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\D (57) Abstract: This invention provides a laminate comprising a support, a multilayered film bonded onto the support through a

WO 200

hydrogen bond, and a thin film further provided on the multilayered film, a self-supporting thin film prepared from the laminate,
a process for producing the laminate, characterized by comprising bringing a support into contact with two or more solutions con-
taining a material to be stacked alternately to form a multilayered film, and forming a thin film by a method selected from vapor
deposition, spin coating, and alternate adsorption, a process for producing a

[EH]
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RU, SC, SD, SE, SG, SK, SL, SM, SY, TJ, TM, TN, TR, OAPI (BF, BJ, CF, CG, CI, CM, GA, GN, GQ, GW, ML,
TT, TZ, UA, UG, US, UZ, VC, VN, YU, ZA, ZM, ZW. MR, NE, SN, TD, TG).

8 BEE EFOLZEWERY., 2TOEFEDLEFRENT FELARES:
#8): ARIPO (BW, GH, GM, KE, LS, MW, MZ, NA, SD, — ERAETHREE
SL, SZ, TZ, UG, ZM, ZW), 11— 35 L 7 (AM, AZ, BY,
KG, KZ, MD, RU, TJ, TM), 3 —H v /8 (AT, BE, BG, 2X¥Fa— FRUMOBREICOLNTIX, EHPRITIND
CH, CY, CZ, DE, DK, EE, ES, FI, FR, GB, GR, HU, IE, &PCTHE v FOEBEITI/FH SN TILNSD Ta— FERE
IS, IT, LT, LU, LV, MC, NL, PL, PT, RO, SE, S, SK, TR), DHAF R/ — ] 258,

self-supporting thin film, characterized by comprising immersing the above laminate in a pH-adjusted aqueous solution to elute the
multilayered film and separating the thin film from the support, a thin film for cell culture and a capsule for a sustained release
medicament prepared from the above laminate, and a sensor, a separation membrane, a device for a catalytic reaction, and a sample
thin section for transmission measurement prepared from the above thin film.

(57) Ef: XFEBAR, XFRLICKRHEESICLIVYBELEZBENUESh, REBERELICHEICHRABE S
HERG%  MEREAIORONSBILLEEE ; XFGlE, BEIIVEZSC -EHELU LOBRICKEICEM
SBBCELICKYBBREEBHSE, BEFE, AEVI— MEARUREREENSBENDHEICTEELHAT
BIEERBET HAERBAORNETZE ; MILBBAZ o HRBE L KBRPICREI S LITLY, $BEE
BHSE, BREXFASVYIMSELICLE2RHHET IR LEBRORMESTZ ; AILBEREN O/OoN LR
BEAERERUVAKBREERL T ; GoTIChiRBEEN ROND LU Y—, DHIE, MERIEAT/ M ARY
BEBRBAEAABERICET S,
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oM EF

KEHREICIVBEELLEBRZEUHBE. ZHBGH» BN B LH
L, RO EN L DEREFERUH®

BT 53 B

AERIL, KFEBEICLVBEE LEZREBEZEUOHEBE. %HEBEE»LELN
HEMLIEERE, 20T ENOOREFERVHAR, B2, BT D ) RRE
FBEETERRLTVWHEZEUEIREZ, £AWFR., EFH. BRI, XFEH
R R D T &R ERY D EANICEY 5,

GP-$5di]

AT 4 ANT AR, BFMEL, FEME B - S EIERHET
NAZADRAEFEIZBNT, EOEMREL, ZH8EL. ERELOLD, BEICHES
NE-EEORBENREI RO ONTWD, EROBEFEICIT, BEEEXREE, HF
MTIEFFO— BWEF YA ME ACVa—RE 07327 - Tadxy
b (Langmuir-Blodgett) . REUENE CKERHFFES5208 111 5HME ;D
echer &, Science, 277, 1232, 1997;Multilayer Thin Films: Sequential Ass
embly of Nanocomposite Materials;Decher, G. and Schlenoff, J. B., eds.,
Wiley-VCH: Weinheim, 2003) 22 & HbHNATWVWD, —KRIZ, LR L7-BIETHEDL
NI-ERIL, BEIIXFEEEIFERAIND ZEBEN, XFENGEIVBEES N
HEEE, MLBNEORETHEATENL., BRICEAGHENES R LD LH
BIh, XFENLCEBELHBET BN ORI RO b T,

LB - FELE LTI, A ya— b MEXAWVWLATWS, AV
a— MEE, BiR - FETITASHERFETHIN, BEDF ) A— ML
NOFIEMEIIRITEZZ E, RKEFEPEERZ & BROMENEERKIZER L
5L, FEOBRICBEREZBARIBIANEZNWI &, REFRENH 2,

