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Table 1-1 Molecular form and self-assembled structure of phospholipids in

aqueous solution [1].
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Table 1-2 Various methods for mass production of liposome.
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Figure 1-1 Structures of phospholipids [1].
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Figure 1-2 The fluid-mosaic model of biomembranes as proposed by
Singer and Nicolson [3].



Water phase

Water phase

O
o OQ)
Q O
MLV Suv LUV
(0.1 to 10 gm) (<100nm) (>100nm)

Figure 1-3 Structures of various types of liposomes [4].
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Figure 1-4 Liposome with hydrophilic or hydrophobic drugs.
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Figure 1-5 Deformation of liposomes through drying process on the skin.
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Figure 1-6 Chemical structure of 2-methacryloyloxyethyl phosphoryl-
choline (MPC) [13].
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2w Bk VIRE AR Y 2 —0HRE L OHLAEGEF
DI & nFFALRED R Hill

2.1 ¥a

VRY —LRIREME TR L, Ko TRY VIEE» SIS N s o TEAR
EEWIIEE G2 ET 2720, BKEOAEIEEYE %2 2R NICKEET 5 2
EDRHRETH B[], FI7v 7T IUNY = 2T LADRAFKICBLTING DT
HEBRZMNO LBV INTE LD, ERANRE TICEVwWTIns oo +58
BEROYIPNE X MU REEME T2, ZDIEEAEDBRBL T3,
Thbbt, T o MM TAEMEEMESIF 2 5 HELTLE ) DI,
EERGHIEI R E S N A MG E IIME L %2 5, Lo T, Thony v
BB THEAROLERLGEIRD SN TS,

—J5. M ElogEaE2m EXE2HA»S, AESICEk->T 2-2%
z)aANNAXF T FNARALFY LAYy (MPC) Z2EHTE L4 RY
T —PERIN T 3[2-5], MPC 13512k > T 1978 fEICHD TEHRE
n7-1%16]. HAMIERASHIC X > CTTEREWEGESMEY. I 1, 1997 £ 6 1T
KB CEREIN TS, MPC (ZHIIEE Y VIEHE & H UL %2H T2 X
Y7V L—FRE/—ThHh, WHEOIIHILVEMEICLD, rkE=L
RE/v—LHEAIELILDVAETH S, HlZAIX, AKSIZ, n-7F L X
%279 L—1F% 30 F1L%, MPC % 70 £ L%ETAKEERY ~— (PMB3070)
ZEH L TW»3([7], 20 PMB3070 1Z/KHFCHUKMEMAERICE D ) v —5
HREE L., BUKE LA EZ AL TES 2 Lo N TwS, ARG IEZ
DRV2—% TRY=—=YEY F; EFATLED, %L DESTY VIREIC
B3 7 VX LI, n-7FVE LD BEELE WL,

n-7F VLD SEEIE CBUKEDR W7 VX LEHE LT, A7 7Y L
BEFoNB, AFTINLAZZ7YL—F (SMA) % 10 €1L1%, MPC % 90
ENLU%ELARY =2 — (PMS9010) BEHSIC k> THRI N TV EH(8], Z
® PMS9010 X SMA &FBEAME 7= d 12, PMB3070 IR 3 & BUKMEYIE
WA INALEE XKV, SMA ZEWEISTET MPC R v —13, X h@&Ew
A EBE R R 9 EMARE S 2 DS, BUKIED RS THE < % % 7o O IR HPIT Sy
I 5 EBWEETH D, FEI ARG L I TV,

ZDLEIREEIS, A IZBUKEDE MPC/SMA 2R Y <— (PMS)
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DHACE A% M IS 5 72 0 OFBLA T BIC DL CTHRET 2 £ > T & %[9-10],
AFECHE, PMS [ LR ATKOME & PIRIGHEE S & OB A T LA &
L COERER 2 PRI D W CRERE R IC DWW TRR 2,

2.2 G2l

2.2.1 3

2- X% 7)uA VA ¥z FLRARY)La)y (MPC) . A7 7 VUINLRY
7L —F (SMA) | t-7F AN F X324 ThH /) A4+ (O3=7F)L ND)
WZowTid, HAMERA St ot snboz 20 ML, 2D
fh DRI LIEBEI D WL, TR ORI 2 K Il v e,

2.2.2 RV 2—HmK

MPC/SMA a2 &Y <— (LT, PMSmn LH%T ;"m"E L X"n"lZ, 2N ZFiL,
MPC & SMA OEARZENL%TRT) (&, @ED 7 P ANVEGEICK D HK
L7, &it20 g MPC & SMA % 80 g @ 1-7a/,8 ) —LHHICIARI ¥, 7
FAARTHPE L 72, BFEANTY) VT %2T - TART D S IEEZ LD R 728,
FEABBAIE LT0.4gD/8—7F)LND Z#A L7, KIBEEZ 60°CIcff->
T, 6 W, Btz fro7z, BoNmEz KeEo 7€ b Pl AL TR
Ve — RS, EB%., 517k b rTiEL, BEZERELTRY v —R
Bzt (Fig. 2-1) . £/, n-7F x5 7Y L—1 (BMA) % 30 €.1%,
MPC # 70 EL%&ira Ry ~<— (PMB3070) 12>\ Tld, BERD®E ) &K
L7[11],

2.2.3 PMS HU &GO H

PMS HO &G DOHFABIZ /> T, 0.1 gD PMS # 0.4 gD 1-71,8) —
IVHIZ A0°CIC TR S ¥ 72, 36 NIRRT IREEHTH > 72,

PMS HO&AEKIZOWTIE, 3EBBoTFIHTHMI N, £, 1.6 g DA
F v AR % PMS/1-7"0 % ) — VISIRHISIR L 72 ("Step 1") . RW»T, Z
DIREY % 60°CIZT 20 3B L 72, Step 1 THRB L 72XV =2 —13 2D T/
TIRAIZHLL , BRI — & o7 ("Step2") , Bo N —FK%E, 60°C
IR L 72 7.9 ¢ DA & v ZHOKTHER L2 ("Step 3") . 2Dk, A A VK

16



Kk % O TR S IR 2 BT L 7,

2.2.4 BURTHEG IO AL

2.2.4.1 §EE 27 2 u—1oOufiEk

MPC/SMA b7 2 PMS # HE L7z, ¥9X8Y~+—0.1 g, BEiE+ 2
7xz0—)L 10 mg £7:1350 mg # 0.4 g D 1-7 1,8 —)Ldiz 40°CIZ TA
fRxa, 2Dk, Step 1 206 3 DHEIHE S THHESE, a7 zu—
DEEE LI,

2.2.4.2 2 Y¥ A4 LH-Q10 DOiE{L

PMS5050 & PMB3070 Z i&Z L7z, £TAY~<—0.1 g, av¥4 A4-Ql0
(CoQ10) 5mg % 0.4 gD 1-71,8 ) —)LhiC 40°CICTIBMRE I, Z D4,
Step 1 205 3 DHEIHE- THEEE, CoQl0 neEZ il w7,

2.2.5 e s

Tani & DFE[121ITHE, 73 FIRKEIREE O Mg (SIRC) 2 HwT, =
Aa—hFI MLy FEEICX3BZ2fTo%, =2—FJ Ly R, Efiigico
AWM rEFN2MWHZR>BETH S, £T. SEIFLREOHEBYEZ &
ks ¢ SIRC fMila%z 24 KRIRGE L 728, Mz lksl, =2 —F7 1L
v F2&URMb T 3 KBS v F 2x—2 3 v LT, B~ EERD AR
ZITo T, MIEZ Ve L 725, MIIENICBOA £ 7 (a2 fiiLis a2 o Tl
ML, avyte—nu3r 7 (MildFE 100%) & Z2nZnomiksr oo
NEBBROTCEZME L TS 5 2 ok b, MlEFERE2HEBL 72,

2.2.6 MxE

2.2.6.1 €/ ~v—oHGIELER
T/ 2 —OQHEAERLRITOWTIE, BHERIC A &/ —)b/n-~F ¥ VRATER
(5/6 v/v) Z¥i# 1.0 mL/min. ¢ L. & 7 412 ODS-3 (GL Science) %
F\ 72 HPLC (2 & 0§l L 72, #HiE UV-970 (Jasco ; A =260 nm) 2 CTfT
o7, £, KT/ v — Il oW TUTNEREOEERR 2 8 L . HPLC JIE 2
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fToTHERZERL 72, X2, BEATOBRRZITEREEICY Y 7)) v 7L
T HPLC HIiEZfT\>, EARETIERGFT A28/ v—DREZEHB L /-,

2.2.6.2 R EIr RN

PMS Oy FRIZOWTIR, ¥LiRErza~< 75 7 4 —— /ML —F =k
HLEEE (GPC-LALLS) 2374712 X © 475 72, GPC-LALLS DiE#fER & L Tld. 5 mM
DAV FILE 0.1% (W) OV vBgEELT 7770 /1-7% )
— VIRAEE (8/2 v/v) ZHid 0.7 mL/min I CTHEAL., A7 4I1C1F, 248D
TSKgel-GMH,, (F—Y —) & 1 A® TSKgel-G2500H,, (+—Y —) #EHIC
DWW L7z, LALLS gtz i3z, KMX-6 (Chromatix) #fH/H L 7z,
B 51/ Mn &% 80E (Mw/Mn) (22w Tld, Table 2-1 128 L 72,

2.2.6.3 Figt

PMS HO&AHRORLEHIE IO WTE, BIREHEGLIE (DLS) Ik W ir-o 7%,
DLS 2k, 7Vvavy A4 v L —¥F—%2NICKF> Nicomp 380ZLS KiEEHIE
& (Particle Sizing Systems) %7z, HlEHEIHF D PMS H O AR
13 1 mg/mL IZF% L 7=,

2.2.6.4 7 74 A EBNE RSB

7 74 FEBRBE TS (Cryo-TEM) 1Z2W Tk, BENTRICIREEFEE L
72 0.1 mg/mL @ PMS HCOSGHDOEK ZH 7Y v R TXRI N/ L E A —
Ry 7 4 VLR RS % AT BRv -k, EERTHEI I N
Rz iz 7y v F2EAL T, #llEikt L L7 (FEI Vitrobot) , Cryo-TEM
BLiE 121 FEI Tecnai Palara % v, HIEREE-195°C, MR 300 kV 12T
2 o 72,

2.2.6.5 k)

KR OWTIE, EHTL 7% PMS HOSGHOBWKZHEHL, 7 4 b~
VS =PRI X D RimRITAIEZE CBVP-A3 (Kyowa Interface Science)
Z T 25°CIc THIlE 2 T 72,
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2.3 MR EEE

2.3.1 PMS HU &GO H

PMS HO&BHITOWTE, 3BT > TR 217, J8 ok
HEW% 60°CIZARIR L 72 REETRERC ISR L 72, 186 iRz e g e, &
721x. HHELBEEHTH - 7, Fig. 2-2 TlE, PMS5050 ##liczEiF T, 6l
FIE & RO Z R L T 5,

% DR TRY VIEEOLEG, HESRLY AY —20#EO -0, EE
FAACIEE P E I B 2 3 L § 5, 1973 4F. Batzri & Korn 128U ) R
— L% {5 ODELTFIRICOVWTREL, 20Uk, YV VIEEOLY /) —
IVIEWE %2 K RIS I 208 ICEA T 2 HETH B[13], ZOHEICK D, Kk
DINZ L, Fe, KRN RY — L2 2 2 LN TE 5[14-18],
Ishii &DWGic kUL, IHE/ 7L a3 — /KO ZRTRICE LT, 7iLa—)
W 1-F70E2- 70 = L2 FHTAIEICX), W—LHEEI XS ) RY —
LZEB/ONDE I EBHLLE RS TWVE[19], ZDOEMOARE IXBKEY I
HOHURGTHD I LD o, BAEE 2T 2850 O & HERK AR
THETH S,

