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including water hollow
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Fig. 1-1 Fabrication procedure for PLLA capsules.™
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Fig. 1-2 SEM images and size distribution of PLLA microcapsules: (a) external view, (b) cross-

sectional view and (c) size distribution.”

PVA10 H6000

Fig. 1-3 LCSM images of microcapsules with single cavity or multicavities (the approach of the
second emulsification for sample PVA10, H6000, and A600 are 11,000 rpm homogenizer, 6,000 rpm
homogenizer, and 600 rpm mechanical agitation, respectively. The insets are amplificatory images.

Scale bars represent 10 pm except for the marked one.??
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Core: \
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Hydrocarbons \
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Co-polymers 10 - 40pm

150pm

Density=1~-1.1g/cm? Density=0.002~0.02g/cm®

Fig. 1-4 SEM pictures of thermally expandable microcapsules: (a) surface and cross sectional areas

of microcapsules before expansion, and (b) surface area of microcapsules after expansion.sé
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Fig. 1-5 Preparation procedure and mechanism of microballoon formation by the emulsion-solvent

diffusion method.8?



Fig. 1-6 Scanning electron microphotographs of microballoons containing tranilast (A, B) and

ibuprofen (C). Upper panels indicate the surface and lower panels are cross-sections.8?
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Fig. 1-7 Left: Overall microcellular sheet extrusion system design. Right: Scanning electron

microscope micrographs of the extruded microcellular polystyrene thick filament.106
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Fig. 1-8 Scanning electron micrographs of samples from the microcellular container: (a) sample from

container bottom; (b) close-up of bottom; (c) sample from container wall; and (d) close-up of wall.106
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HFENGAH 107114, = DO FET, SEHEOZL WL g E TS L— e LT ILERM B Porous
emulsion-templated polymers synthesized within high internal phase emulsions ,PolyHIPEs) % fili#
THHETHY, 2Ty 7= aRETHILETYA I/ BELT—T =20 ELNE. £<
DG, T~y a I W0 by g U O/W v /by a USSR A L, CO: ORISR
DEvNLyarEZMnDHTELRES TN S 1Lz,

SOOI, vA 7 unRNTARGE Loy a AT 528 T, B~ A 7 ne VT —T 4 — L%
BLET HDENTFENRE SN TWA. F Schuler  181%, <A 7 a7 URS5ELE O/W =< /Ly
I UERENRICE OV RBELSSHEL LT, M 270t TF—RYRFL U7+ —2OEITK LT,
ZOEIEEIIRIORT @Y TH D (Fig. 1-:9 /). kT, BERKESTAF—2HNT, AF LT/
~—=DKIZHFW L TZZER OW =~ /by a Uil 5. 5O IRER: 0.5~1 pm ThH o7z, K
2, BREONT VIV Ly a U EREISED. 2Oy a AZBNT, AFLUES v —
ESTAVEIE CHRETEMER, 70 U AEREET R Y UL HWTEEESND. K&, w1 7 BT Lhsy
B2~ yva NN ERRT 5 Z L CEAGVHEBSN, vA 7 ekeArT—RIAF LT —
LBELND. BUE SN T 4 — DITZEBRERDN T8 RRE T, B A XL 76um (FETh o7z, 2O X
IRFETEET AR NS Z LB~ A 7 av VT —T 3 —LRELND Z L0, HEMHIENES
ThHhHREDOHRERD. LL, BAZERIZKIT 2 AAZERRIE WD Z &0 h, FERIZE—RNE
WiEZS5 Z LIXARARETH D.
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Foaming Polymerization

oo o°.' i
A0S

*2¢ Monomer Drop

Emulsion Foamed Emulsion Polymer Foam
Fig. 1-9 Left: Synthesis of macroporous polymers by foaming monomercontaining emulsions and
subsequent polymerization. Right: SEM images of polystyrene foams obtained by polymerizing

