BIVE BHAAECEI2ZHLER) ~—Bh+0 U ViR
v MR

5 AL

RIABE At nm~3KE pm O R U ~—hi 1%, (LB AI[1-3]. b F— AN
[4]. BEHS5-6]. EFRHAZWMEERA[7-9]. N7 v 77 U Y —[10-19], KK v~ 7
T T4 =N T AFEHN20-23]72 EDFEME L THWAZ ENTE LD ETHIH®S
HTHDH, ZNHDOHETIE, AU ~—hFOR F1835 LUK S 2645 2 &2
FHETHY | B CAROR FEOARENMBEL HEIChIZ> THE ST
W5([24-33], £To. M FOBKRICERE AN, BEEAZARE ST 52 L TH O
{BIZ X DB EEZ R OR Y ~— 10kl 1 %2 15 5 /% (Self-ORganized Precipitation
(SORP) method) 72 & HHiBlZRGAkIEE LT, IEFRICHE STV 5H[34-39], ZDOHT
b 2R 1T, AN AR DILEW A TR 2 2 & THRA LA 2SS T LN TE
DEEREYERL - & L CHEREN RV, P2, a7 —vx/b, TP X AR F7e EORE—T2 R
U~—FkF1%, B LWER L IEBENRHBEO DI FEMEMICHFIE SN TN D
[40-55] o, HZERY v —ki L, BEMR) ~—BLOT o FL— 2B A 7Y v R
a7 =Tz VR R TORB I, EO%, 77— MR 2GR TS 50
X, WIRCREET 2 2 & CTHEMARY v~ —ki FbirE S, hEfEESs T 7 L —
MECX VR END Z NI TH H[56-60], FTHLHAEME—XT 71— Mk,
T a T b ME BRI, FFEEEIERLE [61-65] BH D | KRR
AFLo =Xz T o7 b— e LA E — X7 7 b— MET R FEOHEAE
SCIEINC Y ¥ — TR E i D Z LN TEDHARTTIETHD, L, ks
LCT 7L — b OBREPLIETHRIENEME L 720  BRET DEIIMUDOEM R ) ~—
DY = NVINETR LT, L2 > T, kkx 28 CORZERFDOFEIRITIZ, LV #h=R
() 72 TR 28R AR BT EE O HARBR R 23 BE & 72 B, RRICTE REMIE S A 7oA REMEORE - D
THEAMEE R OHPERTILIRT v 7T IR =72 EOEEERS IV TSH
FPHNL S . SR FEM T D,

5 E[39] Tl iy v — 7 b i R DEIRAR Y AF Lo 77V m =K
NALTE S (SAN) KA T 572012, WO =</ a b O/W =v/Lbya
~OERFH & A O MEK 23 KIZHERT 2 Z & 25 H L T SAN R % JiliFH > MEK 2> AT
H &S 2 TR 2 F— ORIk 2R LT,
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ARETIT ZHERY ~— R A Z B EICEBLT 57 DIZBR SNz isliE L #R—E L,
Figure 4.1 (27”7 X 912, BN EORY ~—fki FiHf 7 v & 2 Tix, AU ~—72 O/W
Ty ORI ISR T 572D BRIRR Y ~—hFOHEEKT D

(Figure 4.1A) , F-ERIR F 72132 ALE Ok 1 (Figure 4.1B 35 LV 4.1C) 72 E OIEERIERL
T 2T 2 720IiE, WENIZR Y ~— DR =725 2 ok L7272 720,
ZDRDBRARE I i a BB T 572012, OW =<y a OfifEE LTRY v—
D BRI & BRI ORBTEIE A 25 2 & 7R Uiz, i o BYsiE & s o
SEEIIFERIE AR Y ~ =R 25572 OICEETH Y | RIBEIOKEEG RS L . AR
B RIS IR A IR L=, W/O =< /L a3 v h O/W v Ly 3 U ~DEEfEIC
BT KRR DIRANT KPS & NGNS & OB OBUKMEDZEZ T Z LN TS
. 2 ODOEEOMABEDEITHOBEZFRT DL LEXD, Thbb, EHT rE X
B TKOEBEUS X0 KBEHEBEOBUKMENMET L, 2 D OFBEIEE R OF /5B O etk
DHIRFEN D, Z OB 2t R 2RI L TEAE SAN b -2 L, &
BLOSAN BENSKRLFIPREIC E D X H ITHET 50 2] ~7= (Figure 4.1),

Polymer / SAN Water Water

Good solvent

Mixture of good
and poor solvent

Figure 4.1 Schematic of the formation mechanism of spherical poly(styrene-co-acrylonitrile)

(SAN) particles with heterogeneous structures.
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4-2. RBAEK
4-2-1. BESLUHH

R~ —Ri - OVERNZIL, Sigma-Aldrich Co.# KU AFL o7 7 Ju=)V LItE
E¥ (SAN) Z H iz, 078 (Mw) 165,000, 77 U =k U LOEH &I 25 wt%
Thod, R ~—OR[E L TIAF LT L7 by (MEK) (Fastishk T3 (k)
Behaddl), (Riffao A RE L TIKBHEORY E=L7/La—L (PVA; 7 T L)
) Z iz, PVA OEGER LT AREIL, 22 500 & 86.5~89.0mol% TdH
%o SAN OHEVEHE LTI A T VT 7 aaFt (MCH) (RGBSR TEE () L, 4%
R d) BLOANFH v (HX) (PSR T2 Bk 8, FaEE) Z2 Az, B
BEISRAT~ LY g U EFEOTHEOICA ) = MugTERIO ClSolvent Red 8 %
HhyatEYekl (Vari Fast Red 3311, VER Ykh) & 7z,

4-2-2. I3V ESANKFORA

AL, SAN, YeBtZ 2 F0 5.0 wi%MEK 2 b v 7 RIS L 7=, B A ORIk
FESRMHIZIE U T, 4 MEK iR, BIAEE LT MCH & %\ & HX & FTE&H 0 1D |
iR F ORI A T o7, 1L AEDFERTIT, SANEEZ 1.0 wt% & EEL TV
5o 1272 L, HRDAERRIZ 2.0 wt% & 1 VO SAN R FEE N B 72454 SAN @ 10.0 wt%MEK
WR &2 R L CEH L7z, MEK & MCH OfAA 1T SAN OWEEMEIZ DUV TI~ 72
FESE. SANJBEZ 5.0wt% & L7234, MCH: MEK=~4: 6 % CTI3I&fi# L7243, MCH :
MEK >5 : 5 CIXAfRE T A@m L7z, LR -> T, WO =<)Ly g »OEEHIC L D SAN
K OFiE, MCH : MEK <4 : 6 TfTo7z, £72. MEK & HX OflA 5O T SAN
DEFFPEC DWW TR R, SANIREZ 5.0 wt% & L7286, HX : MEK=~2:8 %
TIVEMR L7=72%, HX : MEK > 3 : 7 ClX SAN (XA AB L7, L= ->T, WO
TV a COEMIC LD SAN KL FOFRRIE, HX : MEK <3 : 7 TfTo72, £L T,
4 MEK i & AT E &l 0 I BINORKZ =R T T L7 (209,

