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BE#H DIZHEVY PLys™-b-PLLA % &k L7, PLys™-b-PLLA
EHONTI BV AR L%, B0 RS, €7 8
JATHDHART VT I 2 (OVA, MW=45,000, pI=4.6), 7
23 N Ch DAV TEEE CpG-DNAMW=6,900)35 L OY
HA (MW= 90,000) DK E R 2 RN L7, Z D% RISt
(MWCO=30,000)|Z & ¥ 2 B /LITHES Lo -4 & B
DERE. HA #E I Er2fHId L7=, OVA & CpG-DNA [
rnEThn—¥Iv It A T EREZ D
OEFER L, SOEHEIC XV HA $8 2 EvicEE Sz
OVA & UF CpG-DNA % EH: L7z, C57BL/6 ~ 7 AD KJR
BB B2 B 45 A S 72~ 7 A E R SRR
(BMDO)DEFE TR L= 2 =L 2RI L, AIHERY
AR E SR L — BB CLSM)B L OV 7 m—H A |k
A—H—Z X VAL, -, AR LI /L9 BMDC
IEMACRED R & LC, BMDC FIZHHELTHDEHYA k
#1 4 (IFN-y, IL-4)® mRNA % RT-PCRIEIC L D E& L7z,
FIREIZ IRy 1T D MHC class 1177 F DR BLE 2 7
0—H A R A—Z—% VTR L7z,

Invivo TOREZFLFER TIIa ha—L b LT, k55
FF 25 PE 0 S HUT-SO RGN 212 L& 7" 7 — DAFAE D ]S
SNTWRW, T =AU MEFETH D IV ARF 2 A F Ak
F ¥ A b T 2(CM-Dex, MW= 40,000)Z ## L7~ &L %
i L7, C57TBL6/N ~ 7 A (H#f, 8week) (= — iR T
ENENOY T NREERERG L, i~ U 2B
EMERR AR LT, fiE R K OMERFIZE £ DH OVA FF
BAPUR%E BLISA EIC L W ER LTz, FRYIOREE
e 23 BRI EPEGEEIR & AL 2 [ L, S
T D TgA Frisql, EAEAa A B A SN DA M A v B
Z [ABEIC ELISA ¥AIZ X 0 37 L 7=.

2.3. BEBKLUBE

IH-NMR O 5726 Lys ¥ 7 4 > b O BHA B 30,
PLLA B 7 2 v FOEAEIX 23 O F & 7,400 O
PLys'-b-PLLA 2’36172, ZORY < —ZHWTlRLL
X EuiE, PBS HCHIfR 70 nm, B — & FEN7+22 mV T
Hot, FNT, ZOIBALEZHWTHELZ, OVA,
CpG-DNA Ziff L7 HA#E I DXy T 7 % ) B—
varvEiTolz, wIEWEL Y. OVA, CpG-DNA DN
EHFRITK 80%ICHHY L7z, F£7= DLS MEDKR., Rtk
160 nm, ¥—%EA21 mV TH Y, REOWAKL ¥ —X
FBALAKRE SAICELTZZ L5 HA DB sz 2
TEANFHRTE I,

BMDC ~ODOH Y A& Z 648 L — W —BHMEE CllgE L
72L& 25, OVA & CpG-DNA DIRA/KIAERE S & ik L
T, HA B I V&2 W72 723, OVA, CpG-DNA D FF>
HEBHEN LY £ < BMDC RIZEIl Sz, £7-, 77—
PA A= —TFHlI L7= & 2 ARBEIC HA #E I BL
L7283 L W £ < BMDC WICHViAE D 2 &R
R En (K2),

(A) \ = PBS (B) = PBS
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X 2. HA %7 = /L D& SRR (BMDC) ~D
HBYA# Y
(A) RhodamineB E 3yttt (OVA 1Z:)
(B) Fluorescein 4t (CpG-DNA 4Z5)

BMDC W T® IFN-y, IL-4 & {51 D ¥ 8l&E % RT-PCR IZ
KV L7z 2 A, EBH 60 HA#E  BLCTH 08N
THZERERINT (M3), 512, BMDC Otk
FEFE L 725 MHC classlloy T3 BlELY 72— A4 h A —
A —IZLVEFHMliL- L 2 A, HAWE S L To LM E
Hlshie (M4, ZnbOfRENSG, HAEI 2L 2%
v U —& LT OVA, CpG-DNA % BMDC ~f¢ 59 % & |
THEENNTHLY A FIEEEAMRES NS Z L AR S
77

BN T, ¥ 7 ASORR P 51T L DR RN GEFERO
A EAT - 72 (K 5), #HRD CM-Dex #7078 2 £V, OVA,
CpG-DNA OWEEIHEA 90%, #fE 200nm . BP— X HEAL
18 mV Thoto, REHEGORS, OVA, CpG-DNA %
WE L7 HA E I BALZHWTHRIE LT~V AT, %
AL T OHFURMII R E < LH L7z, MmiET D OVA FFELHY
IgG PUAMMQR1 B#)iX. HA #7% < w /0858 Cl 10,000
UETHoT=DIzxt L, CM-Dex #78 B AR 5RETIX
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3. HA#EE X ILITL D BUDC DY A Fha
W= (RT-gPCR) ¥
(A) IFN-y (B) IL-4
XTHRERTF - B-Actin. 37° C for 24 h.
*P < 0.05, *xP < 0.01
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S5HA MBI EILETIRICBRERS LEED
OVA HEMMARKIRE ©
(A) Ik 16 ik
(B) itz 1gA
(C) Bkt IgA
%P < 0.05, kP < 0.01

3000 LA F,OVA & CpG-DNA DIRA /KB 51 TIE 200
LR Thotz, MEHEH D OVA Fr R IgA Hrifffi(14 A )
1%, HA #4782 &V TR 170 T, CM-Dex #7 S L4
H#. CpG-DNA OIRAKEEEEGHE LV &5 < 72 2w

MR (BEERL), SIPEESET O OVA Fritry
[gA BURMI23 A #) b AIERIC \HAHE X BV 58T,
CM-Dex #7785 2 /L& 51 OVA & CpG-DNA DIRA 7K
YRR GRE L I LTS < 2 D 2 E R bz,