—J . XHEREEIBRESEMECHBL, TORELIKFTEO#EB L /F
Bk, SERRIEIC & 0 SNBSS E M B OMEEZ LS EO KL FBET 5
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FEPW OB E SN, XRERAZEET S/ RBLEEMENZ, 1) &
EREMHORY (N—4 Y FabrT 27 IATIR) (BBEAME02,70838
TERCT Uy b BRINGEFFHBEARSFE 126487 7F5HME). i) BEEA
WCRIBRTEFN - Era—R CKERTFHBEARE2001,//0046564
EHIME ;Kotov &, Nature Materials, 2, 413, 2003) R EBHVDBLN T3,
i) Tk, TROFEEMNERETEZ, BESEEORY (N—A4 Tt T 27 YL
7IK) 2BFREAVKRES7 7ML, BRIEE (37°C) Tk, £OREH
BKMEIZ e B0 MEREETHOII L, KR (3 2°C) TEEEICEKLET
HDBENAEENRENOZDOHELEBEZERI Z LR BEMITHBET D
BEEBOZEBRARIN TS, ZOHEFIEZ., M) PRl OBRALMHER
ZRAOCEREFEOMBEIRFECTIIARAE THo 7, KBETCHIEEZEIRTSZ &
AR LB R FETHD, EL, BEELCIAREELRDE~DIERR
BB RETHDEWVIFHIBREDH D, i1) IZF, 7EFAL - EBLR—R
THRBLEXFEEEC., KEMEESF LI LOBRINLIREFRERE LR
L, FORTE N BRIBICRETDZIETEFAL - BV O —RDOAEPEH LEKE
HMEEZ B ENTELHENBERENLTWS |
RERBETE, EOBMER) ~— (WFAFV) OKRBEKRE, AOBMHENR
Vw— (T=4Y) OKBEREEZERL, FEDOXZFEKEZ, BMBERICZEIZRT
TEICEY, XFBERE LIIEBREZE TORERMBENGON, BERLERE
RLBEHBESAER S X, XHEOMELHEL MDY, KEHEO MR R
ETHHILEVWIFEEFEL WD, BiZ, BREZF T HILHHEOWERE, 61 21X,
R E, KgY. FEEHRT. ~T R IEE AERRSCERTE S,
FIZ, FERATAMBICL - TIEIERBELNEL 5 DRXREHBIRO A % X5
ENBHALTERETZENTENE, XFFICLDHREZITHZ LR2fFE5L
THREEFIAT A LR TELHREEEZALTWVD, LrLRNL, BREEZEY
BEHiEE LT, RIS i) OFEEZRAWVWS &, ABEBEFICH L CREERYE
FEOLEBEORUZIIAME L WVWIHIREIH D, TRbOL, RN CIEXRFE
POEEXVET I A CEICEELY 5 X 5 FREENE ., BEELSFHK
BANCR LTARERYE S LASY LE-EELZEBE TED Z L IXRE /-,
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i, wtEpH (pH6LULE) THRET S, XEMBK (KV 77 U Eg—F
YUTYATAFAT = DEAKE R Y AF Lo A AR B OB E
BEERZFIALTHESNLIRERBEK) #FA LT, BIROMBEL R LK
WMBBRENE (EBEAKEE02,/085500%/% 71> b ;Schlenoff &,
J. Am. Chem. Soc., 123, 5368, 2001), 7=72L. &HE (KY 77V VEE—F
VYOTINDAFAT =D LFERGERL R AF VR VR BRAOFHEM
EEAZHBA L THREINIRERERBE) 0BRSS OEEEAEMENTZD,
AEMEISBE COERIIRAE LWHIBBENEIND,

ThOL XBENCEEEI VT Yot 2 CHEEBRESICEELE 2T,
LObE B L RICARERYEBRRACELORWHEDOREN, AT 4 INT
NA R, BFME, REME, BV =78 SEIERBET A 20D, B
fefb. Z#eet, £B/oD, LEL I TV,

—%. PHEpHTHEHTAIMEL LT, KEHEESZN L THEEINT-RAEERE
BERHE SN TW5D (Sukhishvili &, J. Am. Chem. Soc., 122, 9550, 2000;S
ukhishvili &, Macromolecules, 35, 301, 2002 ; Hammond &, Langmuir, 15, 1
360, 1999 ; Caruso &, Macromolecules, 36, 2845, 2003) 3, Z DKFEHAE D
p HISEMZFIAL T, BUMHEEEZEERERS., ZORKICET2REFIT2

Uy,

FEA DT

ARFEAT, BAKEAOCKVEY LHEE, ARFESLIVRELLZBEELE
BRI ZOREFERVAREZRETIZLEENL T 5,
ARERAHEGIT, MRBRELMRTIILEZENL LT, #EOBEBFIIEHYE
T OKPRBEL O TELHTIERBBEORAE LR, TORE. KEFE
ENLCHBEINIZRESMKp HF THREIN, 220N HEp H (B
pH4. 0~9. 4, ¥¥L<iIpH6. 0~8. 0, XVHFFELLIIpHT.
2~7. 5) OKIZBTEITCHEHETHIILERHLE, BiZi) Z0p HIEE
HEFETHKEFEEAZN L THESNDIZRIEORE LIZ, Ex OEELFER
BEZRZ &, i) KPIBETHLEBICHIAEFBEICLIVBEELESEBEOA
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HBEH L, RIEEEAKFICBRICHBEST S 2 L, iil) FBEL-HEEEZ KT 25
BOHBULEERTALEL LEEEREONDZ L RH L. AERALER LK,
Tbb, AERHIIUTORRALZAET D,

(1) ZXHELICKFEFERICLIVBEES LEERBRENSFER I, ZERBELIZEIZ
BN S R,

(2) AFEREGICLVRFEELZBELN. p HIFE LIKBRICER U, #E
FIBET b0 TH DAL (1) ITERBEOEREIMRE,

(3) XLz EIN=ZBERES., _BEULDODEELEFTHLOTHD
AiEe (1) X (2) R#BofERE,

(4) XFEEICERINTERBEYL, ABUICHEINDIRI—2E8FTD
bOTHDHREIFE (1) ~ (3) DWTHNITEROEREE,

(5) XFEEIIERINTELRBEDEZ)0. 0005~10pmTHDAEIT
(1) ~ (4) oVWFhriCREOEERE,

(6) MEXZOBEFICERER) v — 0O RIXEBBEZELLOTHD
gigt (1) ~ (5) onFn»ici@loBREE,

(7) BERZ U RIE, MR, 2aA FEF. BEEY. REEMBEFROE
EHTFPOBIINIDRL LB 1IBEETLLOTHDIAEIEE (1) ~ (6) OVWT
N RRE ORI,

(8) ZRELEREOMIZAIVEZFTHHIEE (1) ~ (7)) OWVWThHIZE
OB,

(9) (1) ~(8) DWTFhNITEEROHBROER LIZ, BIZLBHEELXET
5EESHR S - BB,

(10) AR (1) ~ (9) ODVWTFINECERBOBMBEN OB ORI B LI
&,

(11) XFkz,. MBI DEZ2S0 _MEU LOBKICREICEMIES Z
LICEVEREEZERIE, BEE, APV a— MERUOREREENLEIIN
DHECTHELZHRT I E2HEETHRE (1) ~ (9) OVThMIZE
WOERBEOREHE,

(12) BEOCERL, BET 2PWELEC _BEU LOBBRIIREICEMS &
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LZLIZEVITORIRE (1 1) ICEEROREFE,