AZEIc 8175 PMS HUGHOBEClE, 1-788 = LIZE R TR ¥
=, T )=, 2-7anN) =Lzl L LG, 7% PMS HESH
KB 2R 2 e TE ol 2D LIZ, PMS O HCOAAEIEIZ AR
DAL ARG IR S BEI N D Z E 2R LT 5, B 23RO RKE
FrAEIT27La— L0y, B#EEFLREFRORIWKEEZET S 7L a
—L23, PMS IR L T X @itz nd 2ol ottt b33 525
ns,

PMS HO &AM Step 1"IcB VT, IBRERBHOAKE 1-780,8) —)L
DALY 4:1 DA, DR/ v PMS K F23M% 5 17z (Fig. 2-3)
KE 1-70) = VOREGHS 2:1 K0P WESE, H20IiE 61 XhE0E
&, ¥—7% PMS K Z1S5 2 EBTE hdprolz, 7V a—)LRkailc 1-7%
J=EHOEE, 1-788 ) =V EHOESEN R BiFaawttz R~ $
CEBHIREEI N, 1-7F ) =V IZIKANDIRBEER 720, IRETAB & L
TEARNETH S Z EDbhrotz,

PMS HC A& E D8P Step 22 B W T, ROWEHN 40°C%2 T3 &, H—

19



BOERIEE S s o Tz,

PMS3070 HO & & yrEiiid. "Step 2"0IREETHEIRIC T HEMKET % &
PG L 7203, TR 72k ("Step 3") TlE., 29 LR EBZEI N L)
o7, ZOFRKIZOWTIREZSL, 1-788 — L EEEOLEIEATT
VVIEDOBKEMHAAERIC X 2 260580 64, BUKMEHAEROEAICKD
PMS K I OPEARENE I SR I NdDEHEZ 5N D,

2.3.2 PMS HUd&G6HDOX Y7752V —> a v

PMS HO &AMk EIZ oW TId, DLS ZHWTllE%2fT> 7, PMS tho
MPC &HROBMCFE> T, PRI L7z (Fig. 2-4) . HIEICH
PMS B3 FRIZIZE A EEDR LW E0 6, FiRIFRY) v —DEEHITHK
FisEHEZ6N5, PMS3070 HU&2GHD 7 7 4 4-TEM Bl50 613, 11
DR TR IR DER Z - (Fig. 2-5) , 4 ORiFDRMAICK WA 3
FIHSFEEL TV 2o, FTOREMIHFICHRAT YL Y VDR L
TWVRE I EDRRIND,

7T L 7z PMS3565 & PMS5050 H AR BRI D\ TR E Mtk
ZITo7 8 2 A, WHIGMTO MRS T ORI, D TR WLE
MzmnL7 (Fig. 26) , 2Ot o, AT TYNEOEEIZ LD IIRI N
7eBUKPEREIEDS, R < —8HE L2 2 Tw s 2 kI i (Fig.
2-7)

2.3.3 PMS OufiE L

PMS O a7 lAE 2 3Hili T 5 72 ® 12, 10 mg 7212 50 mg O~ 27 = o
—)L (TA) # 0.1 g® PMS THVEL L 72, ZNFNDRE T, TA IF5ELIC
Al b & 17z, Fig. 2-8a £ X 1N 2-8b I2/R L 72 & 9 1, PMS5050 % Fv>TH]
BAL L 7 TA VAR IR D BWEDE -7 2 6, PMS &) — X, b
N LREZ 6T 5 Z EDBITRBI NI,

KT, TA X H &5 ICHUKEDE Va2 Y34 A QL0 (CoQl0) % HwvT,
AV LBEIC DO W Tl L 7z, CoQlOlF2EX /) v ¥ EFAhL /v E L
THIG N, %< DliEgs O ICHET 2 IREMEOE Y S VIREYETH 5,
CoQlO IFfID Z AN X —Z2 7 F /) v =9 VB E L TEARTZOIC
M CTHEELZBME 2T H)WETH D, BLPIIEAI & L ToOEBE b Fi>[20], L
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DL 72035, CoQ10 (3H6ie THUKIEASHR 72 812, K% T VALIAR %
Y2 Lidio CHEETH S,

PMB3070 %z M\ CF# L 72 CoQ10 AIE AN X 60°CTOIRERE, 24 IR
DIPIZ o BfE L 2z iz kit LT, PMS5050 % v THEL L 72 CoQ10 RAIE[LIAT
IZ. PMB3070 RICHRT, X D@BHERE S LZETH-7% (Fig. 2-9) , 20D
HHIZOWTIZ, n-7F VIR TAT 7Y LD A CoQl0 & DFAM:
DYENN T2 PMS5050 %2 AVWCEEL L 72 CoQ10 NI D A5 & b 258
ThottEZo6N 5,

2.3.4 fhaEtE & Knkh

7 B X D NI FH AT (SIRC) 2 FH w72 =2 — F S L v FiE (Neutral Red
Uptake-assay; NRU) &, in vitro CTOMIEEE%FHET 2 72D HF RO
R B E LTSN TWS, = a— k)L y 34250 fiEmw
ICEBINWHEEZFBHFETH 203, MBI BEGEZZT 5 & ZDHD AL
DHEI NS, Thbb=a—F I 0Ly FORDAAREIEMEO R
5 %720, BEMICAEMBEZNETE 2, AFRICEWTIE, 20 NRU
Ik D PMS HE&&kE Y V'Y VIREIC OV T, MifddEEo k%217 72,
VLT F Uik, LY F D)L —ARKD T IVEHBIIKS RS W Bolts
VIchHbh, oLy F v ERTEHWIALEEZ R T Z L6 NTWw5, L
DLEVG, VYL F IEREEERSE 2o, fMifddEEE R T L
Ho»ERS>TwB[2l], AFETIZ, VYV LY FrO—FTHEE ATT
A NLFRA7 75 a) v (MSPC, Fig. 2-10) ZHWCiBaiziro7 L C
4. Fig. 2-11 1278 L= X 912, # 0.2 mg/mL THllaa: 2R L 72,
LFREED PS5 2 T, MSPC 3F A7 7F I na) viE 2577V Lk
¢ 1.1 THT%ZED6, PMS5050 LIRS 5 2 E3TE S, M IIEN
RHERIESE VI H B 53, PMS5050 (X MSPC 2R T L RV A TS
Mge%2 /L (Fig. 2-12) . FHEMICSIRCICE 5 I A= 252 o1,
INoDfERIZ, BOTHEER LB 2 itk ) PMS o RHEEM:AE & Ml
DIED TERIR I N2 2 EZR LT3,

2.4 Hh
KETIE, 1-78,8)) =)L EKOREZHBLIE (1/4 w/w) DIRSTAE%
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WBZEILED, KT PMS oHCEGHIESNS Z LRSI L 7,
IR I C ol o#tTH 5, DLS 8L U7 54 4-TEM % Hw-CTHlEL
7- PMS HOAAKROFERE 50 nm LT ThhH . Zokifkiz, RY<—0
SHBITHKIET 2 2 LRI N PMS HOASA BRI LETH H . 60°C
F 7203 4°CIcT 3 » HERE L728BATH., Mkic2kided o 72, WEliga 7
= 82— L% H\WT PMS ORE(LEEIC DWW TS L 72 & 25, PMS5050 235 %
O AE(LEE R R L7z, PMS5050 %2 W CHB L 72 CoQl0 mliEfkig L.
PMB3070 ZH\WZG&ICHART, KD LETH -7, PMS HaHBEHIZY YV
Lo F R THRIENEEREME S, 4, o TROMIldEEZ R Lz, DA
oD S PMS H AR A IZEEEH ARG o A48 A1 0 nE AT &
LCoOHBHfEI N3,
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Table 2-1

Synthetic results of PMS.

mol % of monomers (in feed)

Conversion (%)

Code Yield (%) M2 M, PM,
MPC SMA MPC SMA
PMS7030 70 30 99.1 98.8 85.1 81,300 3.63
PMS5050 50 50 98.9 98.6 84.2 79,200 3.51
PMS3565 35 65 99.0 98.9 86.8 76,700 3.44
PMS3070 30 70 98.8 98.7 85.7 73,300 3.38

aMn represents the number average molecular weight. bMW represents the weight average molecular weight.

CHg CHs
CH2:t!.‘ CHy=C
b= o * d=o
00— CH,CH,0POCH,CHoN*+(CHs)s tla—n
L
MPC SMA or BMA
CHz m ” CHg
Lon it
(|: =0 o (|3=0
o—cnzcnzoﬂocnzcnznﬂcna}a c|:o—n

R = (CHg)47CH3 ; PMS
; PMB

(CHg)3CHg

o-

Figure 2-1

m/n = 30/70
35/65
50/50
70/30

—1m

PMS3070, PMB3070
PMS3565
PMS5050
PMS7030

23

60°C, 8hr

Y

Solvent: 1-Propanol
Monomer concentration: 20 wi. %
Initiator: t-Butyl peroxyneodecanoate*

» Sample
Purification

*t-Butyl peroxyneodecanoate

Polymerization of MPC co-polymers.



llStep 1ll IlStep 2ll llStep 3"

Figure 2-2 Self-aggregation process of PMS. (Step 1) Polymer precipitated
when ion-exchanged water was added to the PMS/1-propanol solution.
(Step 2) The mixture was stirred at 60 °C for 20 min. and became
homogeneous. (Step 3) The solution was diluted with ion-exchanged water
at 60 °C.

.80
E | ® (a) (b)
] L
< 60
§ 50|
©
Q 40 |
©
o 30|
&
& 20 |
£
2 10 |
3

0

1 2 3 4 5 6 7
Water/1-propanol ratio in "Step 1"

Figure 2-3 Volume-average diameter of PMS3070 self-aggregates as a
function of water/1-propanol ratio in the self-aggregation process "Step 1".
The solution was; (a) homogeneous, (b) heterogeneous.
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Figure 2-4 Volume-average diameter of PMS self-aggregates as a function
of MPC content in PMS.

Figure 2-5 Cryo-transmission electron micrograph of PMS3070 self-
aggregate.
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Figure 2-6 Volume-average diameter changes of PMS self-aggregates. (@)
PMS3565 at 60 °C, (A) PMS3565 at 4 °C, (O) PMS5050 at 60 °C, (A)
PMS5050 at 4 °C.