D DOFEEN S OVA, CpG-DNA Z NEf L7z HA #ed
R, SR EOEER IS d5 1T D TgA UKD EA
EHRET DT TR, EFtEaE (L 1gG) #%hEN
WCHET LRSI RRT 7 F L E LTEVWRT
VA NEALTND ZEWNRBI N, 5%, BT PR
At UANADANRA 7 Z N FIER L ktan
FUANAFRBT 7 F L OBRBICETTL 2 E X
TWV5,
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3.1. #E
HIENCIIBLIK & AL &\ 9 BLZ 280 5 LATH
LTV D, BUK & ITHIE 722 E D3R 3 DRI K - T RN
DpH M55 LT ORE, DAL T AL F 00 Uk
A F VBRI T T BG Th 5, AR S 1L ARE
WOpH DS HPERHT ORE, MERHFICIFET 200 AA
FrRU VA A U RHRIZIRY | ORI DB
Thd, L, HOFAEDILE L Vo TH R OEFERE
LOEAET D Z S IETE RV, AR, BUK & AR RIEAN
T UAPRICIVTO D BHIEIC LV | Z DT o A3
L BRI HAIRAL L D RESD &9 &I 2 5
RO, IEEAE LRV, FRC T AVEOLE BFY
R LW o T O IR & 1T 0 | —ERIR Lz
N U b ERGAE T CHifGT S Z 8 TE T, KR
FACEETHZ N TE RN, Sflc LY KL=
ANVBEOIRFLEE LT, 7 v AV REE K Z Bz ho
TT v TRBEHM AL BB I v R
EaGEDDHEVSTAER DL, L, JiE O 5
B LV RN &7 v FOLBEIICL L 7 v

FIED Y A7 %E TITREOMIT IR E M TH Y |

MAETIERWZ LR EOMBRLRH L, L Erb b5
91z, BUE, =7 ANVERAICED IR N e, =F
AVEBFAEDTZD OZNHEN R I 327 VG FEE A BT T
LVEND D,

FZTARMIECIET An =) H BT
HUL7z 7 A7 = AR OIS D) AL X
VRIBDO—FETH D, TF AVERKD A = K LIT5E
EITIEMEHES N TR, T AR =T A VED

4 AL A T IR (L)

ERYTHDL SNHAERO AN FrF T X2 A B
(Cai0(PO4)s(OH)2) (HAP)DFEIIZ FEFAICWL A L, W5 L
TREE TIE N T DA ARV VA A ORI
Hl &b, TOFER, 7T Aar =g Lic< v HAP
DKy THGTINT T LA TR0 A A DY
DMEHES AL, ¢ BAMICET D LEZ RTINS ), L

WU T AT =D R ERICTO DA,

G RME e EOMBENAE L D, Eiz, X R EITERD
RNEETH D, ULLOFMNG | AENET A vl = 0D HAP
AR 2T LT H 2 LiC LTz,

HAP OIEMICRAET DD HERT Al =0
HAP #5ATEVEERAL & HER S D HEE 21X 6 127”7 9, ¥
6 XU IEMEENLOT I RSNV 2 < 2 (Gln, Q).

7'vaJ» (Pro,P), 21 T (Leu,L), A FA =2 (Met,M) .

b AF T (His, ICE A, FFED 3 7%HE Gln-Pro-Xaa
(Xaa=Leu, His, Met)/ 23 < EEN TN DH Z ENbh b, Bk
X0 HAP #EATHRMEDIEHIZIL Gln-Pro-Xaa (Xaa= Leu, His,
Met) B B> TV D EHERI L7z, =2 C, 3 Ik
VIR LEEEZNTF RICE>TETMEL. T AR F =
D HAP 5 ETEMEEN 2 53T 2 2 & TIROF/EZRE T
X% EE 2T, T LERIX Gin-Pro-Leu @ 9 ¥4 7 /v
T % QPLY L[AEEIC 9 ¥ 7 L Tdh D QPMI, QPH9 D
3HECTH D, AWFETIE, T AT =BT WAL T T
FOE R, HAP & OMAEAFEHFL, ARALFEMEZTT S
LICkD . T AR =Nl KD ANVETRR A 1= K A
DIEBAAMAREONL LD EEZ D,
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6. TFAINEHEEZ VNIV ET7AO5ZD
N FOXOT7INE A MESERML

3.2, EE

Fmoc FEMAKIEIC LY 7 A 07 = Ui~ TF R
QPLY, QPMY, QPH9 %A L7-, ARk L7 3 FEHDO T
F K& HAP & O AEFEHZHMA L 72, £7. QPLY9, QPMY,
QPHY Zh % kU ABEMRIIEM LT F R %
ERLU 72, {ERLL 727 RIS HAP B3R % 3 mg N
Z. 3 WElEHRE L7, IREB#%, w0 LY HAP R
ZEUL L, MK CHEE 21TV, OO0 EfEE &> TEIY

L7z, ZOWEOEREL 1 £72133 BTV AL L 7= HAP
M RFH~DRTF REFEZ TR AL R UIZ LY

L,

AIRACSEBR 24T 5 72 0O I MEWR % AR U 72 N T MEHR VA IR
ZAERLL 72 9, QPL9, QPMY9, QPHY Z 4% A THEHEIA
TRICIAAE U SRS 150 uM DT F R & ERL L 7=,
VERL L7218 2 H T AL v — LICE L IRE DN e 2o 208
T 5 F TR LIS 21572, KA HAP Th D0 & d
T 57201, X BREPHIE (XRD)Z Vil db s AT
i1 o7,