(13) B8 (1) ~ (9) PVFhMKEROBBEE p HIE Ui kg
CEHT A LIk, SBEAGIH S, MEAKHAL VAL L%
B e+ 5B Y L RO ik,

(14) 81 (1) ~ (9) OVFRACEROHE 518 b h 5 MK %

IR,
(15) BIEE (1) ~ (9) OWVTHNCRHDOBRENLEONDIRKEMEEA
1 7N,

(16) figt (10) IKRBDOBEN LEEEILE SN D 5B,

(17) Bist (10) CREOBAN LEBENOHELNIMBERIEHT N1 X,
(18) i (10) KHRHKDPBIZLEERNLLELN D FEAERREER
(19) @it (10) KRBMOBNLLEFEELLELNDTF 2—TRESLLZH
B,
AFBFOHELWEEO—FILZK1LIIFRT, ZOFREIL. p HEEMHEOKER
EENLTHEINIZEBRORE LI, BT AN ) PREECICBURTERR
TVHEESURLOEEEERE, KPIZBTE (pHEEXD L) KEHKE
WEXVRALEZRELETINBEHETAZEEZFIALT, FLEERMEEZS B
L7 A RBE TERT D LV I LD ThH B, JEREITK LT HEM RIS,
mEDOpH (BIZiX, pH4. 0~9. 4 (FFELL<IEXpH6. 0~8. 0, &k
WIFELLIEPHT7. 2~7. 5)) THEHT D, TEDOEREPIZEENLR
BERYDEOEYEN., EFH, MK, RENREELLI ZLR<BILLE
WA ERT 2 ENARETH D, BIZ. BHTIXBFERBEM A LHBERT 59
HeELTTRT, BVx=zFrovrVa—n, RITIZINLNVEBERE, ABOICHE
ENdRY~—, Thbdb, AEHEAMRD/ XITESBELETIR ) ~—%
BIRTIE, EEMESFICLFETH D,

LT, AREBAOEROTEIZOWVTHMIIHAT D,
AFBRICAWVDFHEOME L LT, HITHIRITZRL, fixiE, YIary
o=, AR, HTRAREPFEICAVOND, EZOFEEIX. TOXREICE
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FEIIMEANS, KERBEICLVBELEZRELZHR LS 20 ThiuT, &
WCHRIBRITAR <. RARENICIE, FEE. RE L, BRFELE, BRAELOTRO
REICOEATDHI LN TE D, FlxiX, ERNELIEEE L, AERESICE
VIRELEZBIROKEREE2N L UEEL SRS p HRAHORERBRE) (ULTF
KFREEB) &\ 5,) TREZHBR%, BESHWHEEERAE* N L THEEsLS
REMBIR (HiE) 2FB L. KERAEZBEHIS®2L, Fa—THRoBAMNL
LER (REFBE) AELhbD, 2, KERBAELEBRTIUED 5 b7
RELb—ODDORDHTFEIFERL LT, KEFBAECHBESL., HESHMEEE
AE L THESNIRERBELHE L, KEEAEABEHIEE L, 17t
WROBM LIERERBELERFRETH D, Fic, BEEAOLIMELSH
SHKRBEBEREIC, BEKNHBEEEAZN L TEBEISNWARERBRE L B
SR FIZ, pHEMIE L CEBEIEAOD 2MEBNRIKINBE VAT A (f
AT, BRI EHBETRETH D,
AERAICBITDREFBOBREERT 2VE I B KBRS EERLES.
EXBUEEORVEE, BERRLEDFEFLARENOLRIBEEETIMED D1
<k%—@&\%ﬁ@%50%w@% ERXRREDEFEETHHED LR &
H—FED, _ﬁﬁutw%ﬁmainéo_ngm RBREARE R 2R
LTREBRBRTLZZLNTE, FIE, ABRY ~—, BEEMICE, RY T
VyAXV R R)zFLrerrsya—n R Farrers)a—n, RY =
veal) Fr RIv=Ape vy RIe=A7ra—n, BYT 7Y AEE
RYAZZYNVEE, RYHEE. RVT I B BlxiE, RV ITALZILEE. R
VO BRI Ta7 7 v BRI T VLE SR ERTE D, AN GE
AT 5RIE, £BNICHFRTSNDIRY ~v—, T2bb, £EEAHREY/ Xit4
DEREER TR v~ —, AIEEEBEERAOLIYE XIS SEnS ¥
YAR7E, MREEFEICEZEELRIEIRVEY v — BEMICIE, RV ZF Lot
FUR RV=FLord)a—n, RK)FabLrsya—L, KU
VR R T 7 UNEE R AZ 7 YNEE, RYLEE, RY 78 (Flzid
WY TNEZIVEE, R IVPY) REPFBZRBVONS, BIRARBESE2ER
LD, BERBEEDOBVERE, BEREDFEFLAENORIEEEET Y
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Bl BILBERBREEORVEBE, EXRLEDET*ATIVEOHEA G DY &
LTk, BlziE, KVT27UABERYV=F LT a—n, RYAZT U LEE
ERYVxFLTYVa—n RIT7IABRER) = vl K R A%
JUNLBERIE= AR Y RUERETLNE, ZNHDORY) ~—D4HFEIL.
#E, 1, 000~5, 000, 000g/mol, fFEL<IX, 10, 000
~1, 000, 000g/mol, EV@FELIX, 50, 000~250, O
00g/mol Ths,

ALK FRAEOE X 3IRFICBEI N2V, BEBERICHERIN S EHE %I
BMBEE LTROEED L7556, KERBEREHATHDIFEL BES+
S (pHEBIZE CTHEH LAERWE S RS, FIAITHENHEERR L,
DETLRWEY) BERTWEHZ EBREELLS, BFO0. 0005~10 um, #F
FL<IF0. 005~1. Opum, EVFFELLIFO0. 05~0. 5umTH5,

AEFIZBWT, KERZABELICEREINIEEL LT, ATRAEEAKL
WWEBEXIIAVEEZNM L THEKRTE, pH4. 0~9. 4DHEENDDZR L
bWFN2p HOKXIIKBKRFP CEETHY ., »OBEMEL LTHFRALEET
b0 THNEHIRITRLS ., AL TF. FERRY) ~— B 7. BER) v —,
HRESRESY. &R, SRBAHENLLRDILOBPIRTE S, Thbid—&
ULOfEE»H ORI TbEWL, EEEENORLIZREBELZFEHRLTH
BV, ¥7F0—HELTEBMHAZRBIKE TS LV, TORTHLREFBEIHF
FLW, ZOX)IRREFBELZHERT2HEITIT. RAOER LA T2 R
UELOHETHNITANDS Z N TE  ZORBBIIHICREIND D TRV,
BlziE, BRER)~—, F"7H, auA PREF (&B=oA F, By
A K, 7 v RanAf R, L@, FEEBRF. ~T R B, AF~R
ERAVWERE, B, AR, ITE0KE (EWFEH. ETH. KA., X128
RS FRAREARALABELTERICBRTIZENTES, EMER) v —
LT, EWMEATHOIERELZETHNIIAHAI L >ELFTHY, AV T7T=F
Y. RV BFAVOWTRLBEATE 5,