~~ :Stearyl group

M 2

N\ [N

/;f’:}f’ff : Associated stearyl groups

Figure 2-7 A schematic illustration of the PMS self-aggregate.
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Figure 2-8 Solubilization of tocopherol acetate (TA) with 1 % of PMS; (a)
0.1 % of TA, (b) 0.5 % of TA; (1) PMS3565, (2) PMS5050, (3) PMS7030.
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Figure 2-9 Stability of 0.05 % of co-enzyme Q10 (CoQ10) solubilized
solution; (a) and (b) are before and after stored at 60 °C for 24 hr; (1) 1 %
of PMB3070, (2) 1 % of PMS5050 (— represents phase-separated CoQ10).
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Figure 2-10 Chemical structure of mono-stearoyl phosphatidylcholine
(MSPC).
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Figure 2-11 Cytotoxicity study of lysolecithin and PMS self-aggregates in
SIRC. (@) Water, (A) PMS5050, () PMS3565, (4) lysolecithin (MSPC).
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Figure 2-12 Surface tension study of lysolecithin and PMS self-aggregates.
(@) PMS5050, (A) PMS3565, (O) lysolecithin (MSPC).
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H3E BURMEY VIREAY =7 4 L PICBRI NS
EYA 7IRT X FhiE

3.1 #no

t P ORI, EROEFEERER IR o D BYDRAZ N 7R
DEEZH->TED, KIS, HEORNEICH 72 2 AEIEH N 7HRED TAE
ZfHH) ZEPHOEN TS, MEEZ, AEMEAREEDO= Y v 7 ZdicH
SR E SN T7ay 7 LY L) ROEZAE L TE D ([1]. fAlEH
HFRRE (IR E o TR DL HIEME (7 X 7HhE) 2B T2 2 L2k D
MR L2 5% E1kd 5 & & HIT, KpkizlilkT s EEZoNTWS
[2] (Fig. 3-1) ., ZofyfEfiafEE 23 2 &, MEfMETIcH 2 KRR
MK (NMF) 259 U CRE KT mAME T L, N) 7EEREDS R b 4L T g
EDGIEHER D,

Kanzaki 612k > T, 2- X% 7)aA ) VAF>F )L AR L) v
(MPC) &7 F N X527V L—Fp6Mk5aRY)<v— (PMB) % KEICEMm
T22 LIk D, AEEDOKRTRREE & KD ZARBANHIRED A L L, REANY 7
BEEEDUEIN S Z L HEINTWE[3], L2 LAa2s, HEDO T FE—
B 58 72 & SR MEE IR E 233 L <A L 2 B8 I 8w Tid, PMB EAEE D
B T2 2 e TE RO, IR Y 7RO S EDH
HEIZ T B,

ZZTEHS I, AEMEEREZ b2 XY v —MECRET 2 HWD
5. AT T7UYNLAZ 7YYL —F (SMA) & MPC of:HEA&AK TPMS, #&K L
720 PMS 33 T-HPICBUKIEDRB R 7 7 U VR EZ GG T 2720, HIRRET
EIKITIRIRE L 22\ 0h8, K/ 7V a— ViR&SEEPcoHASARHE 2T %
ZEICkY, RO sE NS4, ZooRERGIUL, EEANOE
RANES L%, PMS oty Hiic, SMA 2 70 mol%&ira XY < —
(PMS3070) &, V vREmME 7L X LEOEEIZIE 1:2 TH D, MMl
Nl 2 R 9 2 ) I8 L EREDSE L, 2 D728, PMS3070 (3 @R
TREHRID 7 X FREEL & 2HRBEDNE W EE Z S, KIFNY THRE D GE
WD CTEIWRIRZ R T 2 E BRI N T3,

Z ZTARMZETIE, PMS 3070 HO2AHRZWRIET7 4 VL ZiH# L,
2D 7 AN LFDOERIEEIC DWW TR L 72,
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3.2 9K

3.2.1 g

222 BXU 223 IKFEHDOAEICE D, MPC & SMA @7 ¥ AV ILEAR
Tdh 5 PMS3070 HOKAGHAERZFHL 72, Z OO IC> WL, T
IR D FA IRl 2 Fl L 72

3.2.2 RY=—7 4 L LDIEH

PMS3070 Ho&a&Whotkz T 70y v —LICEB L. 80°C. HETIC
TKRDHREFSELZEICKD, EEHK 0.2 mm @ PMS3070 K'Y <w—7 4 )L
Lzigi,

3.2.3 mAEAEE I

PMS3070 AV =—7 4 LAzt L CllEskl & L, liEERZ2 v
U 7-8. EF5I0 T FH0EE 5°C/min. 2 THIE #2175 72, llE 1213, DSC210
(Seiko Instruments #1) % w7z,

3.2.4 FV=2—7 4 )L LMh OGRS O BlgE

PMS3070 RV =—7 4 L AZBIEHICAE L, ¥4 YTV FF A4 7EED
278 b — L TERMZA > TARE FEE L 72, RuO, % Hv Rk % 7%
SR L 7tk YA % R L CRURLE L 72, i@ TSR TH-7100FA
(BR &t H 28 ERTRD) 2w, MEFERE 100kV 2 T2 o 72,

3.2.5 X il HralER

TENLTZ 7 APET 7 4 LI PMS3070 R = —7 4 VA %A, HlEZR
& L7, [RlREEmA X ftinlirddE TRINT25005 (BRlath) 777 8) 2w
T, XHK CuKor, B 40 kV, HEW 130 mA, AEHHE 10° /min.ic T,
HE %171 72,

3.3 R LE%
AFZED PMS3070 RV 2—7 4 VATl DSC HIEIZ X Y 37.2°ClzkRk
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Z O OWBE — 7Bl S, OB ETIE 7 4 VAL L 72 (Fig. 3-
2) o ZOfERPE, R 2 —HHDRAT 7 VIVIEEDEE L TS TER L T
WBZEDRRI N,

X Rgmlradbad o 1k, JAAE & NEENC 2 F g el E— 2 2SI S
7z (Fig.3-3) ., 77 v 7K (1) 265HE L 72AEIX 5.7 nm £ X ¥ 0.42 nm
THY, 2nFn, ERMIEZRY ~—2MEZIRE 07 IIRoORE (7 £ 5)
MibE. SR AT 7Y LDy X v JHREICRHET 3 &2 63 (Fig.
3-4) .

nA =2dsin6 (1)

Hatta 512 XU, L ~7 L A7 205N - AEED X MR
i o M EMIERIEE O A E s ER I TE D . AREMIMEED 7 X 7
RN, 4.6 225 13.8 nm, AJEMIFEIEE 7 D RIKFEEHD Sy X
ZTEbEIE 0.38 225 0.42 nm TH 3 Z EBHS Lo TWw 3 (5], PMS3070
DMES 7 X MG, 29 LG 7 X =% DTy, EEDMAEMRAE
B EHEPEREWI EDBHS ) E o T,

F 7o, EERE ML (TEM) 82Xk, 72 7 o IxEEHO RN
Moz L <L Eimiicidim gmz i S ey (4 7RO 7 XA FfiEz L5 2
EDBHG N ER o (Fig. 35) . 2OXIHIBESA 7RO T X FHEIX, 2
BEERRIC BT PMS3070 HO RGP WIZEE L, RV v —2FHIEE
T TBRICHEET A Z LItk DR E N EELZ S NS,

BOL DGR OWFED 6 . MIEMIEFERE TR T % 7 X 7ML, ek
DARG S RER & . B O S CIREESERE, Kb T 5 TR X4 v E
YA 7 ETFTADBREINTLB[6], TOEFATIE, KIRKHCIZIEY OB
TEDME T T 5 2 LIC X DKRGZABZ 1T 2 DR LT, SR i@ 2
WL COKDZAMZRRIIIE D EEZEZ T 5[7], EEDOKED S L7
A RIS E O B RS ET & . 2 DT TILVDZLBMEDBEE S 11T
2[8], AFEDRY = —7 4 VL1, TEM G255 7k X 5o, FEShEE
ZEL 7 A THEEDEYA ZIRITIFET 2518V T, FXAVEFA7ET
WEEHBMLTw5, LrLAio, KO TOREEGHARLEZEZD, Hr1DF
AR RY) 2 —HHICL > TORITLEDOLNTVREDIZ, RY2—7 44
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EER S N IS B W THEZEIE T 20508 L kv, 2O X)) BRED S, K
DRV = — % FHEED KRG ICEAT L 2B, K& ol U s
D ff JE LIRS & AR Z I L o>, MO YEINRE 2 ED %
BIRDIRFS NS, 29 LS LG & OB > Tk, 72 & 21, fAlE
IRITECRER ORI 7R 72 E D RGN TERRE & . BEREHE e E oYtk
RGO WTEIHMEiT 2 2 L2k, oM LI 2 EELONS,

3.4 Fli

AWFZETiZ, MPC & SMA odtEAAE (PMS3070) @ HCOXEHED 73 HK
RHIREIETRY =7 4 Vo Zl L7, BonzFR) =74V LDEWY)
PEIZOWTHERTL 72 & 25, DSC 12 & 2 Bvh:atilioe & (R AT ICHARE IR L %
INTIRERE — 7 DB 4L, AT 7 U ILVEDSEEE L 72 RS O R DRI E
7o XEREEMMTORER, XV w—7 40 ahicid, 5.7 nm ORI &
%7 0.42 nm OMIFED Sy X v JTERE o, FRE 0 FIRENO 7 X 5 G
HIET 2 ZEBHO P E o7, $/, 2D 7 X FREEIE, BEH O i
FIIRE & FPMEDE EE T A =9 2 HT 5 2 E3bh ok, EERE T
Wi (TEM) 12 X 2IBREBZEOEE, 94 7IRD 7 X IRESHER I L,
Z Ofitl:, PMS3070 HOSGHOETBuRTRICE W, R v —#H»RE =
SFEARICHETIL 2536 . ACSBHRIAWICEE T2 2 LIck hIBRI N
bEEZo6ND,

DLEXD ., Aitseo R ) < —idfMmfEfilaiEE oREwE L LT, {Lhisho
A7 5T, AHBEENCAGEERO NTEE % EOICHABMHFI NS,
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A, #=pmE, B, FEUWE, C. AERNE (¥F7 re7 ) veEH),
D. FATE, E. REER (27 =v&4F), FRERE, G. HE
FLE, H. $LBTREEE, I. R, J. SR
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Figure 3-1 Schematic illustrations of human skin; (a) epidermides ("A"

represents stratum corneum), (b) the brick and mortar model for the stratum
corneum.
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Figure 3-2 Thermal properties of PMS3070 cast film; (a) plastic

deformation with heating, (b) differential scanning calorimetric ( DSC )

curve.
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Figure 3-3 X-Ray diffraction patterns of PMS3070 cast film; (a) small angle
intensity, (b) wide angle intensity.
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Figure 3-4 A schematic illustration of the nanoscale lamellar structure in
PMS3070 cast film.
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Figure 3-5 Transmission electron micrograph of PMS3070 cast film stained
with RuO,.
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BATE BUKTEY VIRE AR Y < — D PFHERESGE DR

4.1 s

B D a2 JE AT 5 AR I, AR & AR E S A e o
7o T7my 2 LELY IV ROWEEZ DS, K400 OFEWEOEAZ
EEBIT, DS DIKGZEBZ T CREIZH-> TV S 2 LA N TV B[],
A MR B . ol 2 RS (7 2 7 /EE) 2T L <A lEiiamM L+ %
BETLIEICELD, BNIANY TEREZRIETIEEZONTVD,

INFETIERSIZ, MEMEMEEEOREWE L L TEUKkEY VIFER Y
<— (PMS) &ML, ZoRYv—DHCEAKRZEZBEIETHONE R
~ — B D RGO W TRNT &2 T 75 o 7o A5, A EMRaRREE EM O 7
A IREEPHRBMWITER IS 2 E2HPICLTEL2, 3], 2DIEH, Bl
KEY VIREARY 2 — 2o R E > S il 2z RE T 2812 6o C
EHTHGICE > THEIN TV 5[4],

Z TTCARMZE TR, FREMEE IS 5 PMS O EEIRAI SR IC 2w T,
a7z 7z in vitro %, X Ot FEZ W7 in vivo RICTHHGi L 72, *
7oy DY 7 & ARBIEICSUE TR O W T O M L 72,

4.2 9z

4.2.1 k3

2.2.2 IZEHEHDGEIC XL D, MPC & SMA @ 7 ¥ A )ViLEE{AK PMS3070 %
AR L7, 2 DMORIEICOWTIE, RO HASKE A E 72 08
BRSO 2 G 72,

4.2.2 PMS ZAili 7))V 2 —)LIEHE D e

PMS3070 % 1,3-7F L v 7V a—n (BG) &7 Y+xYy (GLN) D&k
BYHITIREE S5 wt% & 72 % X ) ITVAMR I, PMS3070 DAl 7V 2 — VIR
(PMS-L) #157-,

4.2.3 M zEE iS5
FRMUE KO LA (SIRC) DR K7 Vil 1) 7 L (SDS)
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% 0.01 wt.%., BiETHHEL 72 PMS-L ZrEiEE (XY <—iEE 0.001~5
Wt%) ICTIHRIL, 4 v F 2 _X—F NI T 24 BiiEEE L 72, £7-. PMS-L
Kb D ICKHE LS EM 2 T FAfkOBRIEZT> 7%, PFrERFEZ, =2
— 70 Ly FIEBIC & b fllad e % JE L 72,