—Ji. KR E LTI, 5.0 wt% PVA KK = W T2[39]. 7ed, WEEZRRT DB
VAR R HL4% | Z Branson Ultrasonics Co.f CPX 2800H-J C#EH RS L 7=,

SAN X° PVA % & A72 MEK/ZK =~ )Ly 3 V%1%, Figure 4.2 (O~ FIATHHE L=,
ZOTRERTEBWT, AKFIE—EIZRINT 2 LEE L TLE S LRI TR
N4 57E% iz, SAN @ MEK 5% 20.0 g 12 5.0 wt%? PVA KIE#R 4 mL Z ¥R L,
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BTIRAW 2 1~3 43, SRR Lic, 7238, AKMHORIMIL, SAN 2 ETro~/Lv g v
Wl 2452 £ CHAEAIZ 12 [FHRR DR L7z, i TRFOF/ AT v 7 ORI, HIH o
I~4 A7 v T Llth®D 9~12 A7 v 7 TlE 1~3 43k Liz, LovL, #MAFED 4~8
AT v TIZBNTE 5~10 50 L RO OHEAREM & Lz, TOHBIL, =< /Ly 3 v Dix
FZ2ZEVNETESE 272D Th D, £0%, 3mL QKA TS 1~3 4y Ofi#Rk
WaL ., BEWIC4EMATz, ZO—EORMETFIEL, Figure 4.2 (2777,

IR DIREIE, Tt E gt U EREE NZ-1100 Z V> 700 + 20 rpm TR 5 Z &
IZE D To70, Fo, AR L7z SAN KL%, SRS X7z SAN KL AR IR & DA 4
KB A, 27 Y 4E H-2000B % FV T 10,000 rpm, 10 5[ D 42 Come 04y B
(XD 3EEG L, 22T, ERUSERRAIE KL & 2 0I5 3581203, ik
PRIZHE 13.0mm, &S 155 mm, EE 1.0mm OEHFBEEGRT L — & LT,

4-2-3. I/ 32, SANAFORNY

T a VROV A AL, Keyence S BAMEE VHX-2000 (2 THIZE L 7=,
Fo, AERK L7z SAN B -i%, LB CoBEL . B SZRYERTR S-3400N |2 TR 1
REEBIE L, =</l a S ANKLT O LR T BORLEE 3 AT 1, B ASEE (k) 3
Microtrac 9320-X100 L — —[BEIHEIC LV RIE Lz, =~ /L a3 > OfisfHiE, Horiba
B FRUK'E 475 Laquq DS-72T T H 4 REM A FFOERRE$E H BA% 3552-10D (2
TV a VIRIROBRAZERRED BT, =~y 3 » O ERSHRFE R O e
M7 s EE A8 i, & LT3R FAKEEESE  FCV-100 (KSEEALAR) (X v BlE LT,
Z DOFE, K Z B E O —EEE TORERIL, KDS #1277 K-DS-100 % H
Wiz,
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Oil phase
SAN : 1.0% MEK solution 20.0g
(O MCH: MEKratios=0:10-3:7)

(@ HX : MEK ratios

=0:10-2:8)

(

Water phase

<: PVA : 5.0%

aqueous solution 4.0 mL

Mixing 1 -3 min

X 4

Mixing 5 -10 min

X 4

Mixing 1 -3 min

X4

(

<: Water phase
Ion-exchanged water

12.0 mL

Mixing 1 -3 min

X 4

\ ¢

Formation of particle

Washing [

10,000rpm 10min

Centrifuge ] x 4

Particle collection

Figure 4.2 Flow chart describing SAN particle preparation.
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4-3. BREER
4-3-1. IV avRBIcHT 2EBEOEE

ERIRLISN DKL 2155 T2 DIZ1X, Figure 4.1B B X C (TR THRIC, O/W =</l 3
> O TIRAWREOMH BN X SAN 2488 —IC0MSE5Z ENNETH D,
Z DD DOVEEIRGAT, OMEK SiIRFIT 52 &, @QSAN ODEFEETHLZ L, 56
IC@KIINETH D Z & Th D, Hx REBBIZOWTHET LR, A FLv 7k
P+ (MCH) &~FHr (HX) MEtETh s Lz,

MCH <° HX Z & £ 72\ %R[39] Tlt. SAN O MEK A& PVA KRk Z Nz 5 & W/O
T arnb O/W T</bya U~ER Lz, £ 2 C, ePisfiicls LiEd MCH
RN D B2 2 s SR TE 7> & 7=, Figure 4.3 (79X 9 (2, EERT, MCH %N
#9725 MCH : MEK (k) = R I2B70 597, PVA /KIS OUSINEDS 20 mL TEJKIZ -
H L7z, FRRICEEMHICB LT T HX IRINEOZE LR ~7- L 2 A, Figure 4.4 |Z/RT &
INZFREEDFER DGO NI, Lz -> T, WO =</ g b O/WZ</Li g~
DEEFAEE MCH RINEF X OV HX TR ITE A9, PVA KRR OB ERIKAF
THZ ENnbroTl,
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=160 |
= )
S 140 ®
A
=120 | TN A
i o
g% ¢®, ,gnut
2z 80 | *0 AN
S 60 +24
= i A ® MCH:MEK= 0:10
= 40 | o mMCH:MEK=1: 9
(3 20 | 0 AMCH:MEK=2: 8
0 A ¢ MCH:MEK=3:7
0 20 40 60

Addition amount of water phase / mL

Figure 4.3 Effect of amount of added water phase on the emulsion conductivity for various

methylcyclohexane (MCH):methyl ethyl ketone (MEK) ratios.