RYT =4 E LTE—KRIC, RAVKRVEE, B, IVRUVBE R CAEREHE
VB ENTEIEREZATHI LD, BT, RVAFLUALFVEE (PS
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S), RYE=/VFE (PVS), %A NI UHiEE, 2 RuA FUMBE, b7
navig RITZ7INVER (PAA), RYUAZ7IUNLER (PMA), R <A
vVEE. RY 7</)LER. Poly(1-(4-(3-carboxy-4-hydroxyphenylazo)benzenesulfo
namido) -1, 2-ethanediyl) (P A Z O). Poly(anilinepropanesulfonic acid) (P
AP SA), Sulfonated polyaniline (S P AN). Poly(thiophene-3-acetic ac
id) (PTAA). Poly(2-acrylamido—2-methyl-1-propanesulfonic acid) (P A
MPSA). RVFATZ7 R T=Y) v EOEEMRLT. HEHEET S
EoTf. WREFRY<—  DNA REDAEEKESFAIAVONR, FELIE, RV
AFVLUANFVEE (PSS) RV T 27 INLE (PAA) REMAVWLNS,
RYBFA L ELTE—RIZ, 4R/ TrE=UVLE, TIJERLEOEHRE
HRHIEDTEXHIEREZATHILOHXE. AV =ZFLUAIV(PET),
RYVTINT I UHEEE (PAH), RYTPTIYADAFAT VE=yL7a ) K
(PDDA), Ryr=rvyTy (PVP), RJ U, polystylenemethyle
nediethylmethylamine (P SMD EMA). precursor Qf poly (phenylene vinyl
ene) (Pr e—PPV), polymethylpyridylvinyl (PMP y V). protonated p
oly (p—pyridyl vinylene) (R—PHPy V), fFE LT, RV =F LA I
(PEIL), RITINT IVEEE (PAH) REEZAVWDIILNTE S,
RYT=FA bRV AF A EDEAELEELTIEE, FELIE, KUY TY
AT I UEEE (PAH) ERYRFLURAFRVEE (PSS), RUTIUAT I
viEEstE (PAH) RV T 7 UNEE (PAA) BETLNRD,
INOLDEEESTFAA L, WTHROKEED D WVITKEFEEREE ORE
BIZAIBE R bDTHD, £, BEFHERRTMERE, B LEREFEBRIC
EBEELZAGETHIHEE. EEESGSF. FHIRERY (Zx=LrE=1r) (P
PV) RBEBAVDIZENBARETH D, BIRERLESFETHI5E. AVd
ESFOLFEITAE 1, 000~5, 000, 000g./mo 1, #HFFELLIL,
10, 000~1, 000, 000g/mol, EV@FELLIZ,. 50, 000
~250, 000g/mo 1 Thbd, "M AV —LCEERICHBEZHEETIE
. FhZasC, VVF—b, LAMF3, IATvEY, XIZTFYVA R
T TNTIV, Ira7Isg—BRrEDF U RIER, BeDTAXTY
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REEE (DNA) RV AR (RNA), NI F U REOERmERT HLERL L
DEMEBSAKELSFERAVII LN TE S, B LERAERBEOMBIAE
MR eSS R EE RV e F A b~ NI M B
TFHRTA FREPFBEIZHVONR D,

FTELEB L LTIk, RERFEC L VR INEREEBE M, HEE (4
2 BEEREE), AV ya— b MERLILIVERINEBEREEZRAVWAZ L H T
D,

AERICRITDEMN LERAERBE 2 EO@BKICIE, REISCT, BT LD
V REEXITERARICBE CENRSSTVWHEELZEEETL IV, TR LD
V., BEEAXIIEBERICEE CTERSTVWHE] L3, TREOMWENRET
DEMER., BEFH., BRI FER RN, p HEL., BREZRCTEH
BANCEVIETI2PE2EL, filxiX. o 78, fMla, M. &8k L
2Fohs, HlziE, pH4. 0~9. 4 (FFEL<WEpH6. 0~8. 0, k&
WiIFELIEpH7. 2~7. 5) T, XiZ35~40CT, TDOMBIEMAIZE
B35, TOFEEATEHERLRY, DOEWVIMETTE5F I END 258
FRERZET DD,

RSB DORBE X, ®F0. 0005~10um, FELLIF0. 005~1.
Opum, XVHFFEFLLIFO0. 05~0. 5umThHD,

AR I T, AIREETIC TBR7 ALY BRESCUIFBBEFNBUK T
BN TVHE) 2B EEEBEATH, TREOWENREAL O AW, B
FH, MR ENREENERES, FELIT8 0% U EKERSN
FAERBEORETHSL LZEELX /L2 LN TE D, FlxiE, Zr 0 BREH
FRERIESTIC, EHESINERENDZ 2T,