foamed emulsions with the UV initiator TPO.113

142447 ANTILERAVERETA 0 A TIILOEEE

141 IA4 7 OF ¥ RILERWVN-HZEIA O T OEEE

A r7aF ¥R EHNTCA 7 a T EEGirm~ /Ly g i, h e~ 7ol 7L A8
T2 FENEORESN TS 1517, R, Chen b 16(%, ~A 7 0F v Rz HNTL 7L
AT N EREL, SHICMIEICKVFELHETE S 2 & am Lz, fJIEHEITRO®@Y
THd (Fig.1-10a). —EOXF ¥ T UV —F2—T7%ZHNT, 10mPas DRED T U a4 A )Lz 2E
RO~ A T aNTAPGBUTCEEEZERT 5. BASEEZ 3720, WHICIXEMUE LT /) ~—
ELTI9%DYT 7 UNAEE1,6-~FH o UoA— b, REARBAE LT1%0 2-8 Rr¥-2- 251
Tt T ) URMZALNTWD., ZOWERE 2wt%® PVA KSR ICoBEEs. 2L T, ~147
0T E G MM ORISR E R 5. ZhIC K D EENBBES, ~A 7 a7 AnRK) <
—ICHE IS, 2TOTLRIZEIR (256 C) Tirbhie., ZOXI R UT NI~ A7 aiifkT S4 X
1%, AR ONHAR, KFEOFEE A MNIICHET 5 Z ENAEETH Y, TS LV I 7 e EEZ IS
45 Z LN T& 5. Fig. 1-10b & (X Fig. 1-10¢ (2R X 912, WHOMEEZZLSED Z & TRIED
HIEAS, AKMEOFHEZESEDH Z L THTEAROHBMNRZNENARETHD. FohlhsE~ s
0 f S VOELITEE nm BETH-o7-. UERIORT@Y, v~ 7aF vy rxrrdfnizhZE~( 7 no
TN ORIEEY, DIRWTRR T~ A 7 un"TI e h Tt T 5 2 ENARETH Y, I5HIT, MRS
FRIE 72 & OGS RSB ATRE /BN FIETTH D, L LR s, ~Af 7 uaF ¥ xEFHT LS
EERCILE T D MENFET S, O LD, Bt pm R pm & W o 7o/ NS 7L ORGEREE L
W2 EThD., ZhuE, BONSR~A 7 niftffEEORIEZ Db DONHEE L & 9 FAfry 2 I
%, IMBICEBIENHEEDOE R REREEL KT, MAT, RELESNETHS &V RERD
H. ZhE, X ETV =T 2a—TNOWEICYEN 72 EIRPFET 5720 THDH.



F1E Fam | 11

(200u!l/min) (400ul/min) (600pl/min)

Fig. 1-10 (a) Sketch of the microfluidic capillary device. (b) Microscope images of G/O/W droplets
with different thickness of the oil layer, synthesized by tuning the flow rates of the middle phase.
The inner phase flow rate ¢;= 150 mL min!, the middle phase flow rate &= = 15, 45, 75, 105, 135
mL minl, the outer phase flow rate @,= 400 mL min'l. (c) The microscope images of G/O/W droplets
with the different size and the same oil layer thickness. ;= 150 mL min!, ¢»= 15 mL min!, ¢, =
200, 400, 600 mL mint. The scale bar is 300 pm.116

