctDNA/G4/ITO &R 1-PVS/G4A/ITO |22\ TIEEFTAIE 21T, Fi 6 D EFIT
REME LT, £2, RV~—2H\25Z LofFMEERT 725, DNA < PVS 27
HZ R, T=FrMREEZATSH PAMAM 7o R ~—G3.5 (AF¥F—»h 3-1) 2
WTCESE 1 ZEEL7Z% (1-G3.51T0) 1o\ T b thlgat Lz (K 3-19), G3.5 1%
64 DIINVIR AR TS, A XTG4 LIEEAEEDBRY,

AF—LI 3-1

PAMAM 7> K1) <— (G3.5)
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Do 2D

4
) .
©
e @e
SICKE)

©
©
©

0X0)

©

© e
@ @

®DD®PDPD®D
1-ctDNA/G4/ITO 1-PVS/G4/ITO 1-G3.5/ITO
® @
Q 1 @®© ® - G4
' ® ®
©©@®®
NNV : ctdNA
o o o
© e - : G3.5
5 S . : PVS eee 2
RS

3-24. 1-ctDNA/G4/ITO, 1-PVS/G4/ITO I X 1-G3.5/ITO DFER X,

BB E O R 2K 3-25 27 L7z, 1-ctDNA/G4/ITO, 1-PVS/G4/ITO, L
1-G3.5/1TO @ EDRIZHOWT G, FINEEOHINN & I ERAEOH KRN o7z, Hl
TEHIFIZIUN T, 1-ctDNA/GA/ITO DIEEEFAEIE 1-PVS/G4/ITO X 1-G3.5/1TO |ZHA~ T
<, EOMEOZEZHINEEOEME LI RE L RoTe, ZONEREL S &1T, g%ﬂ
RBEFHESTDE, K 3260 ICRLEL)RENGEONTZ, 2 ETHERZL I
1-PVS/G4/ITO |ZH1F % 1 DFEE EIE 1-ctDNA/GAITO (TR THI 3 5K & v o 7228, ;‘n
BT 1-ctDNA/GAITO (73.7nAcm™at04V) DOFJ 13 1% (21.5nAcm™ at 0.4 V)
o T, F21-G3SITO IZBW T, 1 IFEERSE LT/ —Lb—#nRTrn— K=
L CWD 7O IR B RITIE TE RV, Y — L — ORI & O EE X
1.34 X102 FETH Y . 1-ctDNA/GHITO DOYLE (1.85X107) & H_TEIUE LR
ETIX oz, ZHHOFRERNLEFICEAEFRT 5 & 1-PVS/G4ITO & 1-G3.5/1TO
DOEFPERFFERCTHY (0.1%at0.4V), 1-ctDNA/GAITO DETUCE (1.1 % at 0.4 V)
IZHARTELLPSWVMEE 25 TND Z EBH LN E o7 (3-8, X3-26), RRAFE
JEIETHELS N2 PVS OFFEEIE, 0.7 nm THD Z ENBRTRENRTNS P, —74,
ctDNA OFEIIH 523 Tid7Zen a3y, —i%i9ic B DNA @ 8 68 A OIEIFH 2.0 nm T
b5 END | tDNA NHEAR BITHTZ o> TSI TV D B X HiLD ctDNA D5
J=% 2.0 nm Aifg L HEETE D, T72b5, PVS & ofDNA OMEZEDREAE X - L &
PVS OFEED )58 tDNA X 0 < X0 HAITEHZ 1 A3 FEE STV D, i 13K
IZE0ELSBIL, BRASOEFBEINEZ VT W ERIREESND, Ll £RUCH
B 59, 1-PVS/GH/ITO (ZE1T 2 HEIMDIEAERNZRN Z O L 5 IRV DIL, REDES
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I HHTIE ERVADOERX DY 1-PVS/GAITO ITFEL THWD 1 H Th D, ADER &1
1 OFEEIRIEN, 1-PVS/GHITO IZBWTHLEREZREZI L TWAZ EThH EEX BN
%o [AERIZ, 1-G35NTO IZHB VT H, G3SKRET1RENHOAEA L TWAHTED, &
PEENMET Lz s a5, BESEE R I®IE, bt Sz 1 R0l THIER
B2 VT <D, THUTK LT, 1-ctDNA/GAITO (285175 1 1%, ctDNA DOBR/KG(E
W, BN, HEARIEDICEEL T D, 2 BTG L7285 - AR A ~S R VRIE D
FERND, HOBEIALL TND Z ERHALNE RS> TS, £, QCM HIE DREHR
251, 1-ctDNA/GA/ITO D 1 % ctDNA OFEEEDK) 1/10 TH D Z &35, ctDNAS
HWHSHZ 1 T OEAETEE L TV D Z ENHL N E 25T, DF 0 TR OREk
DREE D 1-ctDNA/GA/ITO TiXIF & A L7z, 1-G3.5/1TO X° 1-PVS/G4/ITO (ZLb~T
1-ctDNA/GA/ITO (LB R8N L 0 hRMICE Z » 72 L T & 5,