4.2.4 PRkl

PMS-L % 50°CIZ R L 724 A& v KT 10 512 F WL 2281 (PMS-AQ)
ZIEL 72, PMS-AQ l2xf LT, B 0.1~0.5 wt.% D SDS %#FAEX¥, i
B L L7, NI E LT, MIRED SDS % &4Kimikz JHs L 7
(Control) , KEE/ET A VA7 4 v F ¥ v N— (RIEHSEKRKSHEH) %
v, FER 10u L ZBH A MicaB 3%, RABE (EFE 5 4)
DI ERICPHIERG AT L 72, 24 Fefilfoas 1otz JIBEL . HIBEL T 1 KetRs
KON 24 KB OB RER)G % HEHIE L7, SDS 12 & ) Eild & 417z B U
IS DWT, 2Ny F7 A M T 2RI TR Z 5 2, H()ICHE> TS
HEE SR B L 72(6],

B R EB = AeaF =R g £0< 100 (1)

4.2.5 BRG NV 7R X O

22 ICEHHDOITIEICHEL T, 7 VBERIEE S wt% TEL %Al 7L a—
VIR (HA-L) #3872, FRICLT, A7 77V ZIRE b5 wt.% Tat%
fili 7 v 2 — Vg (SQ-L) ZFH8L L 72, 7. B (Control) & LT 1,3-BG
& GLN ofFmiEaY 2z L 7,

BERG S THEIZOW T, BEEERAD 6 2K T 2K TH 5 TRRER KT
B&, (Transepidermal Water Loss, TEWL) %# /K& %+® » ¥ — %1 2 7= TEWL
MEREIC X DML 72, £72. RIEREEICO VT, AEEAICEZ N
LK CTH D THENKSE, (Water Content of Stratum Corneum, WCSC)
% e R P AU B R 2 i 2 72 WCSC JHlE2REIE I X 0 §F4ffi L 72[7], BB E

(EFEE 3 44) DORIBEANREEZ A ey L, TEWL £ XY WCSC HlE 21T
27, KT, WEY'E (Control, PMS-L, HA-L, SQ-L) % 10uL ZlE
PRAZICT N Ly 2em PUJTICEE D IR 7o, B34 L T 2 IR ISR 2 3k Tokve
L. TEWL & XX WCSC HIiE #4172 7=,
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4.2.6 PZEHERENIERE A I K OWIRE JITE

TEWL HIE 22Tk, #BEREOKgZ#ENIELE (Courage+Khazaka H,
Tewameter TM210) ZF\>7-, 7, WCSC HIEIZ>WwTlX, 3.5 MHz &
JABARE N E L E (IBS #, SKICON-200) %M\ 7c, ##F I~ T, =
i 20°C, W 40 % D BREE T2 T 156 p%ic L7z, JIE % Fhi L 7,

4.3 HiREEE

4.3.1 PR R

SDS (et e B E Rtz ndWE & L CHo s, AWE TR, 2k
YE~DEZ D E > SIRC fifldz T, #2358 I T 2 KR D
SDS ZEEERICM A 7zs T DORNICEHRT Z ML BHEERIFR I D » T
AN L 72455 % Fig. 4-1 1IR3 7, {BHEMIcB LTI Tw 3 &
Ry % EI R TIE, T NOGA blllgEE 2T % X ) R RIERE
HENRDoT, ZHUTK LT, PMS % TIRRIBRERFNIC AR HRE L
722 &5, PMS (2 SDS DOl Z2 KT 2352 D 2 EDHS Ik
27, ZOBHIZOWT, (1)PMS HaEdIz SDS 23D iAE N7,
H5H\wix, (2PMS HOASAM L Mg L oM AE/ERIC X b M O 55 238
. MifghAo SDS D AADHES N, REBEZOND,

4.3.2 PZRG IRl S

RITEICR L7z & 912, PMS 25 IR 2 & > 2 &A% in vitro %
DO E o, 22T, RICE FDOEEICE T 2 HREARHRI R I oW T
nvivoD 7= Ry F57 A MCHHML 72, RERFIEOBE L fEHE% Fig.
4-2 8 X ' Fig. 4-3 127879, SDS 12 & D il X 417 B U )S 1IC D\ T Table
4-1 1R LRI It TR 2 G5 2, 2 (1) I X D G HEsE Sz 5
M7z, ZOK5E, SDS KIEHK D A% Bifd U 725807 Tl 2 DR ITHKE L TR
FERIBEDSE 2B Z EBHS IR o, o, HEER 1 KEIH X D 24 B
MHD A, BRI S  BZgEIhl, 2Dk ) BIG0EIE, KT
HWEBRICB LTI XN BHERTH 5(6], —Ji. SDS &H PMS-L K
%Pl X R AT R AR 2SR O 5 7z h3, SDS BRR & HilE T 2 &
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WD SDSEBEICE T H R IR I Twiz, 2D Z £ 6 PMS
1% SDS D GRS 2 IR T 2882 O Z EDHHS IR o 7,

4.3.3 BRI 7B X ORI P ESGE R

B S 7L, B o DRIBE ORAZIIC. 5 WVIdEND2 6 D
KB SR E R L, FEERE» S KT 52 Kg0E (TEWL) % HlE
THIEICKD, RENY PHOEREZFHGET S22 L TES, £/, KEFD
R B IR ENAEO KR TRBRICKRENE Z E0n., AlEKTE
(WCSC) ZHMIET 2 Z LItk RBEOEKREZFAMT 22 L2ITE S,

AL TIE, BN PRBER IR IcEN MR E LTSN 27T 5
YROeT7ve R EI E LT, PMS3070 2SR ICRUETHEIC DOV
TR L7z, TEWL 88X WCSC DHIEIZDWTIE, LE LRV E o
9 WHIBA G 2 v TR L 72 (Fig. 4-4) , BMEEAZIC D w» T, #Ai
HiO%MEZ 100 & L., AR OBUE % AHHE TRl L 72 (Fig. 4-5) . 3,
RGN Pz oOWTIE, Zffi7 v a—E (Control) . E7lu Vs k
KR 75 vzl L5603 TEWL HO LI ERB O & iz d > 7z DITRY
LT, PMS-L 284 L7254k, 21 TEWL R L2 E06, S
NYTHEDR BRSO 6N, Ele, RIS OV TR, W oRE z 8
L725a1cd WCSC filids B L CRRIEMED I B2 ® & 72Dy, Z DEIRIE
PMS-L 3 b b o 7z,

IS DREHRD 6 PMS3070 N 7ML RBEDOM T2 L3 € 5
ZEBHS D E RS T, KNV TR EIZOWTIE, PMS3070 DEZIEREZ
JED35 X 5@ 2T LTI 6 DKRGZAMZI C 2 e EZ NS, £,
PRiEE DM Iz owWTiE, PMS 23R TRIEEDE WA AR Y v a ) v E% 5y
THPIcEL DI, MEESPRECTEZKRTEPL I EICKDEEZS
N5, PMS iZ 2o oo Z e b O LItk ), KEHELZSGET 25
MELTHOTEMTH S Z LRI NT,

4.4

PMS3070 O HIEAEIFHERE I D\ T in vitro B X N in vivo I TEHiiL 72 & 2
2. SDS b OB EEHEEEZ G TCE 2 2 LRI N, Fi
PMS3070 D¥AGICZ & O KEH 6 DKTZEAB 2 C L L b, MEKDEZ Y
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M5 Lbholz, KENY 7HEREDIN I PMS3070 23§ 12 7 £
TR T 2720, o, HEMEOR i PMS3070 235 -85 i ik o
HWEHRARY La) vEEb OO EEZOND, Y EOFERY S, PMS3070
VBRI E D S IR S 2 R T 5 & L b, BEKREZUE T 2%
MeELTHmOTEHNTHS I LRI N,
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Table 4-1 Skin irritation scale in Japan.

AFREAE R B =1
= itz L 0

+ PO YA 1R ¢ 0.5

+ B 5 DA EIBE 1.0

++ HHE+20E. 5”2 2.0
+++ fIM+FE - BS+/kE 3.0
+ + + + KkE 4.0
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Figure 4-1

REREEEE
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PMS3070

Xanthan Gum
Methylcellulose
Hydroxypropylcellulose
PEG600

Polyvinyl Alcohol
Gelatin

Sodium Hyaluronate
Algin

PVP

Glycerin

The suppressing effect of PMS3070 and various materials

against the cytotoxicity of sodium dodecyl sulfate (SDS).
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Figure 4-2 Evaluation procedure of skin irritation: (a): put the filter paper

with sample liquid on fin-chamber, (b): plast the fin-chamber on the back of

trialists, (c): remove the fin-chamber after 24 hr and evaluate the skin

irritation.

90

80}
I
50 [
40 |

Skin irritation index

107

:1hr

O:24 hr|

20

01 03 05 01 03 0.5
Concentration of SDS (wt.%)
Control PMS-L

(Total score 208) (Total score 117)

Figure 4-3 Skin irritation index of SDS patched trialists (5 males).
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Figure 4-4 Instruments for the evaluation of skin barrier function and skin
moisture; (a): Tewameter TM210 for transepidermal water loss (TEWL), (b):
SKICON-200 for water content of stratum corneum (WCSC).

(a) (b)
105 800
F 104} O initial T 9 O initial
T 103l O 2hr S 10rg2ne i
= [ sD #? eo0f [ SD
o 102}
= = 500
5 101} -+ 5 -
§ 100-{:[‘ -+ e us § 400
£ 99 E 300
o8 |
g 97 - g 200
s i =
N i L S 100 }
el WAL =il
95 0
Control PMS-L HA-L SQ-L Control PMS-L HA-L SQ-L

Figure 4-5 Skin barrier function of trialists (3 males) applied to various
materials; (a): relative amount of the transepidermal water loss (TEWL), (b):

relative amount of the water content of stratum corneum.
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5% BENMMEBENEM & L TOBUKEY VIRERY =
— D

5.1 #¥5

BEFFICHREREOELIEE» 2D, AP SIHICX 2 —T 4 7L, 2
WT Y IR, AT a7 EMEnsiiEroksnsg, mEchHs¥2—7
4 7 NVEALL ZEHEPERTTH D . BEORITUD & BN M2 > T
7 u DROBEOEEEA P ER DG X)L THET S, Ya—T+4
JNVOWENCS 2 anT vy 7 RAZBEDIZEA EDOREER SO, MHEREAY
DERTTH 5, BEOHFLIMNET 2 X7 2 7 EAEHOMBETH D, 2
ZHEUHBADLVWEINDS, Xa—T4 7V T v 7 RACEEN MU,
Ml EAE L IFEOEAER (CMC) 12k THEEINTWS[L], %
7o, BRABEDF 2 —T 4 Z7VEMIZ F EEWIENZRER™ICE Y EbLNT
B, READBHAKWIZR -T2, 3], L2L, 7V—FUHEDH T =)
Y7 X D EEGEZ T EBETIE, CMC HROREEMNEA LD, &
20iE FEOHEICLD TNE (A &ML, BERAPBIAKLT 2 L
WEINTWw 34, 5],

FESI3, MEMEBEEORBE L LT VIREBEETH 22K )L a
VUL R TV X VEEE T 2BUKEY VIFER Y v — (PMS) AWK L.
Z ORI 2T > Cw b, TNETIC, PMS BHOSAKRZIVIR TS Z L.
HOSGWRNEIcE ¥ S VR EoBkEE #Nafbifgch s 2 &, &5
2, &Aoozl Bl IR EEM O 7 X J MG Z2 AFRNITTBET 5
TEhE, M TL— M AE LD E 2SI LT E 2 (Fig. 5-1) [6,
7, Lo L%a23s, ek HOaawHFEEE T, {biEm ki cE 2 ufE
HOBEKE TNV a—Lz2HOE308ER8H -7,

Z ZCARWIZETIE OB 7 L a— iR 2 < AL EUREE U i Al g
%A 7 v a— vz HwT PMS o HOaaWBR 2B Lz, £74, PMS H
CROEEAF A VRS EDEA IO OLTH BN 2T 0, E FBEEZEBELOA
TEBEZICNT 2454 vt PMS HOSAEOWAEMELKHEAHMEIC O WTHR
S L7,
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5.2