1.4.2 Layer-by-layer iZZ AW =HhET A Y OH TILDEEE

BRULFTETH % layer-by-layer &2 HWT, ~A 7 a7 NN 7w MUITEE) LT fH %>
b H sl = OFEEEEZ L0 D. G .Shchukin 5 18 Th 5. ZDOHEIL, BEREEAIHT A
LR SR, PRBVEML, b7 E~OISHBNEIRF SN, B HmEMEO SIS v Rele e~ A T u Tk
NORGEEZ R E LCiREI . BIEFEITRIORTE@Y Th 5. T, FmiEtAl & LT 1.73 mg/mL
O & £ @ sorbitan monostearate (Span 60) & 8.27 mg/mL @ J# £ @ polyoxyethylenesorbitan
monooleate (Tween 80)3VAf# L 72 /KK O EIZ, @BEK T v —7 % H W CTlEFIEZ 30 BRI
HTET, BRO~A 7T NVESHSES (Fig. 1-11a). 2O~ A 7 2 /N7 )UFEL 1~20 pm FRE
Thb, A~ KHIZELRETHD. FoNTo~A 7 a7 VO RIE, ERICTHES I, A-EKE 7 ¢
NWH—ZHNT 3 EREInD. £ D%, poly(allylamine hydrochloride) (PAH) &% O poly(styrene
sulfonate) (PSS) % fi\ T layer-by-layer f&)& %17 9 (Fig. 1-11b-d). F/E!% 2 mg/mL ® PHA # L <% 2
mg/mL @ PSS 7ML 72 0.6M i k) U U A ZHIWT, [EOEMZF-> PAH 725019012179 .
#Hx OFBRIIZ 15 0 Th o, ZOLRIZENT, BERELETLZ LT, PESA 7T erD
R AT D EMARETH L. FoniohE~A 7 ah e, BEKET 4V E—% T3 E
Wi sins. Fig 1-11 AiREOpBi st e~ 7 a b 7e VONIGETH D, KE g L THRE
PR, BHITR LT DT N0 5D. ZUL, ZRO~A 7 aN\TVRERIIWEI NI LA RLT
W5,
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H. Daiguji & 1201, SEEVEAIZ A WTICHZE PAH ~ A 7 1 b 72 L O 22 PAH/PSS ~ A 7 1
7T R/NVOBIEIZRIILTWD. ZOHER, H25 pH OFPHIZIHWT, PAH 2REET b U U LKEK
HCTHNNZA—RFRNHCOO)LKO'T I VR-NH3)Dau A RZbZ Lx#FHL TS, ZoaaA
RiZ CO2 HAD~A 7 a N NTLAREREND E, PHA Ok PARIEREICWAE L, 7S
D, ZOHRTEME 7.5 <pH<9.0 DHPHIZBWTLETHD. Hitl\ T, ZOHHIKIZ PSS #INz %
&, PSS 2372 PAH 4 7RV OREIZHAE L, A LA ¥ —H2ZE PAH/PSS ~ A 7 u 1 72 R EL
%. &BIZ, Molino 5 1211%, ZDOHIEIZBWTPAH OREAZEF 52 LT, 4 1~4 pm FEE O
PHCH 7B NVEZHIET 2 Z LITREILTWD.

PLED X 972 layer-by-layer #E % W\ =2 H1EIL, ~A 27 2T NAOREIZKR Y ~—%2 L HITWE S
TDHZEnD, BICEESCHERIEOHBEIEICEND &\ O B E RS, £/, FECE-sTINaET 0
ADOFEBEEISEIRT D ZENAETHD. LNLARRDL, WIFNOHEICBWTHOREER~A 7
BT NET T =R LTHWD Z e, =R 0 728 ET 5 2 & I3RBAIZEE L V.
F7o, BRI D120, KREEEIZLARMETHD.

ultrasound
generator

Tween: Span
solution

Fig. 1-11 Schematic illustration of the formation of polyelectrolyte capsules on an “air” core. The
Tween:Span mixture, which is used to form air microbubbles (a), is further stabilized by the
electrostatic assembly of PAH/PSS multilayers (b—d). Right: a photograph of air-containing