- 200
5

150 F o ©®
] ®
:;’100 - ® ® ] A |
> L | |
= . | |
o )
s S50 | @ HX:MEK= 0:10
'g . ® BEHX:MEK=1:9

: =2:8
8 0 . AHX:MEK
0 20 40 60

Addition amount of water phase / mL

Figure 4.4 Effect of amount of added water phase on the emulsion conductivity for various

hexane (HX):methyl ethyl ketone (MEK) ratios.
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4-3-2. IV a Vgl & MR EEE)
4-3-2-1. EREEFAFILIVOAXY D ELEBE

A7 o AR BERDNSMIC EAT 20 VAT, =< /Ly a VIR
DYSEN EFH LT 5D Z EiZ% 7=, Figure 4.5 12, =~ /L3 3 VR D PVA KA
DRFEFINEALAFE 2 77T, Figure 4.5 2> L EEB T 5 MCH 272 W54 & I~ MCH
ZMAT-R=1:9%2: 8 DEFICKE KEMN LF L7,

FRIZ R=1:9 TIXMED EFNRKRE 25T, FE EFIZ/KMEERNET 4~6 mL fF
IETEID, WO =v vy a VIBBPIIORNZE 2R CBIAl S iz, 2O E5-
X, BE5H< MEK 28 WO T~ /by a2 ICHiged 5 s ¢ & ik o MIC e
% PVA OEAEIRBEDRN o T2IRBEBICE L LT 7o & b b,

70

60 ® MCH:MEK= 0:10
- EMCH:MEK= 1: 9
Cﬁ 50 AMCH:MEK=2: 8
= & MCH:MEK=3: 7
£ 40
= ® MCH:MEK=4: 6
E‘ 30
7]
S
2 20
~

10

0 » » »
0.0 10.0 20.0 30.0 40.0 50.0 60.0

Addition amount of water phase / mL

Figure 4.5 Effect of amount of added water phase on the emulsion viscosity for various

methylcyclohexane(MCH) : methyl ethyl ketone(MEK) ratios
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Figure 4.6 (21X, R=0:10~4: 6 [IZB\ T W/O =~ /L3 a3 VR PHERE THE L
TR DOREEE 7 v b L, TOFED PVA OIRTPIREEEZ THEL, O LADETH
72, IHFHIZ SAN 3% D454, /KAHH D PVA OIE(FIRIEIZ R=1: 9 THRARDILNY & Ff
H. MCH &2 5 & & BITHEE DERICIR > T B X BHILD,

| |
N Vel
Rf‘ 0& \é
> 2> S
|
v
P %
v r” \\\
E 3
g .
e .
< ‘\
=
.; .
N 0 : : A 4
0:10 1:9 2:8 3:7 4:6
MEK : MCH=R

Figure 4.6 Maximum value of emulsion viscosity for various methylcyclohexane(MCH) :

methyl ethyl ketone(MEK) ratios.

WIZ . SAN ZTRIN L2 WS TR S -~ /LS 3 o O O SRS E 14 % Figure
4.7 1277, SAN ZIFIML TWDR EHRT, vy a VORI OEEIREN B 12
BIpDZ LNy oTz, R=0:10X°1:9 Tk, O/W =~</Ly = RN ER L#E< |
WIZR=2:8X3:7 Tl AL NI EMRFERTE 2, 2D L1, SAN =<)L
Va UHIRICEEEZ B ZT I Enbho T,

—7J7. SAN 23/2< TH MCH IRIMENZ Wt =~ /Ly g U &K LT, SAN 24 %
PRNRDREEZAL % Figure 4.8 (2759, Z 2 TlE, R=2:8 DR T, MURITHE N & <
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Ipodz, RUIV | KE EF1E SAN &2 5 els & Rk, KAHRINE T 4~6 mL © W/O =~
Vg VTRRRHIITCBII S vz, ZOREE BRI, BFH< MEK Y WO = bisg
YL 2 e TARAR & MFROBIIAEIET 2 PVA OE(EIRFEDN A - T IRRBIC A
fbL7cz L bbb,

Figure 4.7 Micrograph of emulsion droplets at MCH system without SAN.

a; MCH:MEK=0:10, PVA=16mL b;MCH:MEK=0:10, PVA=32mL c¢;MCH:MEK=0:10, PVA=48mL
d;MCH:MEK= 1:9, PVA=16mL e;MCH:MEK= 1:9, PVA=32mL f; MCH:MEK= 1:9, PVA=48mL
g;MCH:MEK= 2:8, PVA=16mL h; MCH:MEK=2:8, PVA=32mL i;MCH:MEK=2:8, PVA=48mL

1 MCH:MEK= 3:7, PVA=16mL k; MCH:MEK=3:7, PVA=32mL [;MCH:MEK= 3:7, PVA=48mL
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35
30 ‘ O® MCH:MEK=0:10
‘CTIJ BEMCH:MEK=1:9
. 25
nc: AMCH:MEK=2: 8
g 20
S~
215
N
S
2 10
—
5
0 1 » » »

0 10 20 30 40 50 60
Addition amount of water phase / mL

Figure 4.8 Effect of amount of added water phase on the emulsion viscosity for various

methylcyclohexane (MCH):methyl ethyl ketone (MEK) ratios without SAN.

W
=}
———--——--> @

Viscosity Max value
mPa-sec’!
(==Y
(=]

0:10 1:9 2:8 3.7 4:6
MEK: MCH=R

Figure 4.9 Maximum value of emulsion viscosity for various methylcyclohexane(MCH) :

methyl ethyl ketone(MEK) ratios without SAN.
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Figure 4.6 & [F1EE|Z Figure 4.8 705 R=0: 10~2 : 8 [ZB W CTHIE L 7= Fe KO REEfE %
HEH L7 2> b (Figure 4.9) L72& 2 A, R=1:9 £TOD MCH HFEND 72V IREE,
Thbb, = /bya VA LEED > 72 55 CIRR E i KRBT 15mPa-sec! & KV M
Tholz, L)L, R=2:8 12722 EHEDH 35mParsec! < BWETER Lz, 20
FERIT, =~ vy 3 U ERE L 35\ TR & AR C MEK K OB B DY PVA O
WAERREA RELSBILESE-Z LI Db EZOND, ZOMEZEIZ. ZO%D
O/W =~ )Ly a VBB L OENLBOR b E TRESFET DL BN,

F72. PVA KK % 48 mL iR L7t DOFFEARE Lic L 2 A, MR EDN &
{TgolczZE@ 2R Lo R=2:8 TIISMELS Bl L. Zifa=R1% 0.03% & D TR 72 o 72
(Figure 4.10), Z®Z &%, SAN 2372< TH MCH iRMENZ T VI LZEL /=~ Lr
aVEERTDHIEETREBEL TS,