5.2.1 3k

2.2.2 IZHWDITEICE D, MPC & SMA @ 7 ¥ A LV HEAK PMS3070 %
B L7, N-vo g7 L L-7 V¥ 250 - DL-¥aY) KA LR
vigHE (CAE) BXO N-[3-7LAF (12,14 F>-2-t FrFs 7))L
TUFX = VIR (Amisafe) ZBROFHRAESHE, -4 e Fude o
Foreirua—2A (JR-400) X Amerchol ##, >V a—r =)y a v (KM-
902) IFfE bk att#lE W, 1,3-7F L v 7V a—n (BG) . 7V
1) (GLN) . FFYAREBF Y7L (SDS) . AF7YILEYAFLT
YEZ Y LERBIE (STAC) | BUKMEEOMWEDF A v Ly F (NR) | % Ofth
DFEIT D TUE TR O 2 w7z (Fig. 5-2) , slBHEEZICO»
Tk, 7Y 7Rt FEEE KOS EY) = 27 VA TEBEZ i,

5.2.2 AULZAHDIREL, FEEE R X NRinE A IE

GLN, BG. B LUz s 0%REAY (GLN/BG) HiZ PMS3070 %z =M 5
wt.% & %% X HIThZ, 60°Clc CTREZ AR ST PMS3070 XY 4 — LI
ZIELL 72, Fig. 5-3 1T L7k 91T, 60°CI2TA A »a8ffk & PMS3070 &
VA= IWER 2 HRRAT 5 2 LI2 X D RE 1 wt.% o PMS3070 47 #0018 (NS-1
~NS-3) Z B L 7=, ¥ 7= FE TR Step 2 12T SDS £ 7212 CAE % 0.25 wt.%
WINT 52 &ick b, BaEEAKS L HoatEs@aittl 27 =4 vk
PMS3070 HO&&HIEK (ANS) 8L UWAF 4 1k PMS3070 HO&EA
Sl (CNS) ZF#HEL 72, X 512, CNS FHK: I PMS3070 R Y F — LA
WRLT NR %2 100 ppm #HM$ 22 &2k b, NR 2RHELL7=hF 4 1L
PMS3070 H A8 (CNS-NR) 28 L 72, #onHI2AEDT
B %2 A A v 28K € 20 5 IS AR U L BIRYOGEGELE (Dynamic Light Scattering,
DLS) (c & Wiz E L7z, %7, EAIKEDEHELE (Electrophoretic Light
Scattering, ELS) 1 X ) A& &HRoRmMEN 2 WE L 72,

5.2.3 ¥ AXA—YBEE KU PMS LEIBE DR

BERISIICHE >, & FBEICT Y —F L% fili L T ARG 2 5 2 - B4
(FA—=—vBE) 2L, TOFX—YFHE%E CNS ORI (PMS3070
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R 0.05 wt.%) 12 1 RE L. oK TR, s esZLickb,
PMS MBREEZ2 R L 72,

5.2.4 BERMITEH T 5 PMS QWS PERHlh
5.2.3.50# D IR TIERLL 72 PMS JUEEZZICOWT, b %E 30um %
TiolevA 7aE—F XPS ICTHiziro7, £9 2 XgwmE~vvy v
k0 RBEE - ARoREBRGE UL L 725, 186 1 BEH D T 100
pm BfEIERD 3 HEER, JVYETFONETFARZ FLZ2HIELTE—7
5T & PRl L 72,

5.2.5 HOGEAM BRI

CNS-NR o#i#i# (PMS3070 i 0.05 wt.%) % w7z bskE, 5.2.3.5
HOITEICHEL T PMS M EEZ2 R L | dORMMEEBISR 27> 7, BEOD
W R DWW TlE, kB2 27 ) ' — )L Fiic @I L T-20°CIl TS S ¥,
JVFRYy FeHwcEEy Rz R L, BigR e L,

5.2.6 BRORIMIPEBIS
5.2.3. GO EIC TIEBL L 722 PMS QUPRESE % 97635 L. slRIEERIN 2 2 A
M (SEM) (1< TlIZEL 7c,

5.2.7 BEZDBUKMERHilG

CNS B X U&7 7 7 EM O/ (BT7RE © 0.04~0.05 wt.%) %
VT, 5.2.3. 508D FEICHEL T BEEZERLL /-, ZOBELMIC~A
ras ) vy r Ao OKEEZ e, BEREIEIEE X OB A HIE 2175 7,

5.2.8 e bl ik PERH

5.2.7 308D I TERL L 22 {MUPESE% PET 7 4L 4T 30 [Hl#EE- /-
%, —CHREE I BRI ZME L, £, WHEEEZZHROC LT 5 [
LT, WEICKDZBEDIENY (AT T774) 2BIEEL, Tho il
Bl 9 XT, &l 20°C., MRS 45% A S - =N Tir - 72,

55



5.2.9 Bt - PERHh

HIRORTLH] (Ea—F4 —F78~T7ThH 77—, d—2—ket8) 2w
Te AR ZROL, ROBEZFERL 7, Bon B % CNS AR
W (PMS3070 J#EE 0.05 wt.%) (2 1 fRE L, 72 OKTHEE, RS
2o 2D, X v 7= (1 wt.% 77 U ILEREE T b V) 7 AKIEHR) 1CiRIE
L. 40°CT 5 pfifiR & 9 £, /KPEL ., S ¥ 7, o (PMS3070 LB
=3 v vy 7)) Z2GF 10 Mg, EERE TS & &b, PMS3070 L
DHEEIC X 3OS EH D2 R 2 TEHI L 72,

5.2.10 N L BZDOHRMEEEEIRE L Lo R o

REBHEEZE L TRY AT AVMATEER2 AWML, 5.2.3. 388D )
FICHEL € PMS WWPHEEZ 2 R L | RIMEERREZHE L 72, £7, XPS I
KB 2iTv», REOCHET2ERFBTFICNT 2 VIERTFORTHM
(P/C) »*5. PMS3070 D5 % 314 L 7=,

5.2.11 JEZEH

DLS 12 X 2 RifEES L O ELS Ik 2 = EMHEIEICOWTIR, 7T
VA K L —¥—%HIFICEFD Nicomp 380ZLS (Particle Sizing Systems #k
#) 2T, 25° C It TTo 7, X HOBE T (XPS) I X 2 RMAILEST
FricowTid, JPS-9200 (HABTHRASHE) 27z, SOGIEBERBIZIC
DV, #HHEEY 2 —)L BH2-DMG (i3 546 nm) % i 2 72 %414
JeEAMEE BHS-RFC (Olympus #) %z M7, SEM #81%£i121%, S-3000N (H37Z
BRI 2 v, K285 5 7 O OWEMERICIZ, VH-6110 (¥
— IV ARARE) 2w, RABEEBRBUCO LT, BgEre LT
a—y3L%EMEAT KES-SE (B b—F v 7S Z2H w7, BEOfE
FHICEE T2 6%, Z OYLH & RIMBEEREE WIE L 7, BEENTERIC
SV, FFELEHIE FMX-002 (42 v 8 v HhAettil) 2R pEs
R L CATEDBERE (25 mm) ([CEE, JEEANCTHIE L 72, (78 LEE 0D
ZALZHET 3 72 D7 ICE, NF333 (HABOTEKASHE) 2 M
726
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5.3 i EHE

5.3.1 PMS Al &G0 #

PMS3070 D% Aili 7 v 2 — Vg H> & PMS3070 H C& Ak 0 FE %2 a7,
Z OfEFR. GLN A 5 PMS3070 % 73 S ¥ 72 54 T IF B DA U 7228, BG
% 7213 GLN/BG ¥ 0> & 708 S ¥ 7o A& K3 50 nm LA T o PMS3070
Hoaah»Hons 2 e o7 (Table 5-1) , £, 7=4 A
G (SDS) B8 XA F4 R mENA (CAE) 2% L <H#HEL %«
PMS3070 HE &A1 (ANS, CNS) 2oV T H KR E R TR 2 5,
SIAEMERIO A B D & FTRRIZIZEAEZIL L v Ld3bh o, Kif
BAIEDOREF, PMS3070 B L 7 H O ARORMIET W EAEM (-
10 mV) 2O TWoicxt LT, 724 Y IERImEER £ 72130 F 4 o ER
MG ER OFAE T CHE L 2 AdaahoRmE, 2 nmeasEa (-30
mV) F7ZIFIEEM (421 mV) 2HOT TV, N6 DFER» 5, £
WA & PMS3070 HO &Gk EEAIck b, BOSBRORREZZ 2
FTICRHBMZ T Z2HBTEL ZEBHS L E R0 7,

5.3.2 & FBE~NDOWAETNE L IRiENE

—RICEBEZRA MY — b XY P E LT, BREHAIERIC X 250N e
ZHMWE LThHF A IEREEEA?RS CHvwen s, 2 2T TRIFETIE, &
F# 4t PMS3070 HCO&AHO7HIR (CNS) ZHWT, BEICNT 250H
WD WCHHI L 72, PMS3070 HE Gk EHAMI ¥ 20 F 4 v ilir e LT
1, RaEDE ALBERER S LT L H B CAE 27,

3. CNS FFEZ A WTY XA =P BEZONE Z{To %, B 54/ PMS
WFERZZICOWT XPS 12X 2 RMILEDI 217> 7, XPS &, MRERMHICIK
X MaeleL, BELEETF2EZOPCffio Z GHEHEI = 2 L X —2HET %
LIk, ZOMBOREKRICHET 20E% REEICONT 2 HETH 5,
HWH O XPS TROHEIE mm FETH D, 2 OHIFH O 2t RHHR
ZR2HNTHHIN S Z L%, —TF, KA TREEEZ KD LEToD
PMS3070 OWEMEIC DWW T HEES 2179 HI 6, 2% 30 um £ THK
oA 7aE—F XPS 2 ToWizfro7, £3. PMS WHEBEICOW T
% (Ols) o= XJi~ v Ev 7 2iT\w, BE—ARD L TIIEAITVARETDH %
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Z L EMER L. (Fig. 5-4a) , XiZ, BELEOMTED 3 mi<cY v ET (P2p)
DHEFART PG 2R L7225, 3 HEDIFIFRA%ZEOE — 7 RE%
AL 7 (Fig. 5-4b) , £ FBEICIZY) VETIRIZFEAEEENTE ST, 7.
CAE It VEFMREEN TR wED, I VEFIZTRT
PMS3070 ICHKT 2 EEZ 6%, ZN6DFER» S, BERMICHL T
PMS3070 23512k L 7= 2 LR S e,

—J5. HOCHEMEBIZ ORE, RO ¥ X — P BE2TIET O AR AL
B 5D LT, CNS-NR T L 72 BETIFBOLHOESHER Xz (Fig.
5-5) . AW THWZ3EWE (NR) 3, BUKEGIZE W THRWEDEZ R 2
ETHILNTE D, PMS3070 HOAKAMIZIZEETRICE W T HE S
LTI XA TREEZIENT 2 2 EDMERSIN T2 EN6[T7], 7 X 7EEFD
BZKIGIZ NR D IAE N THWHDGZ B L Lt EZ o b,

T, BEEY AN ORI X > TR TE S 2 L3
SENTWV 3, AFEDH BB W TREEZER (Foa—F470) FIFTk
COCHER (AT 27, anTy 7 R) ICHHEPHER I 2 &6, PMS3070
HORXAHRIEIBEZONEDO AL 63, NEDZ=EETICbRE - WE L7 &5
265,

INGDRERDP S, FRX =T RBEZIINT 5 hF 4 1 PMS3070 HAKA#F
DN & EVCEBIED S & oo 72, SO I A TEKEE D HLRAL K
SRR 2 F VL 2 AIIE, TS OWE Z R L 72 PMS3070 @ X
7@ % BEZRAB LONMITRI L 2 LB TEL EHEZLND,