polyelectrolyte capsules in aqueous solution after centrifugation.!18

1.4.3 In-situ EEEZERAWFETASA I O h T OEEER

~A 7 uNRNTNVORBCTESGIGEEITIET, v 7 aTNVEEED BT 5 HERED
DR STV S 122128, 5] 2 1%, H. Daiguji 5 12303, In-situ EAEEZFIH L T~ A 7 0 XTIVEED
T L, HEATIVHILVATIVTE RvA 7 a7 E8iE L. Insitu EAEE, —HEO
T/ ~v— L HERBAIZHNT, SWEORE CHEHARISEZEIT I L TH 7 bEEBR T 5 HIET
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H5. Insitu EAIEICEDHERATIVARNVAT VT B R~vA 7 a7V OREERIZRIRT@Y T
b5, T, 4 wt%?® PVA KB 100 g2, 7=V 1.3 g MR WRAEAMLS 5. Boi-Emk%E
ZEREITTENBRIRITRAL, 4 JEKRD 65 COFMT 15 pHiFFT 2 2 &L CHERAEMIED. 20
W, BIORHZTT LR ~—%2fl{fl+5. "LLTLTE R10g, A7 3.3g, ARE/K13.3 g%
AL, 10Wt%DREET RV 7 AKEKZH F9 52 £ TpH=10 DREIZT D, LR ~—[3KHET
S22, 656 COREIRI-ND. ENEama RIS 2 &, BMEREN TR, ~A4 27z N
TINEREND. D%, Bohi-~A 7 a7 LOh#ikE%E 65 COREICHEL DD, EABMKAIL
LTZ U 033gx#MAxb. IRWT, ZORBIREHIEL OO, AR LT LAY ~—%0H F+5 &,
YA 7RI NLNOEETESCHBENS. ZOMGIREIL 65 CaE->. RISHIENS 15 14,
HEPISEE T SEL720, 10wt%DRET MY 7 LKEREZTH T2 & TpH=10 (IZHET 5. 15
bNTHZERX T IRV AT VT R~A 7 ah 7w/ SEM HEif % Fig. 1-12 (7. ki HERIC %
FARNFET D b, ~A 7 a"TANRELL BT vULENTZZ ERSND. 7' OFIT 5~200
pm FETH - 7.

ZO XD RIFEE, BREOIROHEHNC L e~ A 7 a0l E aliE S 3523, layer-by-
layer VEIZ X 2 5L L RERIZ, BIBGRICBIT D REER~A 7 a TV ERND Z G, 010 B
(B =2 TR ARELRNWE WS RS H. £, METELE KEEEICRNETHD.

Fig. 1-12 SEM images of hollow melamine-formaldehyde microcapsules (a) on the surface and (b) in

the sediment of the microbubble solution.123

1.44 NITNTUT—MEERAWNZRETA Y D h TRILOEEX

INET, vA 7 un"TNEESED T BT D ITECONTEH LB TEEZR, WIS ARNEZE
A 7 anNTVERNDZEND, HIEEICHERS -2, —F, [UKIEAEIRSHERICH D55,
<A 7O NRT TR ER EFE O Z LN C. A Word B 1242 L Wiy ST 5. H. Daiguji &
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125127 | %, IR~ A 7 BN T NN ER Y v —ITRFPIZAER L, ~A 7 a7 LVOREICH ) v —% WA S
W52 LT, B—letpZi~v A 7 a i 7BV OREIZRI) L. ZOREEIEL, NTAT T L— MEL
s, ZOFERKRIORTEY THD (Fig. 1-13). 2 g/l R U AEE (PLA) WNEfEL7-Y 7 nnm X
% (CHzCl) Wiz #H L, =ik, KXET CRDICEREEMISED. ZOWK%E, ~A7navl
YV ERAWT 2 wt%® PVA KIERHFIZ, B 1 mm BZEORHE L TEET 25 (Fig. 1-13a). CH:Cl
KD BIERT 2B 2 R o720, R ORGHE & TG ITIHE L T\ <. 22T, KOZEKIEMEIL
CH:Cle DZ & Ehili LTI /NS W2, ZERUTIRIE OAMTIT I 220, 5o T, R OIHEIZ £ 0 25K
DEIFEIREN T D &, W TERLRoTERN~A 7 a7 )& LTAEMREND (Fig. 1-13b).
W OISR 1L, RIS RIS BT D £ CORMRMERER & ik U CTHRDITE N0, 2 ORRIEH
HEEfE & L CREIT 2 2 LB TED. 1o T, IRMNIZPABEREZMER T2 2 L1220, Ashd~A
7 NT JATESVFINCRETH D, 2D K 5 72RI128 W T CHeCle IZZE F D3R & CU R L 72 5 2K
ETDHE, A7 u"TNLOYERILT 7T ADK(reg = 2y pos N LV IRE S, ORI 0.96 pm
Thbd. TIT, regTFHKIAEE, yIIRERS, portE CH2Cle DEFIZAKIETHD. BIEORER,
ERRIZAER SN~ 7 a XTI Lot I EIFEREThH 7. ZO~A 7 a7 L, PLA W&
Lo, EiEI~BFEMEHEENS (Fig. 1-13¢c). Ziuz kv, B—7p2hER ) dlit~A 7 ol 7L
NEFEHN5. Fig. 1-18 A%, oo R Y g~ A 7 v 7o EMER R TH 5. VT
KORY ~—ONHBIEL IeoTNDH I EnD, HETHDLZ ENSND. FHNRIL 0.41 pm, PI(=
PEWER 7S SEEDIE 10 %, FHIAMEIE 1.03um, PLIZ7.7%TH Y, HOBOTZERY fit~A 7 a b~
EANHEINTLEFRD.