£R=0:10 R=19 R=2:8

Figure 4.10 O/W emulsion for various MCH : MEK ratios without SAN.
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4-3-2-2. ABEEAFTYOLELESE

WRICEEEZ HX & LI25E. MCH O%6 LRBRIC, TFRIZ KA Z2 309 2 4130 B
B CHREEEA EH-L7= (Figure 4.11), MCH OA L FAEIC R=1:9 & 2 : 8 DR THEEE
MRELS AL, FHTR=1:9 TIIREMEE EADNB LN, ZORE LR bBZL
< HX 28 W/O =~ /b = HRICHRHCY 20 Fe TR & A OBIZAE(ET D PVA 23AD
STREBIZE (L Lz L b s,

_ 60 L @ HX-MEK=0:10
7 BHX:MEK=1: 9
AHX-MEK=2: 8

0 1
0.0 20.0 40.0 60.0
Addition amount of water phase / mL

Figure 4.11 Effect of amount of added water phase on the emulsion viscosity for various

hexane(HX) : methyl ethyl ketone(MEK) ratios

ZNEI, R=0:10~2: 8 IZBWTHIE L7 KOKEE%Z 7 2~ ~ (Figure 4.12)
L7=& 2 A, MCH % & [RIERICKFEH O PVA OIRTEIREEIZ R=1:9 TRKDJAN Y ZFF
H, MCH 238 % 5 & & bITHii £ DM A E O,

WIZ SAN ZHNN L2V TR STz~ /LY 3 v Ok O B 14 % Figure
4.13 (27”87, MCH OAICHA, =< /by 3 OWTHOIERAIREN R 5 = L b
72, MCH BN 2 51T E O/W =< /Ly a NIAER LG - 7275, HX T4k U
Mol
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70

6 | AT

5 50 4 K

I *

w, 40

] % I"

=7 0

2T 2}

2% |

£ .
0:10 1:9 2:8 3:7 4:6

MEK : HX=R

Figure 4.12 Maximum value of emulsion viscosity for various hexane(HX) : methyl ethyl

ketone(MEK) ratios.

Figure 4.13 Micrograph of emulsion droplets at HX system without SAN.
a; HX:MEK=0:10, PVA=16mL b; HX:MEK=0:10, PVA=32mL c¢;HX:MEK=0:10, PVA=48mL
d; HX:MEK= 1:9, PVA=16mL e;HX:MEK= 1.9, PVA=32mL f;HX:MEK=1:9, PVA=48mL

g; HX:MEK= 2:8, PVA=16mL h;HX:MEK=2:8, PVA=32mL i;HX:MEK=2:8, PVA=48mL
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—J7. SAN Z & 22\ R OREFEZ L% Figure 4.14 [Z779, R=0: 10~2: 8 DR TV
THNOHEIIE R bDODSETORE LR LY b/hEhol,

30 ® HX:MEK=0:10
wn BHX:MEK=1:9
<25 AHX:MEK=2: 8

[
=

Viscosity /

=TV | |

0 20 40 60
Addition amount of water phase / mL

Figure 4.14 Effect of amount of added water phase on the emulsion viscosity for various

hexane(HX) : methyl ethyl ketone(MEK) ratios without SAN.

mPa-sec’!

Viscosity Max value

0:10 1:9 2:8 3:7 4:6
MEK : HX=R

Figure 4.15 Maximum value of emulsion viscosity for various hexane(HX) : methyl ethyl

ketone(MEK) ratios without SAN.
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MCH 5% & [AERIZ R=0: 10~2 : 8 IZBW T LN KOMEEZ 7 2~ ~ (Figure
4.15) L72& 2 A, HX &2V 2 T KR KEITH) 15mPa-sec! & —EDEZ PR > TV
7o B MCH 5RO LM AGEDED & SANHEL T~V /Ly a VAR LSV
LEEWNT. PVA DIRR D IZ K DWAEIRBOLZEMIREIKTFT 5L EZX b D,

72, PVA KB Z 48 mL NN L 72 OFimRIE, R=2 : 8 TIL 0.3% & FEi=| LK
<72V HX OWIEA LTI 2 THMBLIZE S B L 7= (Figure 4.16), L7>L . MCH
DIFIE EIRVMETIZ 22 o 72, HX R T, O/W =~ by a V2R LENE B X Hh
Do

£R=0:10 R=19 R=2:8

Figure 4.16 O/W emulsion for various HX : MEK ratios without SAN.
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4-3-3. IV 3 ikiETE L EAEROMRES B

AL LT MCH 23152 TH PVA KEEORINZ LY WO =< /v a b
O/W T~ )Ly a3 ~OREFHNER CTX 720 T, MCH HIMEDEBIZ OV T, R
=0:10, 1:9, 2:8BLU3:7TRTHEK L=</ a3 > OIS % Figure 4.17
IZ”d, 22T, MCH &2 R=4:6 # 2 5 & SAN DEME L7220 o Tz, 7
MEK 5% (R=0:10) TIX08um A TFOT </ a UNERK SN D0, IBAREESR TIX
MCH RIMEOEINE L bico~/v s a CORBEBHEML, g RKElz~/Ly 3
VERER LT,

W/O ==L g & OEONEE 2 FE I~ 5 729DI2, =< /L g & MEK IZ
AR C MCH I IEAREE 2 IPAMED VFR Y4k} (Vari Fast Red 3311) THufa L CRAMEEBIZS
(Figure 4.18) %#1T-7-, /KIZH[IA7: MEK & NA7: MCH OIRARICKZIMZ S &
MEK & MCH IFMBEL 7=, L7e-> T, =< /b a Ui+ TH MEK & MCH 7348
SEEL TN D EBEZDND, R=2:8 BLV3:7 OfA, RN EALRNMNNE & —HR
D N A A AFEEOMFEBIEE S 472, Gukt & SAN (3 MEK (2 A% T 5 28 MCH (2
IR TH D7D REaB L OEY 72 KA A 13 8% 5 < ENEILSAN % 5T MEK
Uy FHHEMCH Y v TFHHE FETE S, £72, MCH 3%\ R>2:8 DA TIX, PVA K
WRETRMT D2 LiIckoCIEFICRE R~ Ly g U EAR U, BRENZ L2,
K&7po~/Lyva o OMHENENL, Figure 418 h, i, KBXR1I 06005 L5112, IR
WEB D DMRAE L7z KA A UG CTH -7z, ZHUTRBE L2 v . PVA KR Z N2 T
< &l CKIZ RN 7R MEK 23K &2 LY JAZ:, KIZARTE7: MCH & MEK 23FH47HEL
el EBEZLND, 7725, MCH RV R T, RICk > TER L OOW =~
Vv a Y OMTEIXEMEK Uy Fek & MCH Y T 72A0ICHIBET 5 Z E B S & 72
o7z, L7eh->T, MCH & MEK & DIEGEEEDOHEMIZ, WO EE,. T7bbil