5.3.3 NLBENDWEE & BEIERINH

Fig. 5-6 (C PMS3070 ML 7 ATEBEZOEM ) VI TEE (P/C) & EE#E
R E DM ZRT, b P BETIIARIRHENESISR TR 2 72012,
HEMEOH 2 EENE S NI v, Z2 2 TARIFETIE, KIB—ETHNID %
WHRY Z AT NVEANTEEZZHOTEREZT-> %, ZOHK%E, PMS3070 HL
KERIREDOEIN > TR Y VETFIRE OB L, 39 BEERRED MR X
nt,

5.3.4 t FBEIIHT S
MEREEZDF 2 —F 4 7 VERIZ F B EWTh3BERBIc b EbNTE
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h. Fl@dicid 18- 2 F x4 a4 v (18-MEA) & EEN 3 I IENiE 2 T
2D URIBEEFFAIATIMEICL DA L ZIREBTHEEL T 35[9],
18-MEA (ZBiAIEDBRGIEIIIRTH 2720, (REZIREETIZBE DL IZHK
WEHLTWwE2, 7V —F0EPH 77— v J0BIC X DIBGEE2Z T - B%
TlE, FAZATAFEEONKSEIAES) FEORMEEICLD, TH (AR »
e LT BERHIBUKLT 2 2 L. BETD CMC IZ& NS IRE R
YT EPMEINT WS4, 5],

RS2, ¥ XA —CB%, BLU PMS UHESZ0EEMEHHMEEIC X 5
BlZ % Fig. 5-7 IR $, FAXA—YBETEF 2 —T 4 7 A23DNTiLH 1
DBOBHMZ-%, Tk, 7Y —F0HIiz L) CMC HofFE Kb CHliig
MoOBEEMET LccotEz o5, /7, PMS MBEEZTIEIZD L) %
Xa2—T4270DY7 7y 7RG S, @EBEZIGEVWIREEIC F
THIBEIN TV Z LRI N, ZHid. 7V —FUEIC X b kbnt g
‘B % PMS3070 23w, e oEEESH L0 EEZ 6N 5,

KHBEZDORLOAKIFNIEL il L 725 H% Fig. 5-8 1o d, flEEETIE
FBL 72 X9 122 DRMEBBKINTH 2720, KEHERIRZ R - 72 IRECTEH
WHFEL Tz, —H, A=Y BETIIKOEMAMET L, BEERDOB
KBRS NI, ZDEH ¥ A—YFE% STAC ® DMSI HDONT 7 7 %M
T L CTHKBIWEDEIZFR ERBD SN o Tz, M XiUL, ¥V a
— VA T A R EA 2 BT WA I, A B E 0B
TTHEVEDRELBAGIENES VA, 7Y av L iEa T (DGA)
DPFFIZ L D A T8 & OBREDSGE S N CBEERMPHBUK LI N D LS &
T 3([5], AFFETIZ. 7 F4 1k PMS3070 HE&2&Wh2Hw3 Z LIk
h. I A=Y BERMBPREEEZIOEVCIREE THEUKLI NS 2 L238H G 2
Ehotz, TOREENS, AHF A4 L PMS3070 HE&SE&HIZ A IR L TH
WEIAIMEZ O Z ERTRMBEI N, o, B OFHBUKAIRICO VT,
PMS3070 D 2 7 7 VY VEEDIREARLA L CHBLT 2 ¢ EZ 615,

PMS WLEEEZE X NS~ T 7 7 M CUBE L 72 B2 0 BT R O W ih
#t%z Fig. 5-9 129, PMS WHEBEZOWIWHETL X, WINOUMEEZLD D
S IR, 2 90 BRICIKIZIFFHEL TR WIREBICE THEL &, %
oo N7 754 DBELITB VTS, PMS UWHEBEZZ W TFNOUBEE L ) L]
SR 3o 72 (Fig. 5-10) , PMS3070 iz iEhIcEmK & 1
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27 X IRERICIZA AR Y L) v (PC ) DES L M E S HFET
52 EBHSDE RS> TWS[7], PC HEIFEMERREE T ICE T H#EE 2K
PRI T L2 L6, BEBICX > THEL EESIZ ZoMEEICEET 22 &
WX DWEMEMINLEZ NS, BEOMBUKEZIREEZEDE S L,
PMS3070 IZBEZERMICE VTR T 7V INKELELAFEICH S $72 7 X 7/
mEIEKT 5 EEZ 605 (Fig. 5-11)

FRERT IR R TlE, B » v 7 =2 0R L AZBEZE KL T, #id -
T PMS3070 THLFR L 2= FBE213H & D IC iz b 3 I & L pslifEER & 7 (Fig.
5-12) , BEEHEZR ) ~—@HEI ZLicky, EREBY TN L%
265,

5.4 i

AWFZE L, ALRES R E Ul RTRE 72 % il 7 L 2 — )L % F v 72 PMS3070
HOoaAROFHEIC > W TR L, K 50 nm BN o PMS3070 HOA&SAHE
BEONDZERHLIC L, o, RImEEA & oEAICX D KD
ZIEFRE L CEREBMEZ T 2SI LT LB XU Ah F 4 1L PMS3070
HOSG®WB™MEon s Z E2Ho2IZ L 7,

Y X =Y BE%HhF 4 1k PMS3070 HEe. AR TUB L 72 L 2 5,
PMS3070 HUO &AM BEZRIICH —I1CWE L7 2 L 23 XPS 12 X 2 RALHE
T SHE Lo, iz, AF 4 vk PMS3070 HE&AHKITEEZDR
DA% 5T NEDZEREE £ TRIE - WG 5 Z LMD TMEREIZE» 5 H S
DElot, £, WE L7 PMS3070 BEBEEEMTI X SHEERZERT 2 2
EDIRR I N, BFREEEIENRE VUK 7 £ OBRER T 2 PMS3070
HoaARPIcNE S TEEZZ B L 2Ga1k, 7 A7 hiczns %
S CIIRMSEEILELTETHE EEZONS, BEORMPES X
ORI T 2> 5 . ¥ X — P B52HS PMS MUBIC X b TS & ZITRS R
REICECTHIELL, 2, BEEm»LOEbN FE2BHETLHICT7 X
FREMEREI N o LEZ o5, 512, PMS MHIC X 2 BN HER 1L
e, RREBTIEZIE., & X CBEEBERAIRH S 2 L k> 7%, 41, PMS3070
H O A ARDORHEMN 2 BEERE 2 Ve L 22 B~ DSBS N 3,
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Table 5-1 Mean diameter and zeta potential of PMS3070 self-aggregates
measured by dynamic light scattering and electrophoretic light scattering.

Polyol composition of .. Mean Diameter Zeta Potential

ad PMS3070 Solution AdeES (nm) (mV)

NS-1 GLN - N.D.® -

NS-2 GLN/BG - 38 -10

NS-3 BG - 47 -

ANS GLN/BG SDS 42 -30

CNS GLN/BG CAE 41 +21
CNS-NR GLN/BG CAE, NR - -

* PMS3070 dispersion was precipitated.
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Figure 5-1 Cryo TEM image of PMS3070 self-aggregates (left) and TEM
image of its lamellar structure in PMS cast film (right).
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CH3(CH2)11 0303_ Nat

CH3(CHp)17N*(CH3)3 CI~
SDS

STAC

o) COOC_H

I PN
+ —_
R N/I\/\/N NH 0ooC N o

H : H
NH,
CAE
COOH
+  —
e N N NH,* Cl
H
OH NH,
Amisafe
O(CH,),0CH,CH(OH)CH,N*(CH,); CI-
CH, O(CH,),0H
—0 — 0
\0 O(CH,) OH* O(CH,),0H
O(CH,),OH O(CH,),0H
JR-400
(CH,CH,),N

Figure 5-2 Chemical structure of reagents
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PMS3070/polyol
solution

Addition
of
water

Stirring

7] Dilution
P with
water

Figure 5-3 Schematic illustration of preparation of PMS3070 self-
aggregates. NR was added to PMS3070/polyol for fluorescent PMS3070
self-aggregate (CSN-NR). Surfactants were added in the "Step 2". SDS was
used for preparing anionic PMS3070 self-aggregate (ANS). CAE was used
for preparing cationic PMS3070 self-aggregate (CNS and CNS-NR).
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(b)

Intensity (A.U.)

140 136 132 128

Binding energy (eV)

Figure 5-4 XPS analysis of the hair treated with PMS3070; (a) is a two-
dimensional mapping image of Ols on the specimen and (b) is XPS spectra

of P2p ( “—” denotes the point of measurement).
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Figure 5-5 Fluorescence micrographs of the side and cross-section of hair:
(a) and (b) are non-treated and (c) and (d) are treated with cationic PMS3070

self-aggregates containing Nile Red.
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Figure 5-6 Surface friction coefficient of artificial hair treated with cationic
PMS3070 self-aggregate (bar) and P/C determined by XPS analysis.

(a) . (b)

Healthy hair Non-treated Damaged hair with
damaged hair PMS treatment

Figure 5-7 Scanning electron micrographs of hair; (a): health hair, (b):
damaged hair, (c) damaged hair treated with cationic PMS3070 self-
aggregate.
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Figure 5-8 Hydrophobicity of healthy and damaged hair treated with
various materials (STAC: Stearyl trimethyl ammonium chloride, KM-902:
Dimethyl polysiloxane oil emulsion, PMS: cationic PMS3070 self-aggregate);
(a) is photographs of specimens and (b) is contact angle for water on each

hair surface.
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Figure 5-9 Electrostatic decay of damaged hair treated by various
materials. Damaged hair without PMS treatment was used as the control.
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KM-902 STAC PMS

Figure 5-10 Hair fly behavior of damaged hair treated by various materials.

Damaged hair without PMS treatment was used as the control.

18-MEA Cleavage of PMS lamellar layer
(F-layer) thioester

i

$ S0,” S0,” SO,

PMS
treatment

Healthy hair Damaged hair Dameged hair
treated with PMS

Figure 5-11 Schematic illustration of surface repairing mechanism of
damaged hair treated with cationic PMS3070 self-aggregate.