ZDX O RY)—TINES P ZE A 7 ah T AE, BE 2 EAEL ER T 5 2 LN TE L0, B
TWEEAE LTOSANESND. —FHT, I 7BMEcid~A 7 a " TnmR ) <~ —ikii & it
HORmZE®RT H2LEND LD, TESTFIROLNIERZ1I0um 225 LI BRER~vA 71
71 7 )V OBAE I F BRI EE L.

CH.Cl, solution of PLA
PVA aqueous solution

@ XX

|~ droplet

| ~bubble

b SES o ey
v B e &

| h
|- hollow capsule
© lar? Tode? gt
Y 0

Fig. 1-13 Fabrication procedures of hollow PLA microcapsules in the bubble template method: (a)

formation of droplets, (b) generation of microbubbles, (c) release of hollow microcapsules. Right:

Epifluorescence image of hollow PLA microcapsules.125
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1.5 AARD B

1L1~14 BZBWT, vA 7t T =T+ —ABIONZE~A 7 0l 72N ORBEEOW T
Lic. =47 aten T —7+—L00ERE, @ETAZRY) v —ICEfSH, ECLY~A 27 a7
NEART 2 HERRDESHAVWLNDS. ZOFER, FHHEBE~OISHANARETH Y, TEORKRO~=
AN T—T 3 —LEMET LI ENARETH LN, —H T, BIETAEZHANWS Z & TlliEIc£<
DERNVX—ZNELTDH LR, REER~A 7 a"T NN ERANDZ & THIEINEE LW EofE%
W25, DRI —TH— R E o~ A 7 nk VT —7 r—azfliEd 5515 LT,
B)—TogpZe~ A oma 7w NDT7 4 F—% B LIZEAMELE L TRIET S HERE2 NS, F2E~
A7 a7V ORGEEICON T, BEERSCEIEOEWEEZWE Lo~ A 7 vl 72 2 8B 7 i
L0z T B HiER R D RO TH D P, EHER TRIGERN T 2 MEHROIK TR, BW/E O R 72
COMEEINZD.

IS ORI FRFICHRIL CE DME— D FHIEX, ~A 7 a T NVEEED T THZEThDH. 2
DX R FEFEEFET LN, ~A 7 0F v 3205 FiEFIREBEENNETH D Z L NARET
H Y, layer-by-layer {£X° in-situ AL EIZ X D HIEZBRBCRORLZE/LRIDE AW 729, NEH
HRRETH D, —7, BRI EWELZHZATORVHASEHRIZE N T, [T ERZFFOZ LN ERE
FOHFRITIC LV RS TS, 2O X5 RPASERORIZ W5 GBS, NTVT 7 L— MER
b5, ZOHETE, ANEHACTICER 2 pm BEOY) /e~ A 7 a i 7L ORENFTRETH
L. ZOEIRINEL B —TehZE~w A 7 a TR, BHINE ZIEAR BB TE 5700, BEHEY
K72 EOEREST OISR END. —FHT, A 7 a_XTANEHREZ @RS 50BN H D L
WO REE E, BAMEIO 7 4 7 —%E0TESBH~OISHICHET2EZ 10 pm L EOFZE~ A 7 ah 7
ELORIEIRETH 5.