3.3. WREBE

QPL9, QPM9, QPHY9 DA hk5E T1E MALDI-TOF-MS A
X7 MUZEY  ENENEIMER RO A F o e— 2
ZRH L CHER L7, HAP My R~D_TF RO % FEH
DOFEF, QPM9 TIX 1 B, ~7'F Fiko OH fif
MREh & 7 X IS R L7722 &5 HAP ~0D%
ENMERTE Iz, 3 FREHTS 1 R RICHER T
72 OH ifEiREN & 7 X /N> R L2 2 & B okis
2L >T QPM9 LA L TWRWZ R TE =, LU
&0 QPMY X HAP ~DWE IR EN T & D3R T &
72o QPH9 TiX | [RIFEH%IC OH ffEiREI M L7z
W, HAP ~OWA5 & g8 L7, 3 [BIPEH#% CTH FERIZ OH
HHEIRBY S L2 2 & BUEREIZ K> T QPHY Al
LTWeWnWZ ERfERTE 7, BLELDY, QPHY X HAP
SOWENHENZ &G TE 72, QPLY TiX 1 [E%k
Wik, 7T FHSEO OH RSN & 7 X /3y R
HL7zZ & HAP ~OWEPER CE/e, LnLl, 3
354 Tk OH MiffEiRE & 7 X /N RASTEIE LT
52 EMLIEEIC L > T QPLY WA L7 Z & R
7z, LIEX V., QPLY X HAP ~DOWE NMENZ &2
MR T&E T2, HAP By R~DOWAE J)FHEA B, HAP ~D 7
Aa = OWEEIZIE 3 FEEE QPM, QPH DECHIHN 4 < B
BLTWDZ EpuRE STz, XRD HIEIC X 5 HE S
fENTOFEHR A X 7 12783, HAP 1E(002)iH (20=25.8) &

002)) (211)
QPHY
\AAA—J\J\A_J\/

QPM9

] N\
A QPL9
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XRD AIFE#ER



QIDE 20=31.)IZFF /e ' — 7 Zrd Z ERHE S
T35 9, v ha—L& LTHWZ HAP R T AR
12(002), QIDAFRD B L7z, QPHI 7> HART-ifE Ahl%(002),
QINVBEETE 727-%, HAP (ZHEL L 7= S8 28 Ak L7
LB CE D, WaEEERA S QPHY 23 HAP (ZHR < WeE 7
HZEREboTWAEEZEZHBND, QPLY & QPMY
DA AR TIL(002), QIDNDMRH L7220y >7-72%, HAP
figm TlE72 <. Ca MEDOHEM TH 2 TREMEL &V, QPHI
ZHWTZBRIZ HAP A3 B LBl & LT, e AF Y
VOFRFOIEEM N N TR OV A 4 &%
BLFET 5 2 & THAP fifa ORMNMEE S Lz 72T
brlEZLND,
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4.1. &8

Wiz, 7 ME—PERER . E N Y B NETR E O R E R
BT, HERAPCRSBO b, HEEO S SE RS
THEED QOL ZIK T AFN L /o> TND, KEHKE
WX AN, 7 U — 2R E R ERHN LS, L
DAL BR8N T ERE & SR OBERE R AN 0D 7= 8D B i
ORI TH D, T E TS, A ORI
FRESELIHHN TR Y =203 EEE2RH L
HARDOBIRE DT SN TV A3, REMEOK S 2NFRE & 72
S>TN5, ZORBEERRT L, THF, OW =~/ g
UHT IR R ARR & LTI STW D, L
L. 2L OxT= Ly a VEETIFINZEMECZ LWES T
FEIEPERSCTEMER Y =~ — RN S TEB Y . EHIE
AT S, Eio, —FOFmEIEEARNIT. BEORIEL
TR AERPERICERELRIT LIV T2
oM SNTND, 20X RO~ /L g D
M AR 2 FE & LT b - CLEL SN o=~ L
Ta VBN AEHIN TN D,

KRskoero—2F 7 7 ) 241 (CNC) 1E, B
AWM & L THERETH LT TR ZOREES
F BRGNS LRSS TR SN A A A~ T
U7 e LTHERINTWD, AL TIE, CNC OF*
I % A RIEAR ) U V= A7V (PPE) 'O CWE L, =
TZER OW =<)Ly a v Oz Al-, £7-.
FHCHRIRME DO AN 2 LIz~ Ly g v o R EHiR T
EHIRIERN % in vitro 38 K OV in vivo BRERICEB W THRA L
77

*5 Seim BRSO E R RRRT B ik (T5)
*6 AL b LB it (15)

4.2. TP avOERERHE

IgHIC A Y TR L2492 PPE (PIPP, X 8) %
CNC OREMNOREHBHEESICEIV 77 7L LT
CNC-g-PIPP (X 8) Z#FHHL7=, f\ T, hlxmi o~
B RETAOMSG E L R EEfb=~ Ly a vk
YERC L7z 1D, A X ORI Z R~ To L 2 A RIE
fifi> CNC |2, CNC-g-PIPP & HW\ CIE S iz =~ v
VaviIARICRETHDHZ Enbrol (K9a), 20
HR DU E D& LT CNC-g-PIPP 78 CNC (2O S
TEMEREA A L, 72, My KO R IR T EED
ZLILEBabDEEZBND, PIPP O/KIEKITER AT
T R SR IR (LCS TR O Wi i AR Ay BfE R G2 A& 7R~ 2
ERImbENTWS,

OR OR
-0 ~ L
ROV 0RYL =g o
OR
oo
) A N H
CNC-g-PIPP R 40 h or
PIPP
o le ®
Emulsification Heatwnhastlmng & » @
I ikl at45°C o
Oil > —_— & oil
By e %. - 28
& o Emulsification
&8y atdeC s o
[# % water| Water

8. CNC-g-PIPP DigE &L REE OMN IS a3 2D
A

(a) ® CNCs @ CNC-g-PIPP

£ 120 [ 200

o

g 90 | Stable

g- Phase separation
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H 60 |y o

@ °

S 30
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9. (a)ONC £ & ' ONC-g-PIPP L NTHRE s t-
IV IVDRERERERENE
b BEZEICELHESIILSI VD
FREZE L

% ZC.CNC $ LTV CNC-g-PIPP % W CHERKR L 7= O/W
Ty 3 v OWREIGEMEEZR T, CNC % HWCTEk
L7zT~</Ly 3 U O4HIE 4°CIcB\ W TE BICED L (¥
92) . IRELLICE b7 ) =~y g LA RO
b o oT, —F., CNC-g-PIPP CZRElLSNTz=~
vra E PIPP @ LCST LA T D 4°CIZB VN THET v /by
a Doy OEIEIEZE 72 < LCST A =0 45°CIThR 3