D SAN OARYE) =725 ble b3 Z E RIS LD,
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Figure 4.17 Micrographs of emulsion droplets at various methylcyclohexane (MCH):methyl
ethyl ketone (MEK) ratios.

a; MCH:MEK=0:10, PVA=16mL b; MCH:MEK=0:10, PVA=32mL c¢; MCH:MEK=0:10, PVA=48mL
d; MCH:MEK= 1.9, PVA=16mL ¢;MCH:MEK= 1:9, PVA=32mL f{;MCH:MEK=1:9, PVA=48mL
g;MCH:MEK=2:8, PVA=16mL h; MCH:MEK=2:8, PVA=32mL i;MCH:MEK=2:8, PVA=48mL

JiMCH:MEK= 3:7, PVA=16mL k;MCH:MEK=3:7, PVA=32mL |;MCH:MEK=3:7, PVA=48mL
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ethyl ketone (MEK) ratios with oil soluble dye.

a;MCH:MEK=0:10, PVA=16mL b; MCH:MEK=0:10, PVA=32mL ¢;MCH:MEK=0:10, PVA=48mL
d; MCH:MEK= 1.9, PVA=16mL e¢;MCH:MEK= 1:9, PVA=32mL f;MCH:MEK= 1.9, PVA=48mL
g;MCH:MEK=2:8, PVA=16mL h; MCH:MEK=2:8, PVA=32mL i;MCH:MEK=2:8, PVA=48mL

JiMCH:MEK= 3:7, PVA=16mL k;MCH:MEK=3:7, PVA=32mL |;MCH:MEK=3:7, PVA=48mL
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—Ji. BEEEE LTHX 25 TRICO0W T R MRET 21T o7, SAN I, R=3:7
PLED HX GAHETIXEM L7220 >7-, MCH OBE & R720 . HX ORIMENH L T
by g COWREIL 0.8 um < BnE/hS L KERT vy a EBnRho Tz

(Figure 4.19), & 512, W/O =~ /b3 a o OIMEO NS 2T~ 7-fE 8, R=1:9,
2:8 DR THRICREAIDOMIEIIFER TE /e o7 (Figure 4.20), L7735 7T, HX &
MEK & OEEEEEOEIE, WREAHESHE LW ERH SN E R oT,

Figure 4.19 Micrographs of emulsion droplets at various hexane (HX):methyl ethyl ketone

(MEK) ratios.
a; HX:MEK=0:10, PVA=16mL b; HX:MEK=0:10, PVA=32mL c¢;HX:MEK=0:10, PVA=48mL
d; HX:MEK=1:9, PVA=16mL e¢;HX:MEK= 1.9, PVA=32mL f;HX:MEK=1:9, PVA=48mL

g; HX:MEK= 2:8, PVA=16mL h;HX:MEK=2:8, PVA=32mL i;HX:MEK=2:8, PVA=48mL
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Figure 4.20 Micrographs of emulsion droplets at various hexane (HX):methyl ethyl ketone
(MEK) ratios with oil soluble dye.

a; HX:MEK=0:10, PVA=16mL b;HX:MEK=0:10, PVA=32mL c¢;HX:MEK=0:10, PVA=48mL

d; HX:MEK=1:9, PVA=16mL ¢;HX:MEK=1:9, PVA=32mL f{;HX:MEK=1:9, PVA=48mL

g; HX:MEK=2:8, PVA=16mL h;HX:MEK=2:8, PVA=32mL i;HX:MEK=2:8, PVA=48mL

4-3-4. SANKFERICEIT BB EELREODR

MCH %% < Mz 723 Tlid, O/W =</bi a OS5 2 & 2R L7208,
MCH IZAR¥%72 SAN (I MEK U » FHICFEL TWD B X b b, T7bH, SAN I
O/W =< /Lva VOIRHHPTRIEL TNWD EBEZXLNDHDT, =</ a i b SAN
ZESEIUE, BB TRV =— 7 RIBRORLFRAERTE D2 Z R S D,
Z 2T, BIUEDFIEB] T, SAN KL 724k S ¥ 7=, Figure 4.21 (213, ¥Ei% L7 SAN
ki1 D SEM Wit & L — —[ElH1ED 6RO 7o 0 BIRIK ORI 2 s Lz, Rit-OFE
WK OH A XX MCH BIMEIC K& <RfFT 5 2 Evbnd,
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Figure 4.21 Scanning electron microscopy (SEM) micrographs and size distribution of
corresponding SAN particles of SAN particles produced at MCH:MEK ratios of (a) 0:10, (b)
1:9, (c) 2:8, and (d) 3:7.
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MCH % & £ 72\ R THEERIRKL 7 CTh o 723, MCH OFIG 0@ < 72 & ZOFREILK
<AL, T7205, R=1:9 TIEERRBI 7. R=2:8 TIET 4 A7 4k, R=3:
NS ST RS SRS LA EAT AT YAV S X0V g W il

—J7, PEIRIARIE, MCH 25 RUISINTIX 09 um TH 7228, R=1:9 TiF 4.1 um &K
E<gote, BITR=2: 8L RIZMCHIRENE LS 25 & REASMITIFEFICTr—F
E7R 0 RN 4.6 pm & 44 um O bimodal 734 & 7o 72, KR 44 um O K X 7kl 1
I%. Figure 4.17 X° Figure 4.18 CHIHI SNz K& /o=~ v a bR L0 LS
2 b,

R=1:9 TITFERIRKI T, R=2:8 TIIT 4 AZIR, R=3 : 7 ClIE@IT~A 7 1R
A REEHSHZERI TN ESNT-DIL, =</ 3 o FTO SAN O R A A kDB
EEZBND, EI L7 Y Figure 4.18 OFRVE/TIZ SAN MFAEL TWDH Z &b,
SAN D31 MCH OFIGIZ L > TRESZEILLTWDL Z &R bnD, T7hbb, R=
19 TIHERIRKLF-LIAMT - BRIR DKL 728 B L. R=2 1 8 TIXHITHCIRKL 707 A & F¢
SR INEDLL &5, R=3:7 TIThi r-REIC~YA 7 ahA REFfol- | HZE
KR ORI Uiz, Lied> T, =w/by a I TO SAN OfR{ERIES X
S LToRif 2 AR T 5 Z Enboolz, 2O Z LI, Figure4.22 O X 52 MCH @
FEDE I LZ08> CT, SAN 25T MEK U » FHMN R A A L& 2T 5720 &
Exbhb,