70



(a)

L —
O
S

100

Color residue (%)
(=]
()]

80 |
» S 75
T S 3 70
Initial ~ Control ~ PMS Initial Control  PMS

Figure 5-12 Discoloration behavior of dyed hair; (a) is a photograph of
specimens and (b) is color residue of specimens. Damaged hair tested

without PMS treatment was used as the control.
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O MRHEN TICB T BBKRIEY YIBE AR Y 2 — DA
PERIAE & BBARIEE HE O STl

6.1 o

7R E—VER G R - HRARDIRT, BEOHIWEE WAL LT S
PEETH D, ENOFEERICE T 2HIERIZH 10%ICDIE5 2 EHS 2 E %
5> TW3[1], HAKSERIESDIRET 2 T7 b =S RIBENA Ko 4 v
XU, EREM D70 0—JHH L LT THEBI D R WAROEH ) 25481F
LNTED 2], EHEAKEOFERZ HIF L TRA 27 ftbitTw 3, 4
ZIWE, TUVLT Ol - BREE XOEE LIcB U 2867 P RO B
FHOMEIZ HIVE L=gE 7 2 us 7 = UHITLR03], MkiE & Bl & o EE# I X
DRETIHEAR - DEIOEOEMEHNE L) HEOESFRAN DT 2 £
IOV TOHED D 5 (4],

—7i. WA INETIC, TFRICEFRE) VIEEERCAARAFRY)LaY v
HEHTZ2- 277904 LVAF>F LR ARY)La) y (MPC) % FH5
T oA R v —2F L, BERAR, BERAESE, 227 Ly X
7 . AL 7 EOHEICER L T & %[5], MPC £V 2—I%, &R
MRPEAWEREZRT 2 LM SN TV B H8, WE4E, FEEMH O #E AN
BIRMFEIEEIN DL, HILOLAIRBES LTV 3(6],

FETlE, MPC RV ~—ocb B, A VIRE & o TR WSS
ZHIEL GRS RAT7IILAY 7)) L—1F (SMA) & oiEAREK (PMS)
OWTHRDED ST, InEic, HOMBEESRZFA L 7298
B2k D 50 nm LN PR E AT AW T2BRT 52 (7], £/, Z
DHUEARZZEIE S L 6 nm BREOREAMZ oMM 7 X 7 &%
KT 2 ENHLENER>TWA[8] (Fig. 6-1) , ZD I X Sk, FKIC
BTN 7HERER 2 AR LR KL F . RIMEE K
WS LBELHZ L6, KEEXOBEZOBEMAEM L L CBRIHED
5T 3(9-11],

2o DHIED S PMS % Tl i A iR EEM D 7 X 7 E%
IR 2 2 L TEIUL, PLUSKT 2 &iH2M6D ThRLIlE 2 HHT 2 2
EINTEREEZONSD, ZDOICiE, B > @RI Tk DMEH
WETH B, 22 TAETIZ, PMS HOSAKOREEMZHIET 2 2 &
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XD RHEIC R L TR RB A RE S ¥ BB O OWTHE L, £/, 55
N AICOWT, REOWIC X5 PMS OWLEMEIME &, SOGHEMEEIC
X % PMS EEEO®IEE %77, £7-. PMS NI X 2 ¥kl oA &Gk
IF. B X, FEIEER O BEMEEIRAI S D TR L 72,

6.2 9%

6.2.1 3

2- X7y uA NVAFXFrFNLFAFILaYy (MPC) . A7 7 YUNLRXY
2L —1 (SMA) . EABEH t7F A —F %L 24 Fh ) T— b (FEdh
% T=7F0 NDy ) (b HARMERASHER) &, BRI
72, WEWI'E O Nile Red (ICN Biomedicals #) | & X 8, Z ofthiAic
DV TUE, RO SRR 2 Vv 7o,

6.2.2 PMS U &GO HE

2.22 BLO 223 ICEHEHOHEICE D, MPC & SMA D F ¥ AL LEAK
TdH 5 PMS3070 O HUEEWTEGE (AT, NS) 2L 7z, £/, 2.24
WCREED FIEIC K D, RV 2= L Caoe’E (Nile Red) % 0.1 wt.%HN
Ll ZzHA2EHaEE (LT, F-NS) 238 L 7,

6.2.3 PMS HU &GO EAMIIE

NS ZA4 F Vv KHKTHML TR > —BEL 1 g/l & L7tk EBE X
KR F b U 7 AOKVAWR 2 BN L ¢ pH %2 7\, BERIKEDEEELE (L
—F—Fvy 75—1) Ickh, PMS3070 HIOLGEREHORMEL 2T L
726

6.2.4 b 1

NS 7213 F-NS 2 A & VKR THRL TR v —REZHME L, HBE X
QKB F b U 7 ZKIER 2 BREEN L < pH #%2i7-7%, ZoEkic JIS
EEMEARAR (DAT. JISH) Z8AL. =iRICT 30 oHEE L 2%, IO HL
TR, I,
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6.2.5 X FOCETHrE K EOGIMBEBISE

NS I (XY <—¥EE 0.1 g/L, pH 3.3, 3.8, 7.4) L7 JISHIZOWTX
MROEE 9781 (X-ray Photoelectron Spectroscopy, XPS) #1717\, U VR
TOE—7EED» 6 MR 2 PMS3070 OWEM: 2 3l L 72,

$7-. F-NSHNT. (£Y~—i% 0.1 g/, pH 3.3) L7z JIS §i%13 ¢ LCH
wffe & L. BOCBIEH A 7 4 B A7 A D (T THOCIRME ISR 2 117 > 72,
B HEDO W Ic oW TlE, OCT 2 v 8%~ F (Tissue-Tek #1) #7772
UAENE (Tissue-Tek #) rhic %o Bt 2 cliigg, -20°CITTHIAE L |
279F A% v (HM5000M, Microm #) #HWTEBL 7ZEZH 5um @
BRGU  2 gOEBIEEH A 7 4 B A7 ZZHE O A CaOBBMBR ISR 211 > 72,

6.2.6 BEAELATED Pl

NSHIT. (KV~—JEE 0.2 713 0.4 g/L. pH 3.3) L7 JIS f###% 5x5 cm
WYL CGRBAR & L7z, TV ROLIREEE 2 Fr & T ARERERIE A A v
SHOK TR L, IREE 5 g/l OWANRKZFAML 2%, ZOWARK 50 mL
HC B 2 A LT, 5 RER L7, 2D, 50 mL DA 4 v 5ok d T
5 R L CT T EBMELTo7, T EHEME O, 1. 2 MoHEAIZ OV T
Wz XPS JIE 21TV, RENCHLET 2ME T & KB F O FEEELL
(S/C) #HH L%, Bohk S/C s, MBAERITICE T 2 AR
AT L 72,

6.2.7 RITCHE BN %2 o 7= ARSI S DRl

NSHIL (RBY-~>—i=EE0.1 £7:130.4 g/L. pH 3.3) L7 JISHiZ vF %
— CIER 6.5 mm OFIICHT B TRl & L7z, F72, JIS L-0848 icfit -
THBEINBIEATITR I, MEEEYE L L TR TS ) 7 A
(SDS) 7 g/L Z#iAfESeC, B & L7,
SRIUEEKEETVICOWTIE, R EBERZHFER>ETLVTH S
MVitrolife Skiny (24 Y =2V ¥4 7, 7 v EHASHE) BIOERKED A
7 57%5EFINTH2% LabCyte EPI-MODEL; (24 7 2 V¥4 7, & ¥ 3y
TA a2y 7Yy ) 2L, 1 BiikH7D 3 EOKEET VR
T L 72, ZNZNDEEE TV & alBREDOE % Fig. 6-2 1287,
AEVERIREN R ORI Ic DTk, JIS L-1918 22412 L ¢, LFOFIHEICT
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fiofz, T, WEEEERMICGABAAZMMA L, 2 oBfiics LT 2 ffE=R
DR 2 BRI T, CO, A v Fa_—FNIZ 24 W, BEL 72, Lk
DAHAEGET L 0EE MTT 2 HoTAMEZ e L 2%, KEETLVER Y F
TL D RE, FREDMIARIC TEOELR L L <, HROBLE % HE L 72,
SDS % & £ Wt N T Z &8 S8 RN JIS §i % kvt xtid (i 77
100 %) &L, fRonPotED S, 3HEDKIEE T IVICE T 2l EAER
DFHfEEEE L 2,

6.3 R LER

6.3.1 PMS HA &GO EN

R VIBEICE ENAMEEIETH R AT Y v a) v (PCH) 12k
D UERFRSEL L 2 ) URESHEEFAET 2 o, Mg LiERWICHETH B
EEZoNTWS, £/, PNV P NVFAFY LAY veEFERSTET S PC
VR — 2 OMEFNCEWTH, FEVR T TIZRIAEMN20 mV TH 25 I &p
WMEINTVB[12], L2 LAaMS, T OEIRES TEROEAICIEERT
WAk pH U T2kl m{4ﬁL%#%5kLT%@WfiE%ﬁ\*
W SRR CRAEM2ZH S 2 EBHS IR TWB[13, 14], PC
VAR — LthEd S MM T cRICHE T 28 iicow ik, PC #o
AT 2 AR R0, VAR PICHFAE T 2 BBMIR T DY R Y — L RE DR
nEMNEZSNS, £7-. pH O It -> TERE B J:ﬂ*?%ﬁ'ﬂﬁﬂc&)m

Tlix, PC o) VIEFRILICR L CREA A v MMT 22812k b, a
/%ﬁwmﬁﬁb%ﬁ*ik%ﬁéﬁﬁﬁtmk%zén%o:n%w%ﬁ#
5. PMS3070 B & &t o PC Iz \W»WT, EIKD pH F%Ic X b fifdB kg
Z BT Z 2 MR RR X N7,

Z ZCARE TR, M4 7% pH 2B % PMS3070 HO&AROREENIC
DWW TCERIKEIEHELE I X D IEZ T 72, Z OFEHE. PMS3070 HC A&
1% pH 3.8 fhHEzEE A L L <, BEMICIXIEER, HifEo o HEEMEM T

BEMEZHEOS 2 EBHS L o7 (Fig. 6-3) .

6.3.2 w4 5 PMS HES &S H:
n =R r#HoRmpBibIne T, Bk A LvRFonits
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BL %, fMlkeru—20EEMTH 270, MrKPIciE LRAPAE
iz N5 Z EDHONT WS, ZEoIZLUL, KPIZE T 3 Ko RImE
frl3-2 225-10 mV BETH 5 2 EPWMEINTWB[15], ZoMWHEZFHL
T, Bl Z I SHRHE IR 2 5T 2 -0ic, RETZLVXILVEZETLHF 4~
PEREERR 7 S 2 2 a— v 2 FERE I 2 HIEDE Hws T
W5,

AWFElix, pH §#Ic X b RmofiERELZ 2372 PMS3070 H&
Gz HOT, Mg 20052 58l L 72, XPS Z WK Y v JETD57
Mo, WD pH %2 3.3 IZHII L 2R TIE R Y 2 —DWED R & 7z DITxf
LC, pH 3.8 U ETIHIZEAEWEBR NG >T (Fig. 6-4) , 26D
fEED 6 pH JH%IC X ) IEICHE L 72 PMS3070 HOASAWEDS, KR
DMEUHTE L 72 fIcy L CEERE L7 B2 o 5,

6.3.3 HOGHHMSEBLIEE

Nile Red % Na{t L 72 PMS3070 H O & &K% Fv T, BRMESEM T I TR~
DWEAEM L2 T o 72, 16 N3k 2 Bk 1212 < L CHOCTEBSIBIE 217
otk A, MRHERITICE T 2 HOLDEZR E e (Fig. 6-5) , Nile Red 1%
BUKMEDQHDE 70— 7Ch . MIBRE T T3z L A L2 T L Rvds, JE
MRUEBREE T TR WAEEZ R T 2 EBAIS LT 5 [16], AGBRIC B\ CHHEE
BRUAOCHMER I NI 2 L5 PMS3070 o) 25 7 VILIEDSBEE L 728K
ZH L TE D, Nile Red lZZDHICHFEET L EEZ NS, 26 DREED
5. MHHERIMICE TS PMS3070 D F X 7 BRI RR I N, 7. Hilk
HED W BIEE 12 B\ TRlHE D R BHICHD S K L o e 2 & 926 . PMS3070
DAMBHERZ BB L T3 2 S E -7 (Fig. 6-6) , PMS3070 #78
JEDIEMERIE X Z Wi S HW 25 2 LI3WREETH 205, el by 7S
ra PHEDREIZL O LRI NS,

6.3.4 PEAIRIAE

7OV X VIR (AS) (3N PRSI 2 A T 2 SUETEIEAITH D o DAl
DEFTELTEHECHENT WS, Ll WRROTTERA T
BEE I AR L JERIEIR 2 RS 2 Z LS Tws, THE
LIFHERIAISE « 7 b E— MBI RIBHEAT A K74 >~ 2006, IZBWTH Tk
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AN CEUIRIMERAOGEEROD LSO EMHT S, J BRI NT
B[], %, sHlzfld 3 IcEr st sfikIns iz, 7HE
—REREEDOHR L ST, —BIHBEFICE T B0 E,

AWFFEClE, PMS3070 HOASAMWTMIL 7 JIS #% (PMS NTAG) % ¥
L7-BRIc, MERTICEET 5 ASRICOWT XPS 12 X Wil L 72, Z D5,
TR OBIINZHE - T, MAHERTIC BT 5 AS FfFE A L 72 (Fig. 6-7)
¥ 2MOTTERTo BN O WT, RINLAATIZ AS S I Nn7-DIC
X LT, PMS MTAR CIEBHRALIT £ THA L%, 2o DfEE» 6, PMS
MTAIE AS ORERPITS 28, £/, B L AS I2o0TH, TTFIC
X oOTBRBGIBEINDEZEDBHS L L o7,