% 3-8. HINEE 0.4 V IZ81T 5 1-ctDNA/G4/ITO , 1-PVS/G4/ITO X 1-G3.5/ITO D&
TR,

440 nm OWSEEE /| X107 04V ICBIT A NERBZEE /nAem? BFINE /%

PVS 4.46 21.5 0.1
G3.5 1.34 12.4 0.1
DNA 1.85 73.7 1.1
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80 | PVS %

G3.5 %

0.0 0.1 0.2 0.3 04 05
T / V vs. Ag/AgCl (3 M NaCl)

3-25.1-PVS/G4/ITO & 1-ctDNA/G4/ITO (Z331F B B DB TFIE.

—_— — —_—
D o o
T T T

UNER /%
o

Tr PVS %

G35 %

0.0 0.1 0.2 0.3 04 05
BAL / V vs. Ag/AgCl (3 M NaCl)

3-26. 1-PVS/G4/ITO & 1-ctDNA/G4/ITO \Z331F B BT IR DAY ihfz.
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3-4. FEim

AETIE, 2 BCTHELIZEBRIZOWTONRELLSE & L COMREHME 21T - 72,
ZI O DONEEMBAIZONT, 1 LSO & BFINEREZLLTORITIR LTz, & 3-9
MHEH BN L S, OBV PAMAM 7 > R ~—d, BEHRIFA AR ~—
Tohd PAH LV b, BMOETIENELN, 202 LiE, SEEARETIZB VT,
PAMAM 7 RU ~—NESHRARY ~— X0 b ANREEMETHHZ 2R LTS,
F 7. DNA & PVS OHHZIZISUWNT, DNA ZOEFIPERIL PVS RO EFPEROK 10 1%
V%%Lfvte:@*kﬂ%\mmwnwsxwﬁ1%lEMﬁé@:%wa5:
LRSI, £72 G4 RIZBIT DRI, EORNVT 4 U UHERESR & T
ZEEREDRVMETH -T2,

#* 3-9. KEBELWEBETOETINE [FIMNEE =04V vs. Ag/AgCl (3 M NaCl), FREHLIEE
=440 nm] .

G1 G2 G3 G4 PAH SAM
DNA 0.2 % 0.3 % 0.4 % 1.1% 0.2% 0.06 %
PVS - - - 0.1 % - -

INODONEEHRET D5 B, PAMAM 72 KU~ —%EEME LIz b OISOV
HL7L X, EEHETHD PAMAM 7 > R = —OMRBEENT 212 E > TEERD TS
BRI 25, S0 TEOFY B ~—98) SHRShE, —HT10
BOBRIL, EEH T 5 PAMAM 7> KU ~—OHRAHIIT 512> C. A0 %
DMLV L TRD o1z $705, 1 OBIEROBIA, SRR OBIMNO LR IIA
TRANEV D TR, 2T, KO ZDSOREBAELTT, TEOFY KU ~—
ZhiE) OB OV TR LT,

(1) EEFHIZHWZ PAMAM 72 R ~—HO7 I A8, RS E LTER L
72o PAMAM 7 R YU =—0D7 I LI HAR & LT THINT 2 72, a3t
PO DEFHZAET DMERPE A THOKRIENREY . SLERMENE L ML,