LE, Ty a COFEBREICED T ORI EBR
Too R~y g OV A RXRE EFICE B0 L,
EEIOSE LTy a UISREET D2 NS
& 7po72 (K 9b), PIPP @ LCST LRy 1 & CEL
THZEWRENTEY , 2O EZEEICHBET 5 Z L1
X0 GEE)ZRREICISE U TIRA ICRRET 2=~y a v
EEFTEDEBEZTND,

4.3. TN arvOREEEBME

CNC-g-PIPP =~ /L3 = > ORISR iE MR & LT
Btz W S22 B I WG & B\ T B s E
RBRAAT > 7o WIS ERR A T RANCFIH S h T g
SYRFUEA Y T EA(IPM) &, JRIENEE T LR &
LTHA Ly RINREHWT~ LY 3 U EVERR LTz, 75
bz~ Ly a IR E RSB L Bk O W
B L, WG E LTIPMIC NR 20 L72HO
Z JAVN =, [ 10 (2 R JE B o0 BEAMEE G % i, CNC-g-PIPP
Ze gl U 7oA D) A CIIAEE (SC) D 272 53 K 2 (VE)
REKEZ (DM) 128V T NR HEROEOEA BAFICBIZR s
7212, —J7, NR Z &R L7= IPM CTIEAERE OB 5 3E
DAL SV NR DR OB E TIRE LR o7z, iz,
CNC-g-PIPP =< /L3 5 /% PIPP OAHIARBIEELLT TR
B A RIS 5 2 L0, RIEMIkIC Y A — V& 52 7
WZ EbHHLMIT LT,

Bright NR

X 10. EFIILEY (FA4ILLyY R) ORESEBMKE
(@) 1)Ly FEAE L= CNC-g-PIPP
IR aVEER
(b) ALy REBRBLT- IPN 2R
A4 —)Ls8— : 100 pm

CNC-g-PIPP =~ /L3 = U MR IESRIR L LTH
PHCHERET B = L A HERT B 120IC, ~ 7 AR fERET NV
&z in vivo sBR A 1T o7, A KT A W ERL
R—IVE AT JW(TPA) &~ 7 ASNEIZEAT LT, PLRIE
Moz s aty—n (LCZ) &L IPM Al & Lic

CNC-g-PIPP =~ /Ly 3 V&AM L- (K 11), =< /Ly =
COXEE LTHIIRD LCZ BAWEZ A\, RIEIZ L
SR INFDEL DL THRIEERETI L7 & Z A,
TR DICE TITSIEDOIHIZFNRD 50% Th > 7=dixt L,
CNC-g-PIPP =~ /L 3 v & WA L. SRAEOMHIHE
1387.5% & 720 BRI HIAER AR B (K 12) 19,

Emulsification

LCZ drug
dissolved in oil

CNC-g-PIPP
dispersed in water

O/W LCZ-loaded CNC-g-PIPP emulsion

Effective inhibition
of edema
A inflammation

the inflamed site

>% -
v
#\  Applying LCZ-
loaded CP-PE on
)

11, RIEETILIORERBL= in vivo BHER

Right (+) |

TPA LCZ-loaded Commercial
CP-PE ointment

12. In vivo REXDIER
LB RRBEDHN B
TE% : TPAJLIE T REF & S B - SN EAR
XA —)LsN— : 200 pm

4.4. F&o

R P2 St 1 XIE R B O R I G TH Y | L
EEEEIC BN~ T U T OB oA R E
5l CTERERR T LD, A TIL PIPP %
7277 K L7z CNC TEELSNIZT~ /vy a U MENT-
WU E T 52 E 2N LTz, %EH 51 PIPP
FMTHLEEICRBETD I E2MERLTEBY, ZORY
~— & kR & 7R B R A T A T D B AR RR I R
BiC&E5LEZTND,

AIICH AT T DI T2 0 RIR LR FHIR AT
HEICE R D ZHEENEEEE L, 2 DI
LET,



5 ZEE L IS&kBVUHY F/ARY UHEELRE
DESL & B REETAT
FliAEFD BT

AT 0 IR < T 70 & ik & BRI L
THIH SN DIEERARR T /A A& Bl LTS, e
X 2 PRS- E A AT, A B 5 EE A ADHE £ 5%
T 5, RERART /A AR E TOMBMIL, MiEL 3
7B ORI & BEE R & LT iR E 7 2
F— ROEVEERFIN E ShTnb, 20, X H
FEW 25 7% s 1 ONRGH [ O ifn A N SRR L 1 & b B
ISR AEPEZR T O3 4L A8, AR AL D [E1BE L2 A T d
Do TIETIZ, Hebf~o i iE N R K O o FisEAH A
ERFBRMICHBAER T B U Ay KT T ROFEM ~DHE
AL ABERARR T 73 A A RGO PSR 0O 7 4E 2 (e ik
TOHIEREHRE SN TND Y, Fex b, 7T I BOF
oy OBLTELDX ) v ET VAR L CTHix
FEME IS D H o RTF R EHEEET 5
TEIZHIILTERY , EOMREFHE A D TE 2 1510, Y
Wy KT F ROZEESCE GRS E ORI D3 m % v
TiHE L=t 0D B ~D Y H o RALTF FOBOE E
TR T & 2RI O BEAF REME IS b7z,

Z ZCATETIE, B CHSROMERSM (MSC) &
NAT Y RIF S 2O B Z &R LT, MSC Fi
U H o R &Y o b o de[ERE R O FRL L 2 OMEE
FEAGIC B Y #H A T2, BARBYIZIE, (Tyr-Lys)s 7 > 51— & MSC
RrEA9Y 772 K (Gly-Phe-Hyp-Gly-Glu-Arg) ' CHERL S
L7 F F (YK-GER) & Uil Mo a1k &
E2HT H~NU L% Layer-by-Layer (LbL)i% & Tyr @
FRALAEAE DO OFC K - CHEEE R O ERL 2 it L7z (K
13),