6.3.5 HEPEEIEANER

SRICH B E X b RO B E S XTI TSR L il 7L T
H Y EF, LRSS RIHERLL O B§ — Xl 2 Tl 5 72 D 175 in vitro
TR E LTEHELHOONE L9 I oTE R, HET TN EBRRIC—E R
el X &7 OB EAR L | BIYERERIC B T B RS — AR 0 BT e 5
(Draze ) ZEmWHBEEZ R T2 L3 E I NTE D [17]. & b HSHRHERL,
ZEM L 7-BOAE oG %2 Pl 5 2 L 2SATRE 2 ik & LT, JIS
L-1918 "Bl oo B2 — XM aRER T % - S5 e FE £ T 0VE) &L
TE#LIN T3, ATk Iz B L., filaat: 2 n 3 Smisik
#HITdh % SDS Zillifilc iR I Cilliia i) 2 ik D, PMS fiTic k-
T SDS DHEIMEIR S 115 2>, 2 FEHOE LG € 7V % Fl VTRt L 72,
B DRGSR, PMS M TREEDRINCHE > TR AEAERED M L L7 2 &0 5,
PMS Jl T SDS D&M 2K X ¥ % 2 & 23 5 7 & 7 - 7= (Fig. 6-8) , Vitrolife
Skin 3B & 75 7% 5 EF )L, LabCyte EPI-MODEL (3K DA 7 %
EFNALTH 2D, OTNOEBEREETLVICBLTH RELRMETTH-> 72,
SDS Dapth 28I ¢ 2k L LT, (a) KU ~—BEfic SDS 2355 &
NBZEITE)EENDBITLWT Sz, (b) AHud SIEH L 72 PMS 238 SDS
EMAAMERAT 2 Z ik D EE2 S, (o) B S H L 74 PMS 23
M EMHEIEHA T2 2 12k ) SDS TR 2MiESNE S, hEBNEZLS
N5, HOBAMEREED S, RV~ — IR FIIZEEFIDEE LIt wl &
DHOPERS>TW SO, (a) DABEEIFEY, 8> T, PMS HO&&HK
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T X 23 EHEERE X, (b) 7213 (c) ORI = ke 1o
LRV e—0DBERE T Ick), BHINEEZ NS,

6.4  Fla

AWFZETIE, BUKIEY YIRE R Y < — (PMS3070) ®HEAAKIZOWT,
MBI X 2 BHENDOBREERIE, BIO, WEMTICLD 7o 3Nk
AIAH G B IR & AR A D TR L 72,

£9. BRIKEDGHELE IC X 2 RAEMMED 5. PMS3070 HAXEHIZ
pH IS L CRmEN 2 2L 3¢, i SHEEESEAE Tl 2213
ICHET DI LT, BESE T TCRIEICHET S ZEnHo L E ko,
RIAPEICHET 254 CRMHEZ M T T3 2 Lick b, EBETHRIE LS
T 5 2 EBNXPSHELSHS P E 0Tz, o, SOCHAMBBIZEL S, R
Ve =D EORMZBE L, 7 X ITHEZEL T3 2 EPRBI NI,
VeI AR D> & 1%, RN AT ISR T PMS N AR X PR s Al o 354y
THDTIIXIEIEE (AS) PHE LIS, £, TTFICLDAZIC AS
DHREIND ZEBHS P ER 0T, 51T, ZRICHEFE % F o 72 3l 2>
5. PMS MM TARE, REmiEHEAl (SDS) @2 RS ¢ 2 2 EBHe L%
277,

DL EDOFERD & . PMS ITAT XL AR O IR & 72 2 G ER O 5 %
MHE L, Z20FEERET 2 2 EBH 2 E BT, 5%, KEREZ RO
FOLODONERMTIAE L, ISHBHEEE NS,
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Nano-dispersion Lamellar structure

(diameter < 50 nm) in cast film
» PMS
fig il # T

AL ¢

i }j B

2 X
L = TR X i K\\T\\\\. "' X gﬁ‘
B I enm
‘e“ﬁ AN \;.‘ix\é\g i g 4 i ‘i\ i‘ﬂ?ﬁm\m %I g..\.\\\\ g\“} T
Substrate Substrate

Figure 6-1 A schematic illustration of lamellar structure formed by drying
of PMS3070 self-aggregates.
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Figure 6-2 A schematic illustration of three-dimensional skin models and

outline of the evaluation procedure.
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Zeta Potential [mV]
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Figure 6-3 Zeta potential profile of PMS3070 self-aggregates as a function
of pH.
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pH 3.3

pH 3.8

136 134 132 130

Binding Energy [eV]

Figure 6-4 XPS spectra of P, on cotton fabric surface treated with
PMS3070 self-aggregates at various pH.

83



100 um

Figure 6-5 Optical micrographs of the surface of JIS cotton fibers treated
with PMS3070 self-aggregates containing Nile Red: (A) Brightfield image, (B)

Fluorescence image.
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50 um

Figure 6-6 Optical micrographs of cross-section of JIS cotton fibers treated
with PMS3070 self-aggregates containing Nile Red: (A) Brightfield image, (B)

Fluorescence image.
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(x 1072)

1.5
H norinse
O rinse x1
O rinse x2
1.0
O
(7]
0.5
0.0 N.D. N.D.
0 0.2 0.4

Polymer Concentration [g/L]
Figure 6-7 S/C obtained from XPS quantitative analysis of PMS3070

treated cotton fabric after washing with laundry detergent. Break line
denotes the minimum detectable quantity of S/C (approx. 0.1 x 10?).

86



150
O Vitrolife Skin
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Figure 6-8 Cell viability in three-dimensional skin model attached to
PMS3070 treated cotton fabric for 24 hours. The specimen was instilled
with artificial sweat containing 7 g/L. of sodium dodecyl sulfate as a

cytotoxic reagent.

87



25 3k

1.

10.
11.

12.

13.

14.
15.

16.
17.

"Guidelines for Therapy for the Treatment of Atopic Dermatitis 2005",
Health Labour Sciences Research (2005).

M. Furue, F. Furukawa, M. Hide and K. Takehara, The Japanese
Journal of Dermatology, 114(2), 135 (2004).

H. Shirai, M. Kimura, T. Tsuiki and T. Sugihara, Polyfile, 43(509), 18
(2006).

T. Shimizu, Y. Obayashi, Y. Tanaka, Y. Odake, M. Odera and S.
Watanabe, Japanese Journal of Dermatology, 116(5), 767 (2006).

N. Yamamoto, H. Fukui, S. Yamada and K. Shuto, JETI, 53(1), 147
(2005).

M. Tsuchida and K. Shimada, Fragrance Journal, 28(12), 118 (2000).
N. Yamamoto, H. Irie, N. Sakamoto, K. Shuto, T. Yamagishi and Y.
Nakamoto, J. Oleo Sci., 55(9), 465 (2006).

N. Yamamoto and K. Shuto, Preprints of the 8th SPSJ International
Polymer Conference, 425, (2005).

H. Fukui, K. Awai and K. Shimada, Fragrance Journal, 33(1), 97 (2005).
K. Awai, H. Fukui and K. Shimada, Bio Industry, 22(9), 45 (2005).

K. Shimada, K. Awai, H. Fukui and N. Yamamoto, SPC Asia, 43, 14
(2006).

S. Ando, H. Tsuge and T. Mayumi, Colloid Polym. Sci., 274(2), 178
(1996).

H. Matsumura, F. Mori, K. Kawahara, C. Obata and K. Furusawa, Coll
Surt. A: Physicochem. Eng. Aspects, 92, 87 (1994).

"Application report No. Zeta-SCJ03010", Sysmex (2003).

R. Sugihara, H. Tamai, K. Moriyama and T. Suzawa, Yukagaku, 40(1),
32 (1991).

P. Greenspan and S. D. Fowler, J. Lipid Res., 26(7), 781 (1985).

K. Morota, N. Morikawa, S. Morita, H. Kojima and H. Konishi, Tiss.
Cult. Res. Commun., 17, 87 (1998).

88



HTE el

KX Tld, BUKEY VIBERY v —2H/K L, ZO0HC2GH 285729
DFEEIZOWTHE L7z, 7. JOBUKEY VIFE R Y v —HUOSAEIC
DWT, BURMEEEYICN § 2 AALEE, KRB OHIHTE, & o OISR
T OMAIEGE 2 S 22 L, Bl Zzbdinh - Wi - SaEn THFEM & LTo
AR O W CEHIE L 72,

B ETRIFEERE LT, VAV 2L L0 T VIRHACR Ak L
U VHREA Y 2 — 20 THBLL . AFFEOBUKIE ) VIRE R ) < — 12 ifs &
NBEEREIC D VLTIl 7z,

B2 BT, BUKMEY VIBE R Y v~ — DA, HOSA oL oS
BoNHORAEOEEIC O W TR, £, FAFY LY VHEEH X
ZI7VL—bE/)—LATTINEEGAY 7))L -/ 2—2 T )
HHEHGT LI LIk, BUkEY VIREARY v— (PMS) 237, PMS %2 kf
ED T IV a2 —)b EKDIBEGTEEHCMEREIRT 2 2 &gk b, k% 50 nm
DToHCaAaRIME NS 2 2SI L7, £/, PMS ORE{LEEICD
WCEHI L 72 AR, BUKPEO G ABIEEYE 2 ZE I LT E 5 2 LD
otz, PMS 3EOHELAEZ oI b 00 69, RIIIHTEREME 72 0 12
MRS . BN L2 b O EHO L E RS,

H#5 3 FTld, PMS HUS B DB IR TR & 11 2 Sl ic DT
a7, REERBEDNT, X SHGEHENT, @A 1 PR RIS D R5 R,
BB OMIERIIEE & EEMMED RN 7 X J J@H PMS g2 i 12
HAEMWICERI NS Z EBHL D E o7,

55 4 FETld, PMS ORIBUSIREERE S & OB ISR 3 2 FITEIC D v R
L7z, Z DGR, PMS OFFEIC & 0 Fim b Al o iz 5= B R 2 A
THIENTE, 7, PMS ZRRICEAT 2 2 LT D KEEH» 5 DKITH
eIt L AR RZN LSS5 2 ERbhoTk,
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FHETIE, 7oA VEF 3 A F A O R IEEA] & AL S 72 PMS
HOSOHoORMEN & BEZINT 2GHMEICOWCEHIGIL 7z, PMS HE2& 6
i, SRR & OEEIC X DR ZZLSE 5 2 L S KRAEMD A%
LI L EDHS N E ST, R=—=2 7V —F R EICEVEEL -EE
k. IEE DMK X D REBEEIBZ N T 5720, R 7=F %5,
ZDdhFF M PMS HOESGHIZ, ¥ A —YBEOEME L VAT D%
BRICENE - s L. BEZORMIRECHEAKMEZ @FEESE L IZIXR%ICE chliE
SIEABTEDBHL D ERST,

456 FETld, PMS HUSABHEMEN D pH AR EBHEM LA & L <ol
MO WTEHE L 72, PMS HES A A IZRRMSIRCIEICHE U, Moo
L UERIRECOIIFRL AT 2 2 B X BB TFANPoHO L E RS,
E 7. ZROUESELE 2 M 7R © . PMS AITIC X O SRTE R O3 2
S5 2 EBHSNER T,

AFIE TR & 1L PMS L&Ak, ARBAEOR LA & L b
FHRTEDSE < . % 7o, WM SIS & LCHERET 2 2 Lo S 5,
$h. BEKORIER2ESHETRETSS 2L, K < —AEDEED
BHICH L TRERAS - BRI 2 5T Lo, BEREPERM & L CDEtkN -
{HE R - AEN LAY BFC OMIE IS DI S 1L 5.
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