2) KWK D PAMAM 7 R U ~—%BEEMIZ L7256, PAMAM 7 R ~—®
ctDNA T DA AMEHA CRim7 < EAL) 23720, £ DRGSR 1-ctDNA |43 12 [H
ESNTELT, B SRIMICHEEL/ZRECTHEB SN TV D, 07D, 1 D5
DBEBFBENHDICEZ 5720, L L, @W D PAMAM 7> R Y ~—Z[EEHHE &
LA X W HBLEM SN2 . 1-ctDNA DBHEEST 2 Z <K HETEX 5, FOREE
1-ctDNA IEIZE & A EDEHGTEHIAFAE L ERAIIZA 225 ITO R ~E 2 & 5729
SeEEFAEAENN L7z,
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Z D ODIGERIZ OV T, HEEFRHIE R O 2 B CTlk~<7= QCM HIE, AFM BIEkE R 72
ENSFR Lz, TORE, PAMAM 7> RV ~—23EHEE L UCTERT 2 2 i
<. ctDNA & OFEALEREMLNEEINT 2 2 L2k > T, F S D otDNA O RFTH 72 F
B2 EI3 AEHN, SEEROEMEZIE LT W) ZENHLMNE ol Z D%
EBAHAEIC L > TR AMEBELZZEN ST DL ENTEH I L2, HERNED S
RBLT,

F£7-. 1-ctDNA/G4/ITO & 1-PVS/G4ITO. 1-G3.5 /ITO O IGEFINE D EE D> &
1-ctDNA/G4/ITO 23 bR L EBREFHAET L2 LI LN E R oT, %@ﬁ%fw .
EERT =4 MR ~—%2 b LD, otDNA ZHWT 1 ZEE T 5555 1 DOIINL
BZAET Z EAVRENT, DF V., tDNA (2K D IEEEMIISD B L& =R T 5 =
EMWTET,
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F4E B

AR TIL, FR BICR AR 22T BRI PAMAM 7 > R U ~—Z[EEF & L
THWAZ & T, FER ki 7‘5%@ Fa A DEEFE(E & Z AU O I A E O 2 B 45
Uiz, ZORMIGESE LT, WEAWSRE T2 o, CEAHE I, AN X
THN ESNAHERNPGEUZT D, DFE VB P—L LTOMELRHH, AR TR
PAMAM 7 > RV ~—%[EEM & LT, RAFEEIEIC L > T 1-ctDNA H?;ai» ITO K4k iz
HEL, BEEMTH D PAMAM 7> R U ~— D EEA SR 1 OREEIZ KIF 352D
THRET L7,

%2 ETIL, PAMAM 7 RV ~— (G1~G4) Z[EEM L L7z 1-ctDNA & ITO HAR
E~oREEl, KO E LT G4 ZEEM & L7z 1-PVS O ITO Btk L~ EE 21T
ST,

PAMAM 7 R U ~—0DOHMR E~OFFEIZHW T, RO > THEEE (mol
em?) (3D LT 23, REBEMEEZITHML T Z 28 QCM JIED S S & 72
T2, ZORMEMEEOHNNE, PAMAM 5> RV ~—0OKME7T I 7 3, Rk
S TIREBAIZHIN L TS Z BB LTV 5, PAMAM 7o R ~—%EEME LT
ctDNA Z#f5E L7-854 . ZOREEIZ PAMAM 7 o R U ~—OR A BHEEFE & fik LT
WD ZEDQCM HIENL BN E I oTz, £72 ARM BIE40 6, Gl ZEEME & Lz

B lciX, ofDNA D3HUIR & 7e o THEAMR BICREE SN TWD Z ERHL NI R o7, S5

. G4 ZEEME U THWEEA, otDNA (33 ECEEE L72TBIR & 72 > TV DR
%ﬁ XN, WEOHEIZEB VT, PAMAM T KU ~—0O B4 1E, PAMAM
7 v R U ~—0@ DNA (T DWAE A K E <720 | B—HEH T DNA @é‘éﬁ%%ﬁa‘
ZERHMBINTVD, AFM BlEIZ X > THELILZ PAMAM 7 o KU ~—o itz
ctDNA OEFERAEEOMEGRIT, B IR W TH YRR & RO ZE# 2R ut;f*%
ThdEEZDND,