AEFIZB O TIE KRR ABE L BEEORICHTIVBERITDHZ EBFE L,
oY EIE, TEOBEBEOERICER TR VA Y RIRE LI BUK TEE
NRTVWHEESLEE (PHEpH, @¥pH4. 0~9. 4, #EL<iEpH
6. 0~8. 0, JVIFELLI@FpHT. 2~7. 5) B, BEIZHEK L, #HiE
NEJEB L, KBEBEESBH T2 L2 <SKREIZRZT, T8IV BEHEKT
HWEE LTI, MREREL BT 2VEERROMERERT S L B
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b, BIIHEHICRAEHET D, DER) ~—BRIEEW. HlIE.
KRV zFLoAIvesrE)utAS ERFEICAVLONS, LYV EDOEX
. BESTFT /A MV E BFELLIF10F /A= VU E EVHFFELL
x50+ A—bMPE, 1042782~ VLT TH D,
AREAOEBEIL, Xk, KFEREEGE (p HILS CTHERT28H57) ROH
E (p HIZISUTHEBLRWEHS) 280l &L L. FELiE, XFE
SRRREBE LB/ EEN DD, IR/ KBHEEE (T E)
EWEOIEFIIBEINDD, Boh-HBEREICHE, KEZXEE/ (DY
J8/) BMEZHBETIZLENARETHY ., KFEFHEEKE/ (HWIVE/) HEEDOK
VIERLEEIIBEEND DO TIEIRY, £, ZOX I BRHEELARERITBWNT
HELWEERTHD, TOMIRFE/KER-EGE OV EB,/) EE L5
BEoLIiz, ERPEIEAERTAIENARTHD I LIE, RIBDEEY TH
b, ABERHICBWTHIZIE, XHE— OKFEREKL,/ ((EI0E1,/) #E1)
— (kEFEHEKE2,/ (HGvE2/) #HE2) »ohdHEKEL. KFERBEE L
CAKBRBAE2 TREHLED S pHBERD LI ITHBEL, Rellp HEEL
E¥BHE, ZREEOEB L, 2%, RS p HCERBMICHIHT 2 Z &EB8FAHET
B, —FH., AER)~—D0OBERINDIEERNTIX, N ~—FHITEWIZHK
BoTWb, D, KEREREL+LHESRH T L. KER-EGELEA
TVWAHZRED, HESHWHEERAEZN L TRBREINIRERBK (B |
WICHE BB S TRIBIZR D . ARBEBEOEHBE THHEEER L, TRE» O HIH
LRWREBIZT B Z &N TE D, BlxiE, XFE— (KEHEEL/ (L8108
1/) L) — (kKFEREE2,/ (HGIWE2.) #E2) 055, KERFE
1 L ARBEREHE 22+ ERHT DL, XFE— (IR 1 /EK1L) —
(VB2 #E2) TRENIBEEELBOLND, Z0X D RBEEEIL. &
FE1ROEER 2 2 —FRICRBE L 2 RICKD THEMSETLVWHREICERTH 5,
Bz iE, EEAEFE02,/0838 757y MRUBKINFFTFHBEARSE 1
26487 7TEHFHMEBIICRBLINTND L) REZRTCHMIEERETIZ, EEED
M — b2 ThEhERE, oy — 2 BEERBT S IRE2ES, Zh
xR L CEROFETIER, BEEOMINE —2OBHREF TERENKEREAET
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PRk L O R, RBEICHER LIKEREGELZBEHI®2 2 LT, FrEo Mk
BHEZEBHZENTES,
ARAOEBEOMESEICKIT S, IFEL~DKEFEE, L0 E, &
EORBEFEZ., FICHIBEIIZY, FELIBWVWTHLORBS ZREU EOBER
ZFEREFEDCRAICEMIELZ LI VR T LI LR TES, HlxiX, Dech
er b, Science, 277, 1232, 1997 IZEBM SN TWBH T 4 v B 7 ¥, Schlenoff
5. Langmuir, 16(26), 9968, 2000 IR SN TWH AT L —ik, Lee b, Lang
muir, 19(18), 7592, 2003 % L <X J. Polymer Science, part B, polymer ph
ysics, 42, 3654, 2004 [CEHEINTVWEAE Yy a— MNEREEZFHWHZ EMNT
x5, BlziX, KEEEBR) ~—OXEREEREL AT LV —ETHBETLIHE.
KBBROBREIEREE T, ¥, 0. 01 ~40%., HFFELIFE, 0. 1~1
0% THV, BMEBRE~DOKBBKROEMIFIIL. BE, 1 ~6 OB, 7 L < I3,
3~300ThY, BMERENPORASAL—OETOEMIT, ®FE., 3~15k>
FA— b, HELCH. 5~8EFA— hAThB, EHEAY ~—ERE
%, RV~ —DTEEERVERTEEL., BRICRELLRNY v —2kWE
T, RY v —IFiR, BHFOBBREBRVETZLILL > T, REMBHEEBET
5, HWWO p Hix, KFEREER OOV EOBEITIL, KEFHSREMSHBEHL
RWpHZRAL, FEOEE HEXNHEEERAZN L TEEINDIREHE
BE) I3, BENDIWEICHEBERpHZAWD I DB TE D,
RisciERBEEFIAL T, B LHRZIKEBETE LS HFEICBW T, AIRHE
BiEEZKBRICRIETD &, KERBEREIBHL, REXWHEEERAZIT L TH
EINHBENKBERPICHEEND, BIED? DEBEOKEIT 02 RERIZ, &
HE5H~2 4K, FE LIS H~24FFH., LVHFELIES5o7156 0%
Thbd, BETHAKEBERD p HiZ, KERZESEDOKEZRESBERT S p HU LIZ
FAET B, BlxiE, FITIZINBER)VZF L AXY RNbRLKEHBEE
HEpH3. 6L, RYVAFZIZIABERIZFLUAXRT RNLRDIKERKE
BiXpH4. 6LLET, MEELED D, RETIKERRBEELERT IVENT
NT, AEEAYE., ENBEORE. AENTEMEOETERNTH Y . £EME
REOHBFTHBICAVWONDS, BIZ, KEBEESHEHEEOFEBRELZ Tt



10

15

20

25

WO 2006/054668 PCT/JP2005/021173
12

BRAHZ LY, KEBEROBMEE., TRoPLBIY LEBERORKEE%
Ay bha—ATED, ERKBERBEBECAVDIA ) v —OFROFERICLY, &
T ApHAEZ=2 bR —LVTE D,

KERESE LR S EIHREE LTI, pHEZ 2 ba— L L7 KR DIEH,
KEREAEEZBEHIED O THIIIRKFICHIBR SN2V, FIZIE, urea (JRFE)
RELRAWAIZENRTE D,

MEEBGRNLELND B L EEX, EENICERTRERY A X, BEkH
Wi, BT FA— AT A XOERE LTHDII LN TED, £, REZ,
50F /A=A bE~vA7a A — ML OFKET, BBEGHEN 1 0N (—
AR, REE, REREEOSE. TRENRE2 ~ 3 %LUN, XX 5 %LLA,
A a—r0OFEIF. 1 0%) TRETE S,