ARFFEIL, BER~A 7 v " TEANWZER 10um UL EDOHZE~ A 7 vl e LV OREE 2
INEFERTHZEEAMET S, BEMIZIE, PSBERICB T 2RIKIERGHERNTO~A 7 a7 Lc
B9 2 B ) R e B ARAT 2 RIS, BT e e~ A 7 n ZiLRORIE, Gasloil/water (5 &R T 5.
IHIZ, FRIZEDTEVA ML —va a7, FEEAREMZRT. IRWT, Gasloil/water 512X 5
B— 72 10 pm LA EOFZE~ A 7 0 TV ORTEICHE R, B Y~ —ISRICR T D T AR
B LOFEIRSEFETCOXIEERIT DN TS,

1.6 RNEWX DAL

2 EIZHBWT, BJ)IFERBEERIT 2 tls, BRER~A 7 a"TNE WISl ZE~ A 7 a
v OfLERE, Gasloil/water IEEREE L. 612, ERICEATEUVA ML —Y 3 V&7V, HED
EHAREMEZ R L=, £72, Gasloil/water iEE N7 LT 7L — MECL VG -hsE~ A 70 h
TENEWTHZ LT, RERITEADRESINTZ EAR L. &b, ZOFERIZELY, H—7
iz BT 7NV OEGEIZIEIR ) ~ =R T 2 W 2 B2 GREICRBEG D 0ERNH L Z L, T
DREOKIIEE AR T HUENDH D Z LRI T,

% 3 ECIL, WEHEICIIR LR Y ~—08, KR A DOIEMRIEIC G 2 5B OV CERIICIHN .
Molino HIZ KV HlIESNREREZITIZ, BT A EZBRL, FRBRALEELL. Zhicky, R ~—
RIS RS D 0 A B B TR 2 Z E R ARE L 72 o7z
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94 FE T, 2HEOKIEDERIND &B 2 LD ERSEFIZONT, BRI X ORI~ .
K2, WALl EOERICBOTHRIARTFAERNRE TH S &V ) BREWEHRICON T L BRI L.
DT, FERRIZ IV AL EOIREIZE W TRIENZEICHFEARTH DL Z L ER LTz, EHIZ, 2O X
I RN DB R BT AT o2 & 24, HHAIC O RIBIT R EREZFHOZ L REnT. £
7o, FEBRE R & BT R O 21TV, FEEOR TR E TV ABIZRIZ OV TOMREE1T 7.

%5 HEITR M TH D.
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¥E2EF Gas/Oil/WateriEENTILTFUTL—REIZE D
hZERY BT/ o200 TEILDEE

21 #8

ZOFETIE, LHEHBICHETHIER 10pm L EORERPE~AS I uli TNV E, A 70T V%
HAWTRYET 5 HIEARET 5. ZOFEE, MR ) ~—EROKFEER 20 pm BRE)NIZ—D D
RERKIWEHCIAD D Z & T, EPLRBPE2RHSIETICA T b e ERT L. Zhid
Water/Oil/Water & 7 /L=~ /Ly a % W TZIRHPRZEIEDISH TH Y, Gas/Oil/Water (Gas/O/W)ik 128
EREEND. ZOFIETIE, PIDICH R LR = —GEMED DR U T2 BB ORI, L LTo
~A 7RI N ESEAERT H(Gas/Oll =L a ). IHIT, ZOTw)bY 3 v & KBTI
XEB L, A7 aXTAEEUINGE D KIS E LT %R (Gas/Oil/Water =~ /L 3 )R EHNS.
7B, Gas/Oll =~ /v a UHOKIEMIZATRRRY ZART LI ENREE LY. 2,
Gas/Oil/Water =~ /L3 a > ORUNEE TICKIAE 2 AND 2O TH 5. Z ORUNER T, Kidid—
ODDOLREREFFOTD, ik, AREZHRYVIRL—2oORI I E 72D, KJARITIR Y ~— RIS
HHARIZEVRESND O, R ~—BWIRICKHT 2T AEREITIVHERRNRRMATH 5.
Gas/Oil/Water =~ /L = U )b ARSI 2 26008 S 2 (R 25 Z & C, KJaEBIZAR Y = —2B i L,
T EMEDBTE T 5.