NN
—_—e,le s
5 NH;* "

5 C
3 F
Al NH;' % NH;  YK-GER|2 S
B oo 0s05  C0O" g
s
£ O

0s0;  COO"  OSOy7  Heparin

o NH;" NH;™ NH;" NH;*

Cross-linking
K 13. JHY RRTF K/~X1) DHEIEREOEET
KRS 73 N B JIE(QCM-D) & VT, 7 2 /b

W EA~DY Iy RRTF RBL O O 7528 %

EBMNRET Lic & ZA H—J@HEO~RY & ZEHO

YK-GER (FWA& L7273 =@ A O~ Y F—HO X

WG Lo lz, 7T RThDH YK-GER TIELH

FAERD RN & TFRL | YK-GER KEERIZA Y U

UU(PLL) & RN L CRERICW B ZFEN 23 Lo & 2 A,

EoBEOANY B LT (K 14),

AL A TR i (19)

-7-

of ’K-GER/Poly-L-Lysine (P i
1 mg/mL Heparin solution 0.1mg/mLYK-GER/Poly-L-Lysine (PLL) solution

1 mg/mL YK-GER solution + oxidant (H,0,, CuCl,)
o % Solvent: PBS (pH7.4)
]
S 80
2 4 EEEEES VK-GER+ oxidant
é gg 3 . EP
S 2 e YK-GER/PLL
2
£ 30 1 i HEP
220 :
ERU NH;
g0 é MPAC (Au-SHR)
l 2 3 4 .

Number of layers g

K14 72/ BB LE~ADANRYOEEY
YK-GER/PLL DIRFEZED QCM-d [Z & B EE

WIS, T I T AR AEFER L, ~ ) B EW
YK-GER/PLL % ZIKHIIZ WA S & CERIg7K B % &
L7z & 25 KA I3RS B U Cid L, s LfE G
10 ) OWAEIZ X - T30 RREICLE Lz, EHENZ &
2. ZORDOKEERA L, K& (YK-GER KEK) ~0
FEALFI OFMOE I L > THRA O BRLAIDN RO
AT A0FEE L 7oz, BT, ZNHERMOTHEMME
X MOCEF o (XPS) THAT Liz& 24, BbAl & i
MU 7= AR kD2 (N1s) 38 L Ui (S2p) @
FHRRLE DB IC K E <&z, &6, Zh bR F
1.0 M NaCl K7 S L < 13 1.0w/v% SDS KIER TFETIC
Yeif L7812 XPS Tt L7z & 2 A, TEWHKDO% T
FE—7 %, BAERINRESINOG AR & < 5T L7203,
BRALA 2 N L7 A I E D Aeiligsic & EE o7, Th
LOFERNG, T I AT T AR Bz~ Y B I
YK-GER/PLL % &KW E S s DY RFIZ R,
FlaWINd 5 Z L2 k- T WEBOREEN KB
THZENmnoTl,

T, ~N U B LU YK-GER/PLL W5 R R ~D~
7 ZNEMGRERR I Sk MSC D825 28 % in vitro TR L 72
LA, aT—Fra— MEMIZEECT 285 (B &
OMHE) %R Uiz, R ~OMIESE 0T, Glu ks
Asp FRELICHEM L7z EMsd T F Ra AV TER L 72
FMPB L PLL ®A (YK-GER RESM) TYERLL 7-Fim
LR LC, LIS S oo, AL ~NU VB X
YK-GER/PLL 3t [ E(b 3R i & i/ iee ik & o F A AEH
ZRAT L., [RZEH O MSC FERMERIMkE G PE A L <
AT 5,

6. BRTHOBAEGVEBZEALLBLTEL MY
A RFR5L
T RFMESCHS B RS

bR Zuid ZRocEs TRy N —2 LkEnD
D, BRI, B, SR — BRI S, WA

*8 AL A Lo AR [ (T27)
*9 A A TAE B [t (T57)

SHHESN TV, =R Fr 7 uidled Tenizs,

ZOISHAFFHANR LN TWD, ol TR, SE ko
7 MW B AT L SRR E N T S
N (L T7N) OFFRPM TN TR Y, RENRY 7 7L
LT, BEVZ L BDF )  a v Ry y AL 19 X
Fy NT =T FN 0 BRI LS, Ll ZRbD
27T NATRERI AL SO RNEN L L Svd, ThVE
Tlichbivbhvb, # 77 VoFiilE e LT, 1B
TV HNVESA (ATRP) 12XV iy —2#@E2H7 5
FNOFRENC T LTetd, 5372 15 2 m 3 IcidE o
TR0l W, Z T, B X TV OFREHEN & LT,

A AED (LTI < FisF 7 L ORFHEIAH L

ISR L CREIRE LCTIRZD 25 72 O Z R LD
OEIRE LTRSS itEIC X o> TR L F—Z ik T
XDy NI — I REEOR BRI T, FRT, FVERRD
NAE/ ~—THD7 7 VL7 2 R (AAm) CEHMENT
FAESNS 222227V af VAF T FARARY Lo
Uy (MPC) #HWWTC, 7V —JVANEAIZEVE kR
TN EARR L BN IS LSRG & m LK
BV S WHEEEDO AT U AORAICEI Y e Fa sy
NOESI b EZRIE L (XK 15) 2,

ot .
faLNa L A LEE BI5)L
&

& [ mEERE \?EX\
LG — =2
IRLF—HRICESH1E

K 15. v kD —Y DRAEVEFALT
2 IT5ILDEEET

F9. AAm EZUBEHID NN-AF L EAT 7 U LT 2
F (MBAA) 2675 F /) ~ —IKEWRITEHEEET
VE=UAL (APS) LT NTATFALEZFLLTT IV
(TEMED) #M%. 25°CICBWTEATHZ EI2LD,
PAAmM b R 7 L& &k Lz, B 5 28EAIE A RITH W
TEHRM LT PAAmM b N uF L OEMERBR ORI, LG
EHF 0.5 mol%Ll D PAAm ZViE, i i &
STHFESNTZN, TN LD BEWERGAIGEHEOE ke
TIAIRE AR L THIE SN0 -7 (K16), FRIZ,
EREHI G A2 0.1 mol%Ll F o PAAm b Ru Zuid, #—
Ty N =S E T AR Y 2T LS a—
/v (Tetra-PEG) 7 /v & [RIREEED J1Fiptke a2 R Uiz, £,
kD PAAmM 77 /L D 5| RaRER DRE R, RWEEAIE A R
@ PAAm Z VTR EHER CH N S i < < LD
R T ENRH LN oT,