ITO HAHZ F~D 1-ctDNA/PAMAM/ITO (23T, 468k - AR A~ R LD Y — L
— i ORI R (438 nm) 23 —¥E T O e RWUGER: (422 nm) (ZHE~THY 16 nm
FEHEY 7 FLTC0DZE0DH, 1 B etDNA ~A U H—H L — R LTWDH Z EAIREN
2o E£72. 1 OBBERIIFETHTH S PAMAM 7 R ~—O R4 5 12>0 T
W95 2 EMRSEEDOHNIN G B E7r o7, MA T, V— L —OWRINERIL E
D PAMAM 7> FU = —ZEEH L LI b DIZOWTHRE—ThHh-72Z &b, [EEM
IZE > T OWBEAREIZIIT 2EOEZRIIH EV e b ffim ST,

1-PVS/G4ITO D¥E4% - AR A~ 7 S VRIEIZEB T 5 Y — b —f ORI RIS
ctDNA ORI TIED o722 3B 11X PVS ETHESA L TWD Z EvREniz,
ZOFERINHMIZ, 1-ctDNA FTIE 1 13D DFREINAL L TWAD Z ERREINT,

3 ETIL, 2 B CIHE L 72 1-ctDNA/PAMAM/ITO K Y 1-PVS/G4/ITO DG
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ExIToTe, E£72. PAMAM 7> R~ —D#REZWLNITT 572012, HERTFA
MR Y = — & [EEF & L7 1-ctDNA/PAH/ATO OSEETHIE 21T - 7=,

1-PVS/G4/ITO DIFEEFEAEIZ, 1-ctDNA/GA/ITO (LR CIEFITE -T2, Tl
1-ctDNA (TN T 1 BMINAL S TER Y | bk sS4z 1 O B RG] S 7o ks R
ThdreEZOND, ZOZ LG, BEERT =4 MHRY)~v—L0 b, BKGIZ1 %
Y iATe Z & TINALTE 5 1-ctDNA/PAMAM/ITO BNHEZh CTH D Z & DR EI Tz,

1-ctDNA/PAMAM/ITO (Z-DVNT, FIINEE% 0.0 - 0.5 V OHIFHIC m\@‘ﬁ%‘éﬁ@u/ﬁi%
Tolz, TDORER, ED 1-ctDNA/PAMAM/TO (2B T, FUNEEOHIN & i E
TEOHEMANER X177, ZOYERNEDFE LG, b K fﬁ)‘ﬁﬁ{ﬂm) HEoiv, »
DM ED 1 OFPECH LK Z S22 WEIIIEEIL 04V ThDH Ll L, HIINEF 0.4
VIZBWTT 7 v a AT MVIEEITS T2, 1 DRI - AR A Y FvizEsiT
%Y — L —H ORI R 438nm) &, 727 a VAT MLOE—27 kv 7 (440
nm) MEE—H L= Ens, BUISHZEERIZ1I OXREICH ES< D THD Z
EDBBMNZR o, T THEATREZ LI, BEEMICHWE PAMAM 7> R < —
OHAROIEIN & I, KRB KBTI U2, 86 - AU AT RV 6RD
721 ®$E)=%75>l_f'?<ﬁ’]f£imbﬂf%5® (Z%F L, 440 nm (Z331F B LA THEE BRI HE
L7z, EEMTHD PAMAM 72 R <= —D WD - 7B OZE L g
N, 1 OFFBEEOHEME —F LN &G, EEROBEMOFIA T A2 ISR
HWNZEFICE Db OTIERNWZ LRSSz, 20 TEOT » U ~—2hR) OFERK &
LT, RO ZDDAREE T2 T TR LT,

(1) EEFIZHWZ PAMAM 7> R ~—HO7 I A, RIS LTERL
72o PAMAM 7 KU ~—@O7 I EMFHAR & LTTRIBAITHEINT 572, e
MO DEF Z AT DR 2 THORIERY . JEEIEDE L <L,