ZITE, NTAT T = MELFRRICR Y Lk Z2sE & L THWEE, Zhud, Mz oiE7et
A LR OB X EDHI ARG T DD Th D, IbIT, @mMEREZHEMEITHLZ &b, +
A7 uaRXTLORDIC, KVEELRTER)IAB~A 7l 7T VE2HND 2 LT, HEMEIDOT 1
TR, BEREEAME L THMHTLIZENARBTHDL. £z, XTAT 7 L— MEIZBWT,
poly(lactic-coglycolic acid) (PLGA)=° polylactic acid-polyethylene glycol (PLA-PEG) 7 & v 7 2R U <
=72 EEHNTHE AT BN AIRE TH -T2 2 LD, Gas/O/W EIZEBWT Y, AT 58 i aT
BRTOHOIUXED L I BRMEITHL I T v/ERFIRETH L EE X HD.

ZOEO A, [IKIRGEROMERICRIT 2KIAOZENZRT LT, B3I —hzE~
A 7 ad 7N ORETEOMGRIRILE R L, FEBRICKVTEA A ML —varz2{7) 2 Lild 5.
2.2 ECTHERAIRILZ SOV THBEARL . HERICB T 2~ A 7 m 3T L OV EEEZW LN L, Gas/O/W ik
EEE L. £72, Gas/lO/W ELONT VT o7 b — MEDRBHFIZOWT, BEERMENTAE R 2 eIZii L
2. 23 WIFERMREZ T LTS, ZODRRDWEFIEOTES A b L—2a VM7, Gas/O/W
BEIZ XV ER 10pm BREOKRE 2R~ 7 a7 AnfiliE S L A/R Uiz, 2.4 ISR & #E
MCHD.

2.2 Ak
221 B#ERIZBITE7A420NTILORESH

A FERME OB BETABE(CH:Cly) & FEEE M O RIAR (N DIRAIEN, FERICH 5 L IRET 5. RITEIR,
FHETHDH., ZORASETIEEn,ORIaNn @72 T HEET 255 DEREMEICONWTEZLD. 22T,
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A7 aNT O, OBENZ L DB )FRT v VOEALIZOWTIHRD . ZOROES)FRT
YUY VBOEALEIFRDO X HIcEEIND.

dB = q[(p' —p")dV"] + qydA + n{dN;" + pidN{ + p5dN,’ + p5dN, 2-1)

2L, plIES, VI, ylEFER@EES, ATREE, plbF AT v v, NIIWERETHD. F
7=, T 0, T "0, S48, T J, T .0 I CHeCle & Ne 2 9. 22T, RHOEp ITREE
EELMER SN DD, KM (I OFEIp " ITRIEER OB NVELT 2 L IET 5. £z,
I —CEIE, ThbOIRELZY =4/3nrd, KEBEA=4milT5L, ZOROBIFRT v
X IVBD~A 7 v XTI DFEEr [N TO—FEIIRAD X 91272 5.

dB =4 2( ! u+2y)+ iz ! dN1”+ " ’ dNZ”
drb_ nqry \p —DP . q(uy — M) dr, q(uz — H3) dr,

ld (2-2)
b

SEERIRREIC RV TIE, RIS, FMHOLFERT v VINELLRY, £z, Yo7 e 777 AOKMN
Y ST,

W=y (7=1,2) (2-3)

2y
p” = p' =+ E (2'4)

S50z, R2-4)X8Y, dp”/drlZ oW TRAD K Y 370,

dpu _ 2)/
drb B T'L.?

(2-5)

R©@DED, BIFRT LU X ABDO~A 7 BT ILOHAr I ONWTO M ITRRD L 512725,

d’B 2y 2y dp” du) dNj'  duf dNy’ d?Ny’
- o0 -or 4 2 _ =25 bt St 3 "o
dr? Smar (p P +rb)+ Tar ( rZ dn dry, dr, dr, dn +al =) dr? 06
2-6
duy ANy dp dNY ,)dZAg'
1 dr, dr, dr, dr, Tz ~ K2 dr?
K(2-3)~2-5) LV, KE@2O)FKRXDLH D,
d’B  (dwi du;\dN; du;  duy\dN; -
arz ~ W\dr, " dn, ) dn, dr, _dr, ) dr,
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ZIT, BESKUA L A A ET S &, CH2Cle & Ne OEEIZITHOWT, KA EHRIHO(LFER T
VA VWILL RO L D IZEK DT ZENTES.