AEHOBBEIX, MAKEREE., REMEERAI 7EL R EORBIZAVDS
TEBNTED, HliE, MEEERAEROREICAHWVWSHEICIE. ARBEDOK
FRABEORNRE LT, FECHEVWMRERELTTo &, BEAEELKICE
TG T, MRAREE UEEZ TS, BROICHEET S, X LEETSME
ICk - T, EMiZEETHEREFH2EEETILNE DD, BEERRDOD
RN A2 o RN ENMREBEZ M) Vv EEFRMLELSTH LW, Liedo
T BESTOEE L EELER ) 2 R<CEHERY— L LTERIRTE 5, 72,
RIEHER D 7V ORBEICAVIBAIE. RET20EEL. FIXER) 72
YNEELRYVZF LT Y a—LDELLP—DODBERICEEIETEE., &K
TAMEERYV T INBERVZF LT ) a—A bbb KEROEL
% (pH2. 00), REREBLRRYV T 7 VLVBETHEHIKEREBEREG LI, R) T
VAT IVEBBEERY ALK BENSREES TERERBIE L EEHH O
EER, A 7ML (pH2. 00), pH7. 0 OZFHRE LKBRTICRE
TBL, KERAESBHEL., TRICHEVRKETIOENEAE L. RKRED T
AL LTHATE D, |

AFAOA LEEL, SR, MERGRT A X, ZBBRERHEE
Al EOREICANWDZ N TED, Z0HE. An2&EsFORESLEATD
MEDOTEELABRIRTHI LITL Y, DEESCHESISHE LTHNWSZ LA TE
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5, BlziZ, ERADEMERN) v~ —%RIRT DL, EOTA TR AU RED
HWBRFE27— BV NCEVBRET D, EDENBEDHA2RETLHMER .
BEEHERERL LCRBRITAE, BELRVWYHEOAZB L, sHEE LTH
WBRZENTED, BBEBRERLE LTY U7 EEEBRLEGEIX, o8
7 BEBERBENICOBEETE D OBRMERICE L LTRRATE S, FiLRH
LB LR ERELEL Lo T, SBERIOERY & DBk 0L
. & BWVIIRIGY & ARYICHIRA 2V, EiER, RERFETHELNE
ML, XEFENPLEABTIENRFAE T D, BBEOSHFTI TERH
ST, RERICL - TREFEBEOEBRE FHEMEE. oXE EAFTHE, K
N2 X)) BN AEERICAE 5T,

It oD 1t B 72 R B

X 1%, AEBAOHFE LWEEDO—HIEZRT,

K21k, KEZAEOBELLE, FOREEGORY 727 U ALEBSTFEKF
HERT, H2HPOFEOERIIUTOLELY THD,

O ®ITI7INESFE250, 000g,/mol

O RYVT72UNESFE100, 000g,/mol

S RIVTZYNEESTFE3O0, 000g,/mol

X RYT7INEESFE2, 000g,/mol

3k, £ 5B AKBERF TOKEREEBEOBEHETT,

K41k, KBBEGEOEEEL. TORREHORY 77 U VRS TRIKTF
HETRT, RAPOFEOERIILUTDOLEY THD,

®@ RVTI7IUNEELSFE250, 000g./mol

O RUVFZ7IUNESFELI00, 000g,/mol

® RNIVTI7UNEESTE30, 000g,/mol

M50k, M1 2~16ICBTHKBRP TOREREROBHEEZTY, K
S5HOHEDOERIIUTDOEEY THD,

& Eifll12 (RYVT7INVBKERER) ZF L7 ) a—LKER~D

BEAREILR 3 [E)
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O E#HFI13 (RVT7T7INVBRKEBRERY) F LT ) 2= VKER~D

gEER  S5E)
B EEFL14 (RYVT27IVAVBKBRERIF LT ) 3= KER~D
EaELR 7 E)
O EWHI1S5 (KVT 7 INVBERKBRLERY) =F L7 ) a—LKER~D
BEfELZ 9 E)
® ERfBI16 (KVT7INVBEKBRLERYZF L7 ) a—LKEBR~D
EpEE 1 1M@)
X 6%, KFEFBEBERA~HENHEERAICLIXEBREEOBEELZLED
BEEERT,

7. BERHBEL-HEE (kF) OEETH D,

H8ix, HAFBE L LRI LEIMEERENOTE (KKYP) THD,

ROZ, BUTIWETHEMHEEERZN L THBESNREBEBROKF
MABBEICL2EERAELXHRATI2-ODOHTH D,

K10k, KEFBEE/ HERELEAEORE RIBELRVWES) 277,
X116k, FEMF 2 1ICBT2KBRT TOXKERBREROEBEHE =T,

ABRMEX., KEOEEECEBCHIEFE2004—-3338760HME
RO/ XiiHEICEHIN-RNEEZEE T D,

KA EMT 5 DDOEEBROFRE

AT, ABEBEAEBENC LV EMICRET 5, EMANUITT 1K) 1%, @BH
7k (Milli-Q, Millipore GmbH) ZfEf L7z, p HFEIZIIEEEZ AV, ERF
WRTBEEORIEX, =Y 7Y A Y — (PLASMOS SD2300) T, &6 3 2. 8
FI A=V (N L=FF =P —) AFA45° OFHTIToT, HEE
%H L BEHE, EETAT oLV BBIELLOEFHRARBREL L, XK
FC, EIRUCARy P2 SERIEL. EDOFHELEE L LT,
Efifl 1 ~4 KUV T 7 INE/R)ZFLr T ) a—nhrbiadKEREERED

B
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KEOTE by T LEREV AT o —CHB SR, 8243 ) A— b
EET76IVA—MLOYYaryye—KREIZ, KBE®EORY 77 U NVEEKE
W (oTFE:2, 000g/mo 1l (EfEfl1), 30, 000g,/ mo 1 (FE
#2), 100, 000g/mol (EHMFI3), 250, 000g// mo 1l (FE
Mifl4), BE:100mg, /100mL, pH=2) LABHORYIzFL S
Ja—LkEK (bFE: 18, 000g/mol, EE:100mg, /100
mL, pH=2) 227V — (BROBEMER3IOM. XFL—EM10EY
FA—I, ZERY > —BROEEZRICp H2 ITHTHE LIKBETHRE2 0F)
WWEORAEICHEMIE, KERBEEELZFER L, 23, BohlkIERFEEERED
BEELE ZOREZEBORY 77 VAVBSTEREKFEEERLESF 7 THD,
TOBE. RYTZINLVEBEOSFEMN30, 000~250, 000g./mo l
D&EE T, BEZ L ICEESEBHRERMICHEM T RSN TND, k.
SFEBPREVIZY, BEOHEMABKEWVHAI GRS TV S,