) KWK D PAMAM 7 KU ~—%[BEEMIC L725A. PAMAM 7 KU ~—®
ctDNA T DM AMEHA (Rl X EAL) 230720, £ DOfER 1-ctDNA (34431 [EH
ESNTELT, —HERNOHEELIKETHEEINL WS, 207D, 1 HOE
TR SIEZ e, ZHuzxi LT, mWitfto PAMAM 7> RV ~— % [E EFE
E LT AL X VAERSANRZ L, OHALER /)T 1-cDNA Z[HETEX 5, £ Ok
R A-ctDNA 1T1F & A ED TSI L, A 1 26 ITO Btk ~E 2 E 57
O, OGEIE N L7,

FT. BRI TH D TEOA &5 £ R WEME KK FIZI8\T 1-ctDNA/G4/ITO S
BMHEZIT) Z& T, (1) IZOWTHRE L7z, ZORE%. TEOA & £/ RidiZ e
A ERBRPBH T, PAMAM 72 R ~—03 3K E L TEHL TWenz &
DR ST,

(2) IZOWTIX, 2 FIZIR~72 QCM JIE M TN AFM BIEFER BB L LTz, QCM HIE
IZHBV T, PAMAM 7 > RV ~—0DFEMR BB 2R mEMEENS PAMAM 7 RV =
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—DOHAR L IICE L EHTBHZ L5, PAMAM T2 R ~—3 LICEB SN D 5F
LZ R TCHEMAFEHTE D EEX NS, EBE. AFM BIE1%8ICHBV\ T, PAMAM 7
RV ~—_L® ctDNA X, PAMAM 7> R U ~—O OB fE > TEEER Z AL L T
W, L7203 o T, R EIZEIT D tDNA/PAMAM #HAKIZ, PAMAM 7> KU ~—0
AR E I HCHEER L, 2EELIC <o T2,
EHIZZOFERAETFT AR5 L LT, PAMAM 7 R U~ —CHA_TE A TEEM
HAEH L2 WESHIR AR Y ~—% HU 7= 1-ctDNA/PAH/ITO & DR ZEIT b5,
1-ctDNA/PAH/ITO OYEEFAEIL, 1 OFEEEN G4 ZEEE & LR EFRCRETH S
DIZHEDLLTIEFHITIEL . Gl ZETEHE LR EIFEAEEDL -T2, ZDOZ L
22HH. PAMAM 7 R = —IZ L 5% AHEMAERD, B OHBET 2 2 & 72<
1-ctDNA % ITO Ht EICEEb LR E U OLBRBAELEE L 2 sz,
bz et G Q) BIED 7y R <—2hR) OJRKTH S & ifmm i,

ARG TR LN HAIX, PAMAM 7> RU ~—03WEOBEEM, 2F0F /A4 X
DEERE LTEMNANEAT DL ERTEOTHL, Lnb, BR~OEBEBEIN 5
(ATR DI EWELS . — MROMIE L 720 | o1 O+ - S o R 2 R < sk
HZENFHRTH D, 5. PAMAM 7> RU~—HIZE T R — L 72 b0 A AT
é & CHELEBSE T OMERROM ENXFRETH H, F7-, DNA ZFIBET 5 2 & 70 < K

IZEE(LTE D2 &5, DNA F v 702 OMAR S T2t g L Lz h—
@Eﬁ%%z%hé F7-. EEMTHS PAMAM 7> R ~—HIZ77—L 2D LD
%xﬁwéﬁﬂﬁé & T, EEEHROM ELFRETH D, DX DT, HEik
BIITLT R ~—3Ri3x, REMEIEE W07 3 ARERITAIEHTE
5%@?%5&%@?%50
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A

AWFEZAT OICHTIZ D | RAETER TR, RS2 £ Lo, REemPFEdh
REEGER WV ERIRAB AR, Al — Bl IR L £975

£ AWRERIZDIZ-> T, WM TSRS £ Lz, REEmAAEINIFBER
FYERIB IR S BhEdR. A fex AT B (A fERhidE BhFICIR
IEHEL £

SBIT, TEPOMMERIE 2B Y £ LS BIemP AR R e R 2 E AR 2
IR Eit 2%, [\ ENERE BdRn 5 NTHARE  ZdRICE<#EILH L BT =

B
WHFEAETE BRI D Te > TERZ T UTCREee s, MAGAR, RIEHEE I RHE L £
B

B\ APFEIREN IR U CHiE L 2R3k & L T e W e KIRITRGH B L 9,
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