6.0
° 0.001 mol% -0
50} o 0.005 mol% .
] 0.01 mol% *
a0k O 0.05 mol% * L:
T * 0.1 mol% o 0°
£  — +3
< 30 < 0.5 mol% *
R a 1.0 mol% 25
2 — 5.0 mol%
1.0
0.0

vIH

K16 SFEIELEBREEETERLE:

PAAN E KOS IILDEH-DT AR
% ZT.PAAm b Ru /LD f e 4 JHli 4 5 7= 01,
SR 0 #RER OIGF-OF Bt oo TERmE AL D> S BINE 2 FL
L7z, B 17 120Z. PAAm & R L OYGHIG AR L

L OfRER LT, KLV, @E /) ~—RETER L

72 PAAm b R 7 UE ERE 2B Z /R Lz, & 51T, fF
EORWEBAIGHERDO e R o ZFr N g RO Z 83
ZERBELNI T,

2000

1600

5.0 mol/L

120!

Pt (kJ)

800 2.5 mol/L

40

10° 107 10" 10° 10’
ZEIERISHE (mol%)

K17, SESERE/ T—EETAR LT PAAM
ERFRSTILOREBEIEEERLHELOBER

B 18 IZiE., S EIEh® /) v —RESEBAIGHET
AR L7 PAAmM b R 2L 0O EBREILFEERE (o) & B
ARG (Mheo) DILDME (Vexp / Uneo) Z7R L72, 2
T T Vexp IEBIESRBEIC LV IRE L, vineo 1EERFG A A 26
MOREH Lz, MLV, BEAL SHEROBWINCE b2
ST Vexp / Vineo FXHRIZIHAD L AUGEAIE A 0.1 mol%ft
FEZB DT vexp / Mo =1 E72 5720 Vexp / Vineo = 1 1, 2845
FNCHS < UGB & TERICE G L Q0 2286 ik
D=L TNWBZLERLTWD, Lo T, BEAIE
2 0.1 mol%Ll FOE R 7 L Tldvep / vheo >1 & 72572
B, MBAA IZED <ABFERE 21T TlEZe < L HE VT EE
DSYBBUGRFIET D EBEZLND, E BT Vexp / neo > 1
DR, 17 TRUEEENE LS RELS 2D Z 0D
Molz, LENR- T, FILOEHEM &L L THR2E



WIZE S HAUEZEAT L2 LICL D  BFEO 7Y —
FSONNBELETHER TRV EGRTE D Z ERH SN
o7z,

100:
|

10

’Vm
L g

q

®

exp

=
T
|
1
1
|
I
I
I
I
I
I
1
1
I

01re 1.0 mol/L

@

1 2.5 mol/L ¢ ¢
@ 5.0 mol/L
0.01 1 L

10° 10? 10" 10° 10'
ZEIEHIZHEE (mol%)

18. PAAM £ KO LOEIBHAHE L
PAAm E F\le)'/o) Vexp/Vtheo t@ﬁ{%

FERICE / ~ —RESCURIGAE R B OBk &M%
ZAr ST PMPC b Ra X Laam L. + 0I5 mik%
et Uiz, ZOEE, £/ ~—BE 2.5 mol/L OFMICE
WA LTZZGHIE A% 0.1mol% D PMPC & Ku #/L
X, # MPa OJE/1CHAE ST, I LT bt
LTz (K19), 7o, SRR TIE, GREDOE ) ~—
MEZEMESES L PMPC & o Z L ORI & BN
L7z (X20), 20X, PAAm b K7L L [Elg
ThHY, T/ ~—REIE ., BBEAEHEMENFEIEIC
BWTAR L7 PMPC b R4 L@y FEOKAEN
IZ X DFBAE N S T2 | =L — s A U0 <
WESNZ WE TR FNTRDEEEZ NS, LT -
T ARG OREEIC LY 7V =TV ANVEAETHLH D
FRIEZ 7N BB TEDL ZERHABLNI R T,

(a) FEMEELER

A

(b) TR

19. PWPC E FB4IL (BFEFIEFEE: 0. 1mol%) @
EfEdH S UUIMRHBOER
AHMC L DX 77 RaFLoEICiE, —&e7e 7
VYRRV Ny 7 ZRBGFIIE T TR IET P AV BRGH
DAY FTRE R Z & 2B ARBARIT A RIS E A ATRE 7R K
BN LHEIOWMED R B9 A P =7 X T VEEfTR

WENAE 2 E~DISHBHIFTE 2,

150
10mo|.‘l'_’-
s
Fd
_ 100 L+ smoliL
[
o . -=
, L4
= P
50 |- Kt
2.7 2.5 mol/L
’
¢
0 1 1 1 1 1 1