EHefHl 5 KEHESEDOEH

ERih 4 DFETHBEAEBEBELZ pH 7. 4 OKERICEEE, FKRBRY H
LEEOEZRIE L, BREK3IZRT, pH7. 4 TIHN3045LLATIE
EEHPET T2 ERRIRTVWS,

EWHI6~8 RITIZINVE/ RIZFLrT)a—nArbirbKkER/EED
Bl

AROT b o CHhis LEEH AT 0— CEABSET, 524 30 A— b,
RX76IVA—MVOVYaryy="—KREI., £7. KEEORY =F L~
A KEBHK (HFE: 25, 000g/mol, pHa» r—LRL) %,
AT L—ik (BROBMEM30OM, A7V—HBEEE10EVFA-FL, K=
FLoA I UKRBIEOEZERICFEp HOKTHRE 2 OF) X Iy, —
BEZEMLE, ToOXREEIL, KEEORY T2 UV ALBIKEKR (30, 000
g/mol (EMifI6), 100, 000g/mol (EME#FI7), 250, 00
Og/mol (EHFS8), BE:100mg. 100mL, pH=2) Lkt
DRV =F LT a—nKkER (bF&:15, 000g/mol, RE: 1
00mg,/100mL, pH=2) 227V —k (BROFEMEF3I OB, X7
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L—BEE1 OB FA— MV, BER) v —BIROEERITp H2 ITHE LKA
BCHE208) CEIIVREICEMIY, KEBEEREZERLE, K413, 5
NI kRESBOBELE . TOREEBMOKY T2 U ABHTFRKFEE T
LEkZF77ThoH, COHE.RYT 7 U NVBOSFEN330,000~250),
000g,/mo 1l DEHET, BEILIEENSEBMT I ENRENTWVD,
o, DTEBKREWVIZE, BEEOHEMGAREVERALRINATNS,
EBIO~11 RIT 7 INEE/ R)ZFLr T Y a—AnbRIKEREEE
D HEE

KEQRTE N T LEZETNA T o —TCHBIEL, B243I Y A— 1,
EXT763IVA—RLOVY arv =z —REIZ, KEEOREY 72 ) LEKE
#® (30, 000g/mo 1l (EHEHF9), 100, 000g,  mo 1l (FEHfl1
0), 250, 000g,/mo 1l (Efif11), iE:100mg, 100mL,
pH=2) &XKBEHOR) zF VLT a—LKER (5F&: 15, 000¢g
/mol, BE:100mg, /100mL, pH=2) 227 — (BKOKE
fREEREI S OFp, AL —HEE1 OBV FA— b, HERY v —BROBERIZp
H2IZHABELEKBRTHRE2 0F) KX VRBEICEMIE, KRFHESEL /ER
L, BoNTAKFR/EROKEEE ., TOREZEENL, 1ZIER 4 L EROHKE
RBELNT,

Efll2~16 KEFBEBEDOEH

KEOXTE M THELERI AT o —CHIRSEZ, 824 IV A— b,
RI76IYVA—MrOY)ary=z"—RKREIZ, 7. KBEEOR) =F L
AIVAKEBKR (HFE: 25, 000g/mol, pHavha—ARL) %,
27V —iE (BHROEMEM3I O, X7 L—HEH10EFA—b L, R
FLyAIVKBROEBERICFHEp HOKTHEE 2 0F) X v #EfxE, —
BEEERLE, ToRBELIZ, KBEEHOFRY 77 V) VEEKEKR (250, 00
Og/mol, BE:100mg,/ 100mL, pH=2) LXKEMEDORY =F
VoY a—LkiZE (bF&E: 15, 000g/mol, BE:100mg/
100mL, pH=2) X7V —{k (BROFEMEEM 3 0. A7V —HERE1
OBV FA—FL, BRI ~>—BFROBEERICp H 2 IZFTRE L2 KBKR T 2
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OF) kv, ThEh 3E (EMHI12), 5E (EEF13), 7H (EiEs
14), 9 (EME#FI15). 1 1H (EFl16), RECHEMSE, KFEEEE
PERLUE, ElFIL2~1 6 DHETHZKERFEREZPpHNT. 0DKEK
WCRER, ZRBYBUREOELERE L, REZKS5IZTY, pH7. 0
T3 0O b EFRERUNTIZIEBEHBIER T TH5I 8B REN TN D,
EWiBl1 7 KFEREERE~OHENHEERICLOIREFEBIROME
ERG 8 DHFETHILARBAKORE LIz, #ENHAEERAICLI2XERE
EEEE L, M6z, TOREEETRT, ZO0%5E. KRBEERIIRN) 7
ULVBTKRT L, BERECABWLBELSE, BENHEERICLIREHEE
DOFERBIZ. RV IFA L THARITINALTIVIPLEDE, BFENHEAEERIC
LAXEHBEOEREIL., KBEHEORY T INAT I EEBEKER (F&: 7
0, 000g/mol, BE:27. 4mg,/100mL, pH=2) k&%
DRYRAF LV ANVKRCBKER (5F&: 70, 000g/ /mol, JRE: 6
1. 4mg,/100mL, pH=2) %, A7 VL —it (WKROZEAMEFH 3 0F),
AFU—HEHELOEVFA— IV, HEXRY) v —BROEFEZICp H2 ICHELE
KB THEREF208) KLV RBEIZEMIEDLIZLICEVITok, MARY <w—iK
WRHPIZE, HEZHI#ET5Z L 2B0E LT, BT FIvas (2. 92g/
100mL) #8F &85, I6TE, RITITINEBER)IZFL T a—
NOKXERE (9. 57) REZ, RVTIATIVEBELRIRAFL IR
WIRVEBBOREREE (7 2X7) BEHEELL, RITIATIVERELRY
AFVUANVKUVBREBBROERKRDOREN RENT,

EfF1 8 B LEZRERMBEORSE

EHiG1 7 THEEBEEEpHN T, OIEOKBRIZET L., TEBHOKE
HANBEY (K1), AEBESBEWS OHMNKERT CHEML, HFENHEEER
EN LU THEINRERERBES KBBRPICERICHBEL: (K7), HBEL T
ER7TOBEFEEIY, REFBELZEN L, BoNREFKBEOREEIL,
K6nH200F/ A—bMAVUTERBGON, ZALORKRPFTEYELE L
7o (M8), £7c. M7IZRLIZBRFBEL-IKIL, ZREEFHEBERDO T Y »
FEZERYETZENTE, TEMBHTHARETSH D,
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EHif19. 20 B TR HENMHEEAZN L TRBEINEXERE
DB RIE