MCH concentration
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Figure 4.22 Schematic of phase separation in MCH-rich and MEK-rich solution of SAN.
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Z 2T, R=2:8 & 3:7® bimodal 534 DKL % 5um DFLEDA LT L 2T 4V H
—TA L7z 2 A, Figure 4.23 O ZN TR/ 2 IHOKL FIZ B CE 72, RE
WRE1E, RIESFDEEL 72 O/W =~ Ly a b G-t o Th Y, R £
RMRIL MCH &IZK & <{KAfF L7T=,

Figure 4.23 Scanning electron microscopy (SEM) micrographs of small and large SAN
particles produced at MCH:MEK ratios of (a) , and (b) 2:8, (c¢), and (d) 3:7.
a); small particles at R=2:8, b); large particles at R=2:8, c¢); small particles at R=3:7, d);

large particles at R=3:7

HX 2 TlX O/W == Ly 3 v OISR & 2B bR e v o7 Z & B SAN # [Efk X
BT, R OFROR X JTB e e & THEE 5, Figure 4.24 (213, ¥y L7- SAN
i@ SEM Eifg & L —H —[BE & RO 7= 0 BIRIR ORI A % s LTz, B OH
W TV A X0 HX IREIEKFEE T DT DR THERRKL - & 72 o7, L7z - T,
MCH OE& L HEp Y =<)Ly g 1T SAN OIFIEN 72728, Figure 4.25 D X 9|2

104



HX OEERHE L TH SAN 25T MEK U v TN KA A UHEEEZTEZRE T, =<1y

3 ORI ZHERF LTo £ FERIRORL - & R 52T TH 5,

= = [
(=] = (]
o — =
= - ° “ ®
o — ~
ﬂ ....“..... I ..mn 1]
T
4, ) m = @ m =
= - = - 0 s =
= 1 1k
% 2| & B &
= < <
= A S 2 S
~ =~
=9 ="
- - -
=] = (=]
W [} W [ [} s (=] LT ] [ [=] W = W [==1
L B (S T P —

o, / Kouanbaay o/, / Aouanbaa g

». %0 C. 0

particle diameter /pm

Figure 4.24 Scanning electron microscopy (SEM) micrographs and size distribution of

(b) 1:9,

corresponding SAN particles of SAN particles produced at HX:MEK ratios of (a) 0:10,

and (c) 2:8.
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Figure. 4.25 Schematic of phase separation in HX-rich and MEK-rich solution of SAN.

4-3-5. SANKIFERICHITHSANEREDOHE

T OFE T BERRED B AT 5 SAN RO RIL, MCH OFIETRELSELT D
ZENHL T o7z, SAN R DAERKIE SAN OFF HHES B L T D DT, SAN
BREORELHD EEZEZ LD, £ 2T, SAN BEZ /L S8 T SAN K- OFRIZS
W72, Figure 4.26 7> R=3 : 7 TR S5 SAN R 1-1X, 0.5~2.0 wt% D #i[H
T SANREAZZ{L ST THZIEMEICE(LITE) ST, LA L, MCH OFIS Z 5
T & ZFLUEREIE T SAN IR EEITIRAF L7z, BEARAYIZIT Figure 4.27 1277 X 9 IC R=2: 8
TIX SAN BEZ >4 Z L TR=3: 7 (Figure4.26) |(ZHEBIL7=R A REREITEF
B2 6407z, S HIZ, R=2:8 T SAN IR 5.0 wt%., 5 ME, R=1:9 T SAN
IREE3.0wt% & L7z & 25 Figure 4.28 |~ HGBEL 72 O/W =~ Ly g MG BT,
T2 B MCH D720 R TH SANIREA T Z LIc k- THABEZFHR L. 24l
BRI DEONDZ EERRLTND,
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Figure 4.26 Scanning electron microscopy (SEM) micrographs and size distribution of
corresponding SAN particles of SAN particles produced for various SAN concentration at R

=3.7.
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Figure 4.27 Scanning electron microscopy (SEM) micrographs and size distribution of
corresponding SAN particles of SAN particles produced for various SAN concentration at R

=2:8.
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Figure 4.28 Micrographs of emulsion droplets for (a) SAN concentration of 5 wt%, R=2:8

and (b) SAN concentration of 3 wt%, R=1:9.

Figure 4.29 [Z1%, R=2: 8 T SAN ¥ 0.5~5.0 wt% % TEIL S H-HIcE bk
H72k0 - SEM B, kL L ORIESM a2 R, FERIR. 710 227K <EH%
Ffolohir, £ L TCEAERL T~ & SAN E DI I0EN TR 7O REN k% & 21k
L7z, BARMIZIE. 0.5~1.0 wt% TIET 1 A ZARDFIAF. 2.0~3.0 wt% Ik
DINZRA REFFORIT, 3.0 wt%~4.0 wt% TIXZFLERL 1 & R FBIZAA R A2 FFoHL
FHNRIE L, 5.0 wt% CILLEAI YA XD - T2 ZFLVERL A3 G vz, Lovd 5.0 wit%
TR LN ZAERFIE, B — R EN A Fi > T, LEeR-> T, fBoind
FiF DIEHEORL 163 L ORI E 45413, MCH B & SAN B IZ L > THIITE 52 &N
bhote, £ R=1:9 DFRTH R=2:8 D% & R 0135 572 (Figure 4.30)
L/, R=1:9DF% LY R=2:8 DRD ST NEILERIFDRIES A & LT v —FIC
220 GNEER L 7 oo, MIALRORLEE S5 A OARRED b Z UKL DRGE SF1E. R=2: 8
TSANEE 5.0 wWt% & E 2 HIVD,
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Figure 4.29 Scanning electron microscopy (SEM) micrographs and size distribution of
corresponding SAN particles of SAN particles produced for various SAN concentration at R
=2:8.
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Figure 4.30 Scanning electron microscopy (SEM) micrographs and size distribution of

corresponding SAN particles of SAN particles produced for various SAN concentration at R

=1:9.
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Figure 4.31 Main products of SAN particles as functions of SAN concentration and R.
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4-4. R