00 05 10 15 20 25 30 35
VA

20. PMPC £ KOS ILOIS -1V #HBIER

1. 290F75FXA MY UERX M USILOFHE
A 310,

1.1. ZL®HIC

I, NA AT 4V LDOTERIT Quorum Sensing & VY9
VAT LANEE LTS Z ERHLMNZA 572, Quorum
Sensing & 137 7 U T NEREICETHETLDOUDE
B L, Woln AEREAZBA D & —FICHAO KN E
EHIGT VAT ATHD, NITIVTIEA— M UT
a—Y— L MRIN I E ZAEEL, 2l a = —T g
CEIEDNVIEIET D, 7T AREMEIEA— M VT 2 —
P—L LT N-TU-L-AREE U T 7 b (AHL)Z A
LCW5, iEOWFFET, 7 a7 %A hU »(CD)&E HW
T AHL 2842 L. ZN O AHL B2 S5 2 L T,
NI TIVTREOaIa=r—rva r#HETE, 2N
XY Quorum Sensing Z#l T& 5 Z LndE I, £
ORI T, AN TOH®RICE DY, B-CD & AE
AN, SRR LOBEME L W T E T o 0 T
A MBS T DX Y (CS)E MW 3 FEEOE Fr s
NOFRAE R E LTz, £, B-CD OKEMEED D &
EBIZ, CSOT X/ RELOFEMAEMNEZHELT, &
NWRF T AT AL L, BIVRF 2 X Tk B-CD(CMCD) D
B EAT o1z, Flo, BHEEMTIEL, T=A e W FA
EDESGTERIRAET D EBRFICRIS L, —#37 WikE
DWVEREERE 2D AR RETHEBNTLE S, £ 2T,
CS ¥REIZ NaHCO3 Z¥RIMLC pH 2> hr—L L, &
HERFE TR =2 — FIARREBICELSE S 2 & T
FEVE CS Wk DRI A T 5 7=, £ LT, AR L7= CMCD &
WIHANED CS VR & AW TH L& FRERL U 7=, %6V CTLCMCD

*10 L f TER e Tt
AR T EdR L (MERBREER)

DTN TCORFENE@mD LD, TIVFXF T R oA
(Alg)Z ¥R L. CMCD & CS, Alg il X %E45 T-EMEHE
AIRPEC)F L OFE L R AT, PEC 7V, BARIEE
AR L7 A L, FEERREICT 522 T B
—IRTNVERRDZENTE D, WLIZ, B-CD & CS [
AL LT CD 75 7 Mk CS(CD-g-CS) & Alg 12 % PEC
TN HIT, &2 OT NV TYMERTT 1T - 72,

7.2. CMCD &% CS/Alg #ILDEA

B-CD & & / 7 v nFR(MCA)% 40%NaOH /K IRHEIZHs
LT, =iR~50°CT 4~18 RERHE L7z, Z Otk BifiE T
PRIL, A¥ =V THILE S, WINERE, 4p %
B LT, RIS A A R m~ T 7 4 —TH
BERERL L TH-NMR A2 b LI L0 B ORI 24T -
Too TOFEFR, MCA 5 mmol DI, EHLET 0.9~1.0 T,
10 mmol DWFIE 1.7~1.8 THo7=, —J7, =RILT 18 KEH,
50°CC 4 WEfEBHRZAT o 7o s, BRI IT o T2,
WEZ L5 2 & C AR CRISHIEIT LI E 2 B
%y Fio. SO TH-NMR LY 5.0~5.1 ppm (T IR
D 7 — 25D | (LD — 2 | 5.2~5.3 ppm HITIC
CM EENEHL LTz 7V 3 — ZFRIFED 1 LD ' — 7 DHER
e (K21,

|
B-CD ﬂ

CMCD | N

5.2 5.0
21. 'H-NMR spectra of B -CD and CMCD

WIT, 1.6%D CS IR{EIZ NaHCOs % N %, Hiit CS &
WA L7z, TZICAMK L CMCD ZFnL., i,
Z LT —BrEET 5 2 &L T Co M &, Z b L=,
CS o7 X 7 KM OKRFEM G L CMCD @ CM £ & DO
WAHERIZZ D bl B 2 615,

B oo E vy ig st g I OV #E s & 1 E 4
Totzd 25, RERBAIE CORR L Y /R it
DL ERIEREA LYy RN A E A S R Sz,

BT 7L O HER T & | ZiuBfks KOG
FEoMzisbobHfllsng, £, BEEDO H-
NMR A~<Z7 kL2 CMCD @ &' — 27 PR SN2,
T CMCD 23 STV D Z &b oTz,

7.3. CMCD &% CS/Alg 7L

1% CS IR & 1%Alg IR, B E N 7.2 TAMKL
72 CMCD #iRA& L. EOIRATERIZ IMGDL 2 iRINJ %
LT PEC S NV EFGD T L N TEIZ,CMCD @ CM
R Alg DIIVARFTEEL CSOT X KL NEEMAAE
AlciornfbliztExons, LrL, 2HLHLD7 )V
HIZEIKED 'TH-NMR A7 kL LY CMCD HkoD E—
7 MHER ENT-72% . CMCD N7 VNI HaicflEESn
TELT, BEKEHENR TS Z ERRB ST,

7.4. CD-g-CS/Alg DA

B-CD LMK a7z ) DU PIZIRINL T, | T
—WEBHE L7, 2 Ot%, MUKZINX OGS EE IR L L2,
7 b 250 mL S YRR S, BRI O%, B hhi
MR ZMAK 250 mL \ZFEME LT, BiTié. T L,
A 2 2 =)V CD(Suc-CD) % 572, 'H-NMR A7 kL2
0. 24~2.6 ppm fTITIZ A F L 2 HRO B — 27 D3R
U, Suc FEOEHLE L 0.99 ThH -T2,

KIZ, CD-g-CS ODAKDD, 57 Sue-CD &
EDC 5 LUV NHS ##/KICERM L, iR T 3.5 R
L7z, =Dk, 0.1 M MES ERIZEEME L= CS &N %,
45°CT 24 Wy[EIHEHE Lz, @BHTIR. 7 & b ok s
. B L7z, 'TH-NMR AX7 hLiZ kb, 2.1 ppm
iz CS 7 ' FVHE, 2.4~2.8 ppm T2 Suc-CD D
AF L 4.6 ppm FIUTIZ 2 ML T BT ML E L7z CS
D 17, 4.9 ppm T 2 (B3P T B F b S72 CS
D 147, 5.1 ppm £ UTIZ Suc-CD 23 fEA& L72 CS @ 1L
DOE—7 BRI (K22), £ D 1Ao7\ kv
DOFEL LD | Suc-CD OFAHR(T 4.64% & F i S dviz,

-

[
|

19°0

H o ,g“ ‘
= }
oy e
\‘ | \‘ o ’ ! ‘
[ I | ;’\M 1 J | | |
AN Tt [ i
5.0 4.0 3.0 2.0
22. 'H-NMR spectrum of CD-g-CS.