ERF 1 7SR LIEFEEANWT, RV T INBRERIZF LT ) a—
NOKREREE (9. 5_7) BREC, KV TINTIVEBRELRYRF LR
NRVEBEOREFREEE (2 07 (Effl1 9), 8 07 (EMEh 2 0)) ZHEHE
Lz, BBEO—&H%pHK 7. OfMEDKEBRIZET &, Bo TWRWESSIX
BICEESNEZETE, BoBH KT HRKBERPICENZ(KID), KFEFHEK
@%mﬁ+ﬁmﬁbél5K\M%%HE%J%@%@W%*%¢K%%LHKO
B o e BB R £ LTRSS N R B IROR (B 9 A) %,
BFRAOBEMSBICLIVEEL. REFEREOB I LEHROREDE (BENHE
EREZN L TIBEIN-REFEBEREORE) ZRELZ(EIB, C), TDHRER.
RYUTIUATIVEBELRY) ZAFLURALRCBOREREER, 2 037 T,
55F A=k, 80T TX200F /) A—hViEol, iz, HfivizleE
NI HEREOHE, BE S OB TIIRTRRBEEO R (207 Tl 1
0F/ A=k, 80T TIE400F /A=) &, FHEROBRENBRI SN
7o

Eifl2 1 BIYLEREFEEBEEIBGOARVWEE

EHEFl 1 7 L ERIC, KFEBEEORE LIZ, HFENHEELERICLOIRERERE
JEAHEE L, AT, RITZIABER)IF L) a— LORERERE
fEa#E<RE L (5. 5_7) (K10), ZnHdE., ZOFEEEpHS5~8
FHEDKBRICET &, TRHOARESNLTHEY (K1), KFBEEH S DI
DK PCHE L, 2EOBEESEAD Lz (K1 1), $ENHAEEREAL
THEINZREBRBRIIABHRPICHBEL 20 olz, Thid, KEFEE
T, BERELEABELIXHEORICHEREERABB TV IDEEZ LR
5, DEY, KFERBEEOHEBEIKICL > T, FHEDOFELRHFETHDZ &
ZRLTW5,

EWFI 2 2 &Ry EE A

X EEY, EROFERZEIORITIZINE, RIxFLrorr)a—Anbi
LHIKBREETHELKE (pH2. 00), BABHLRITZUAEE (RY 7=4
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V) ThHIKEROERE LIS, RV T VAT I VEEE (R IFAL) &R
YARNKRVERE (R 7=4V) poRbmnTEMRBEEBELERLE (pH
2.00), BHOZ U /B ERAEREZETHORNY v—2 &I BE LTEEL
e 3A7 0y (RYIFAY) OBEICIZ. BHTFEMEARBKO KNG H
RYZANKEVEEIC D L) CHERLEOREIC, KBRICEBRI LA X
vHF—¥ (1mg,/ 1ml) T TCEE|LE (pH4. 00), ZDOER
EEZpH7. O0ICHTHELAEZABERFTIZRE LLEZA, KEREGESEBEH L.
BRIZZ V7 B2 SRS FRBENSKEINTZZ ENERTHER I,
ERiFI2 3 B LFa— 7 REE

Fa—TRYWEOHKMENERE BIXIETTIAF2—7) 2XHHEL LT,
RYTZINBER)ZF LT ) a— Ao RDKEBREBECEYVZDF 22—
THERBEHKB L (pH2. 00), Fa—T7THERE~ORHSFEEOZEM
FER, Fa—T7 2B FBERICER L, EHEH1~4 LRk, &5 FEEE

ik, RECREFLEESFERETDZHpH2. 0 0DKBEHETHRT LEZ

Bico BREBHR ARV T 7 INVEBETHLIKEFBEERAB LI, RVTIALT IVE
BMEL R ANVKVBENO 2B FEMREREREY., KEFESRLFEKDOS
HECHER L, TIRFa—TRYPEONEEZ, pH7. 0 0ICHHE LIKBR
FIZRELE, REL TR &, Fa—7HKOB LEREIIKEBRPICHE X
NEZ ERBRTHERINE, ABRIT. KBERTIZRELEZERIZ, KaFiH
SDFEMREHEEEZ2ZR L KFREEREETREELLZ LIZL YV KE-FEEIBH
L. KFEFBEBEORELREREIZ, RVTIAT IVEREERY AR CEBED
LB TEMERBIESBBNICKEENTZZLEZFRLTWVD,

ARMEFTEHALLLETOTITY., HFFRCHFHBEZTOEESEZL LT
AFMEPICLEVANDI LD ET D,

EZ ORI A TREME
AFERICLE, BRREOKVWAMY LILEREZEGELZ LN TE S, FiT, B
TNAAY GREEAITAEBRAERICBE TEASLT VWHEZSDERIZ OV T,
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EWMER. BT, B, AFHRFBELEI L REREZBLIZ LB TE
5, BEETHLND I L b, ERBROMBIAELZ EFLDITEBMNEED
BRI ERMELERALAL THE WAL, BNBEL LTALNIHED
FAREMEAIEA D | MRS — b REMEAY TNV REDERTYE, E¥,
EMEOHSERL., BXRGBEREOLFETFOHREICESERTE 2,
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kK O &

o |fll!l:

B

1. EREFCKERBECLVEE LESBEARR SN, SEBHE EICTICH
BERE K S BB,

2. AEBAWCIVHESLEZEZEBEYN, p HRE LKBRIZEH L., HE
BT 5HL0THHEERE L CHOBEBEAE,

3. XHELCHRENESBES, “HBEULOERZEHETELOTHS
SKIE 1 S8 O BB 1k,

4. XEELCHRSWESRBEYS, EBHICHFESNERI~v—28FT5b
DTH DHFERE 1 EHOFEREE,

5. XK LR ESN-SBEOESH0. 0005~10 4mTh5HRE
1 OTERBIE,

6. BENTOWMETCERER) v~ — bR IREMBELELLDOTH B
SKIE 1 SRHOREB I,

7. WEARE LSS E, MR, 2o FEF. WL, EEERR TR OER
SFPLRIEINDZIDBREL1IEEZEL LD THHFHEKRE 1 THOBE K,

8. ZRERELEBEEORICHEIVELZE T 555 KHE 1 LHOFEB A,
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