ARFETIL, MCH & MEK OIRGEEEAMHEH LT OW =~ /by a U aHHET 5 2 L3,
MiEZ MCH VU v FH8 & MEK U » FH & O THEET 2R ICEN R FETHLZ &
ZFEFEL TS, TAUTIMEK U v FAHE #7720 MCH U v FAHH Tk SAN 23Rk T
& 2 T OITHE IRV T SAN DR —RRBZ BT 2 2 L1242 d, O/W =~ /Ly
g P TO SAN DR —72454i D4R AEIZ. MCH : MEK L3 & O SAN B 1 T{KAFT 5
ZEDHERTE L, S HIT. SAN OARB—RpAMIREE N B FERIK, 70 274K, Z4L
B ip EOIEERIRL 1 AT 5 Z LT, MCH : MEK ki KO SAN )% % §fsk 9
D720 T2 IR 2T 2 HIEOREIC ) LTz,

—J, HX & MEK OIRGEMZFH L TOW =~y a VAR LTz~ /Ly g
CINTHGEET D Z 3otz BICBREETH - Th v /Ly a U TOZEE N R
725 2 & THAERT DR T REIEEBIIEEY bDILRD Z ENHERTE T,

ULEDZ END, WAIRETREZRET D Z L7 Ak Lz el b 2 1/
LR Y ~—fhi F-iifd 7 e 221G L, B L L TMCH 2 VWb 2 L TH7 3
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AR ERED LTz,

113



4-5. Reference

1. D. Bais, A. Trevisana, R. Lapasin, P. Partal, C. Gallegos, J. Colloid Interface Sci. 290 (2005)
546-556.

2. M.-A. Bolzinger, S. Briangon, Y. Chevalier, WIREs Nanomed Nanobiotechnol. 3 (2011)
463-478.

3.J. Hu, Z. Xiao, R. Zhou, Z. Li, M. Wang, S. Ma, Flavour Fragr. J. 26 (2011) 162—173.

4. D. Nagao, N. Anzai, Y. Kobayashi, S. Gu, M. Konno, J. Colloid Interface Sci. 298 (2006) 232—
237.

5. A. Overbeek, F. Blickmann, E. Martin, P. Steenwinkel, T. Annable, Prog. Org. Coat. 48
(2003) 125-139.

6. L. N. Butler, C. M. Fellows, R. G. Gilbert, Progress in Organic Coatings. 53 (2005) 112—-118.

7. J. Kreuter, R. N. Alyautdin, D. A. Kharkevich, A. A. Ivanov, Brain Research 674 (1995) 171-174.

8. G. Crotts, T. G. Park, J. Controlled Release 35 (1995) 91-105.

9. C.-L. Lin, W.-Y. Chiu, C.-F. Lee, Polymer 46 (2005) 10092—10101.

10. C. Dubernet, Thermochimica Acta. 248 (1995) 259-269.

11. M. Fresta, G. Cavallarot, G. Giammonat, E. Wehrlis, G. Puglisi, Biomateriok. 17 (1996)
751-758.

12. G. Crotts, T. G. Park, J. Controlled Release. 35 (1995) 91-105.

13. D. C. Hyun, Polymer. 74 (2015) 159-165.

14. C.-L. Lin, W.-Y. Chiu, C.-F. Lee, J. Colloid Interface Sci. 290 (2005) 397-405.

15. C.-L. Lin, W.-Y. Chiu, C.-F. Lee, Polymer 46 (2005) 10092—-10101.

16. K. Y. Win, S.-S. Feng, Biomaterials. 26 (2005) 2713-2722.

17. F. Danhier, E. Ansorena, J. M. Silva, R. Coco, A. L. Breton, V. Préat, J. Controlled Release.
161 (2012) 505-522.

18. J. M. Chan, L. Zhang, K. P. Yuet, G. Liao, J.-W. Rhee, R. Langer, O. C. Farokhzad,
Biomaterials. 30 (2009) 1627-1634.

19. M. Grassi, I. Colombo, R. Lapasin, J. Control. Release. 68 (2000) 97—113.

20. R. Hayes, A. Ahmed, T. Edge, H. Zhang, J. Chromatogr. A 1357 (2014) 36-52.

21. K. Kitahara, I. Yoshihama, T. Hanada, H. Kokuba, S. Arai, J. Chromatogr. A 1217 (2010)
7249-7254.

22.D. G. Deutsch, E, T. Mertz, Science. 170 (1970) 1095-1096.

114



23. P. Cuatrecasas, J. Biol Chem. 245 (1970) 3059-3065.

24. S. Senel, S. T. Camli, M. Tuncel, A. Tuncel, J. Chromatogr. B 769 (2002) 283-295.

25. B. Brooks, Chem. Eng. Technol. 33, (2010) 1737-1744.

26. G. H. Ma, Z. G. Su, S. Omi, D. Sundberg, J. Stubbs, J. Colloid Interface Sci. 266 (2003) 282—
294.

27. S. Gu, J. Onishi, Y. Kobayashi, D. Nagao, M. Konno, J. Colloid Interface Sci. 289, (2005) 419—
426.

28. M. Ratanajanchai, D. H. Lee, P. Sunintaboon, S.-G. Yang, J. Colloid Interface Sci. 415 (2014)
70-76.

29. J.-W. Kim, J.-Y. Ko, J.-B. Jun, L.-S. Chang, H.-H. Kang, K.-D. Suh, Colloid Polym. Sci. 281
(2003) 157-163.

30. A. J. Paine, J. Colloid Interface Sci. 138, (1990) 157-169.

31. G. Li, X. Yang, B. Wang, J. Wang, X. Yang, Polymer 49 (2008) 3436-3443.

32. H. Yabu, Bull. Chem. Soc. Jpn. 85 (2012) 265-274.

33. G. Widawski, M. Rawiso, B. Frangois, Nature. 369 (1994) 387 - 389.

34. O. Karthaus, N. Maruyama, X. Cieren, M. Shimomura, H. Hasegawa, T. Hashimoto, Langmuir.
16 (2000) 6071-6076.

35. H. Liu, T. Kobayashi, H. Yu, Easy, Rapid Commun. 32, (2011) 378-383.

36. H. Yabu, A. Tajima, T. Higuchi, M. Shimomura, Chem. Commun. 38 (2008) 4588—4589.

37. T. Higuchi, H. Yabu, M. Shimomura, Colloids Surf., A 284-285 (2006) 250-253.

38. K. Motoyoshi, A. Tajima, T. Higuchi, H. Yabu, M. Shimomura, Soft Matter. 6 (2010) 1253—1257.

39. S. Ichikawa, Y. Imura, T. Kawai, J. Oleo Sci. 66 (2017) 269-277.

40. D.-X. Hao, F.-L. Gong, G.-H. Hu, J.-D. Lei, G.-H. Ma, Z.-G. Su, Polymer 50 (2009) 3188-3195.

41. R. Hayes, A. Ahmed, T. Edge, H. Zhang, J. Chromatogr. A 1357 (2014) 36-52.

42. A. Loxley, B. Vincent, J. Colloid Interface Sci. 208 (1998) 49-62.

43. J.-W. Kim, J.-Y. Ko, J.-B. Jun, 1.-S. Chang, H.-H. Kang, K.-D. Suh, Colloid Polym. Sci. 281
(2003) 157-163.

44. C. Kaewsaneha, P. Tangboriboonrat, D. Polpanich, M. Eissa, A. Elaissari, Appl. Mater. Interfaces.
5(2013) 1857—-1869.