N

WIZ, 1%DHEHNM: CD-g-CS IR & 1% D Alg 7RI % iR
AL, IRAAIKIZ IM GDL 245 Z & T¥—72 PEC

-10-



FAnE ST, Alg DB ARF AL CD-g-CS DT
L OFEMAERICLY b Lz EHERI S B,

8 DDSFxUZELTODNAZXYHEZFVRY2—
WA KRR —

BN~ DI 53 T DEEI ., 28 AUTRIEFIC BT D
ER % BT 5 72 DI BB R EETH D, & 2 THRNTOD
RS2 2 LT WO RE HERKRICE D,
BIERZR/NRIZI A2 K7 v 7T U N —2 A7 A
(DDS) 73% %, DDS Tl B ARG PT I C LB 72 i A a3 70
RE 72T M EER S D Z ek bns, S 52, 14
HIHIIEA~OVRIRIE DB BB DD L RIREENRETH D,
ZOMBUICKTT 2 —oDHIKIET X U T E WS Z
LEThB, 7R —ADDDSIZEPREIFEIZ LY, Z
B 2T OIE 5 5 A TE 5, T4 T
DNAMEHI T/ v U T 250, EEICHZENE LT
MR BFFE S, B A2ED TV 5, BEWE THHDNA
. EWAEREAE S ROHIREEE A LT DA, B
FOSFICHAER TH D, FFICDNAZ Y 7 2/ #EER2L
W AR L ORNRRY RN E L A2 A LT
5%, K7y 7T UNRY =V A7 N ETRIAFRE S
TW5, DNAZ U 7 2, BV —AREEIRDNAZ £ H 0%
W—AREHDNA (staple) TH Y 7ofzte L 512 L THA 22T
WaELDZLENTED, BHFEETIE, BEIZ, T/ A=
TIIVT ISA A G ik 2 7eDNAA Y 77 2 F /7 W iR % 1
RLTWD,
AFFRTIERZ v T IUNY =V AT ADIZDOH L
VN DNA AU T EHETHZEH2ENE L, 'L,
URY —L, F /7728 DDS THWHN KX 72/
X UTOFHMNS DNAA Y H I CREATIHBIRELTT
VR = —ERIRN U7z, EOR#ME LT, &K 108 KD
Dz Fi . HIHR2 5725 DNA &Y TIF U K
~—%FEtL (X 23), JR-MOBEMET (AFM), Ehi0
Lk (DLS) . FEimAE BMsE (TEM), 7 r—2 7
NVEKIKE 2 EEAWTHYOMERN RS TN D 2
L EMER LTZ, £/, RIBIC e 4T 1t DNA &+ 5
CLETARLTRTEY Y (SA) I EFTF U EN L
W R Lz, S 5IT SA #ERI# T FBS Ttk iF 5
Oy R 2 e LTz,

T A w— A5 ([X24) . EXIKEIAFM (X25) . DLS,
TEM. 75 ERES nmDEIERNBIZE S iz, /o, &t

L7=DNAF U B IF v R = — IR MR IR0 77 <,

RIBE DR - ToEERTH D 2 L &R L, REFDBRBETH
WU AR D 53 I J 23 108 A & 72 D & D S il L7122y,

12 b ed Tl (WL (1)

-11 -

210 bases
[
68 nm

23, DNAAYUHZITYRYT—DKEt

Mi13DNA DNA origami

dendrimer

24 7HO—RFILERKSIER

25. AFM iR ERZRIE

DG OIRFF AV K DRI D B2 T, Ll
AFM DHERZBET 5 & K570 S 8 DR D RRIAF
ELTWDZ ERRALNIC o7z, B4 T AL staple 4
T SA OBBIZNWTIE, 74 e —AF VBEKKEIO S
VRBVT RLTWDZ EnD SA DB R LT, 4

[, 8%FH L7 DNA A Y HI7 2 R U ~—dxK 108 KD
Iy & R | Aoyl B 2 AR D single strand DNA % (& fifiJ
HIENTED, DFED . K216 D SA ZEMT L&
NTED, LMLARRS, SAIZIT 4 >OFEY A F1MF
BT 2%, 216 [HD SA 3 THMEMI L CTWD Z LB xS
<<, HIKT 54, FRkT6 HOHENRSH DL EEZD
no, £z, SfEmTEOFIE I, kg LTHEAL
72 DNA 74U 77 X Tube 23 b /0 fifiiE %2~ L. DNA 4V
HIFTV R)=—LREHEODNAA U I TlEHEDE
WRR BN ot £lo, SA #ERIZTH, K&ERy
RIRE D AT R S e o 7z,

9. BEEARREBEICEIIRAMTE A D=XLD
BAOL-HOBBETILORRFLENEE >T=A
- B~DER

FH i) 113

Fkx OWFSEETIX, SRR T, AN TR E 58
GEPRT D700, EivE N THICIED 1 LA RS o
BRECHELT 2 2 &, S OICENEEREE OB IES
B LW WRRREOFMA~DIGH 21T > Tnd, 22T
EZEhoo—flE LT REREREORFKDO 12525
TV D PER DN ~ DI PRBL G DN T, EDFAER T
= AN EJIFNNCHIAT B 72O OFFE T NV OREREE
BEAR TR B N RAVEH R OB A £ L IRV AT
fE A IR T 5,

JBLTE ~ OO FEHE O e A3 B & AL 2 BERRAE i 7 A 0 A it
BLEE & o TR BT IR S K OBV i D I RE O
B, RS, F28E OB £ O FR 2R
TEFRITH Y | FH 5 OEWINER I3 JIE T
BB NI D IS B BRI TN D S E W,

CHVE TICFe 2 1 LA T2 BE 24 L7 iR B 7
IVAERAERL L | 20 % f o T A5 SR CIRENR D B ~ 00 it
RS DA T BRI L0 PR ER T 5 2
LHER LT, RUFFETIL, T OV fiAE L —i%
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TIHEE L Vo T EEDFEBEOEWNZ L > THET D
Z &b MWL HEE ORI 2T 2 6 oYlR & 5 &
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