45. T. Suzuki, A. Osumi, H. Minami, Chem. Commun. 50 (2014) 9921-9924.

46. M. Okubo, H. Minami, K. Morikawa, Colloid Polym Sci. 281 (2003) 214-219.

115



47. H. Minami, Z. Wang, T. Yamashita, M. Okubo, Colloid Polym Sci. 281 (2003) 246-252.

48. M. Okubo, N. Saito, T. Fujibayashi, Colloid Polym Sci. 283 (2005) 691-698.

49.M. Okubo, T. Fujibayashi, A. Terada, Colloid Polym Sci. 283 (2005) 793-798.

50. T. Fujibayashi, T. Tanaka , H. Minami, M. Okubo, Colloid Polym Sci. 288 (2010) 879-886.

51.N. Saito, Y. Kagari, M. Okubo, Langmuir. 22 (2006) 9397-9402.

52. N. Saito, Y. Kagari, M. Okubo, Langmuir. 23 (2007) 5914-5919.

53. M. Tokuda, T. Shindo, H. Minami, Langmuir. 29 (2013) 11284—11289.

54.T. Tanaka, Y. Komatsu, T. Fujibayashi, H. Minami, M. Okubo, Langmuir. 26 (2010) 3848-3853.

55. H. Kobayashi, E. Miyanaga, M. Okubo, Langmuir. 23 (2007) 8703-8708.

56. F. Caruso, R. A. Caruso, H. Mohwald, Science 282 (1998) 1111-1114.

57. A. B. D. Nandiyanto, S.-G. Kim, F. Iskandar, K. Okuyama, Microporous and Mesoporous
Materials 120 (2009) 447-453.

58. S. Y. Lee, W. Widiyastuti, F. Iskandar, K. Okuyama, L. Gradon’, Aerosol Sci. Tech. 43 (2009)
1184-1191.

59. M. Abdullah, F. Iskandar, S. Shibamoto, T. Ogi, K. Okuyama, Acta Mater. 52 (2004) 5151-5156.

60. A. B. D. Nandiyanto, N. Hagura, F. Iskandar, K. Okuyama, Acta Mater. 58 (2010) 282-289.

61. T. Wakihara, R. Ichikawa, J. Tatami, A. Endo, K. Yoshida, Y. Sasaki, K. Komeya, T. Meguro,
Cryst. Growth Des. 11 (2011) 955-958.

62. B. M. Graff, B. P. Bloom, E. Wierzbinski, D. H. Waldeck, J. Am. Chem. Soc. 138 (2016)
13260-13270.

63. C.-Y. Cao, Z.-M. Cui, C.-Q. Chen, W.-G. Song, W. Cai, J. Phys. Chem. C 114 (2010) 9865-9870.

64. M. Agrawal, S. Gupta, A. Pich, N. E. Zafeiropoulos, J. R-Retama, D. Jehnichen, M. Stamm,
Langmuir. 26 (2010) 17649-17655.

65. T. Sakai, Y. Takeoka, T. Seki, R. Yoshida, Langmuir. 23 (2007) 8651-8654.

116



BVE ¥ &

ek, R~ — R R ORL - O & LTRSS S, R ELRRR L TE
TN B D, BUE, T OPAMECHIEEO R S LEBIIC TR TRY . 4%
b L7 SRS RIRENE AR U ~ — kL 72 ER IR S D, 2D, R Y ~—K
K13 EER CUERARIMEE L COMM L2/ LTS, ITH LE ST
LR Y =PRI R RO — M2 LB 2 S @it e C A ERk S5 b D
ME, Fio, FUEMER B E, BEIET DOV A 7 V72 EICB N TR E ZeifdEn
b2, ZiuE, AR EOTEREPERORY) v~ —Kan bl Ind Z LTk
T2, Tbb, HRE—RY ~— DN EOMER ENRWVCEIFRF SN D,
AFHICTU, FERIZR 3R 2 B3 CIR= R L — 72 8B X o T TEMITEA M
D O SRR 3 AT A3 ) — 72 0.5~50 um DR E S ZFFOR U ~—hi - OF 7 1
T ADRFE, T T L— MR TR EEFA LW EAERY ~—ki T U VR y b
FROWESL, S BT 2 R Y ~—T L RRICBWTEHE—R Y ~—5y O 5B 515
O REMEZ AT Z L2 YL Lz,
WERNPBFIHENTVAERT AL X —TF 1t ZDH) 5 HIRIA S IS /s =~ L
Va VRO TE 5 WO < /Ls g b O/W < /Ly g ~DIEFHEL
CEZFIR LTz, 2 THE72 O/W <L g AT KIBRIO KM Z AU, hiE 3
LTWABRY v —% M - B b SE 57 nt 22 &R L, 2Ab2o07at 2%
MABDOED LTV Ly g OB DR FALETY ARy b THRATEEZR
T o A LI, 20T AEEBT H7-010E, WABICHIAT 5 A A
DI 72NN MIETH D | i - KA TOBEOBE ) LR U~ — OVt £ HlH
L. B E T2 R& S0B—RBIEN A 2 FFOR Y ~— bl T DAERE(ET 2 &L Tho
7o £ TR T m v 225/ - B2 2 & TEERZAVER Y ~ — ki 1O
RGIEOMESL &R FIEREICRE LT REBR - 2IEIC L, S DI 2 a0 R ) ~—7
L RRIMNORESORRLNF 2L, R 7 V2 ) VR ERETDH I L
THEHE—RY ~—my OB EOATREN 2 A3 2 L N TE T,

B ETIE, BERAR Y ~— Wk O 7 o & 2B HIRRICH T > T, Hal
72 DAFFERHIFIZ OV TOR L, ARFaSCO B & BRI LTz,

117
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