W = vopl, + RT In (p,l, ) (2-8)
Po1
n n pé’
1y = pyy + RTIn (?> (2-9)
i ! Cé ! Cé ! Cé ! !
U1 =vop' +RTIn|—— | =vep' —RTIn(1+= | = vyp' —RT | = | at c; K c; (2-10)
C c
Cas

ci, cyld CH2Cle & Ne DIEMDIIETHD. FT2, vy, poh, CoslETHEIHIFER CH2Cl O IARFE, fil
FZRRE, WHOEREAFREZ R L TND. thyy, thold, ERZAAFBEEE CIARLI-EE () =p')
Och =c¢yg) O, WK OKHOLFERT v v b, RIFZRES, TIHRETHD. 22T, ¢ =NV =
Cor (coplTMFEZ: CHeCle DENRE) LAET D E, BHuip), py, BLUcyd 3 oE7e%. {(@2-8)~
Q-INE VY, {LFERT XY D~ A 7 N T IOYEr IZOWTOMTIILL T L 51272 5.

du duz RT

drb drb dp (2-12)
i _ AT dpt (219
dTb P1 dTb
du1 RT dc, ﬂdpé’ (2-14)
drb c01 dr, H dn,
ZZTIEUTIORTA U —DIERIB AN BTV S,
Cl
p; =H (2-15)
Co1

72720, Hig~V U —EHTH 5. X(@2-12)~2-14)Z RQ-DITRA L TEHET S &,
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d2B (Rpo dN{ T dp} dN; )
=q

d_rb2 pl drb dT‘b H dTb drb (2'16)

T OHEAEA r/p_il 3 " le — (4 _n ”diil e e
Sbic, MRKEIRALY N =V EROT, N ORBIBISE = (o + V) mTh B, £z,

FHEUTHDZLmb, B 1Ths. LES->T, REIOHETFOL ) AR TE 5.

d?’B RT dpy 1 [(dV dpy RT dp, 1 (dV dp{
hlliad pl_(_ II+VIIﬁ>+ p ( +VII p1>

drz ' py dr, RT \dn, P1 dry q?d_rbﬁ dr, " dr,

d n 1 d n 1d " d n Nd n dvll
—qv" P1 il P1 L= P2 +q P1 +P_1 P>
dry \p; dr, H dn, dr, H dry ) dn

4 dpy (1dpy 1dpy\ 3 (dp{ pidpy
— 3 — - 2 P1 -
3ﬂqrb [dTb <p£r drb + H dTb + Tp dTb + H dTb (2 17)
_ 4mqry [dpy LY pi dpy] (3p7 N dp!'
3p7 |dr,  Hdry|\ 1, = dn

_ Amqrg (. pr\dpi i 2y] (31 dpf
3p{, H dTb H T'bz Tp drb

BAHCRICE W TIE, CHeCle DAEKLE En, ITEFE T, T7hbbdp!/dn,=0ThbdZ &b, HIT
d?B/drZ < 0L 72 W RLETHDH. —F, MERIZEWTIE, WEHOKREN —ETH L7729, dpy/dr, #0

Lib. LMo T, d*B/drE > 0DRESRNZMIZTHAE LD, BEFFIIKRATHZ LR 5.

dp; pidp;
= 2-1
drb H dT‘b ( 8)

ZZT, CHCl & NoDZFNENDRMWEEIZLLTO LI IZETZENTES.

n

4 n
Ny =N{+qN{ =c;V'+¢q ‘.RT( nrb> colV'+q P1 (—nr,f) (2-19)

N, =N, +gN) =c,V' +¢q

2 ()

2T, B EMEL, o3y CHCle DFE/LVEEEcy, &5 e L, X(2-19), K (2200026
L YR
drb

dTb
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dp; <§RT av’

- WCOld_Tb—I— 32’)1’) (2'21)

drb N

dpy 1 (RTc, dV’
P2 _ __<__2 +3p~> (2-22)

FEL, W=1+ CZPV"‘“T 1+ q%f‘&;é. K@21), K2 RQSHRALTHET 5 L, LT

2265,
2y / ) (pé’/ )
I n n 1 - n lIl n
dv _ —3qpi'V ( 3pi 1y + P1 (2-23)
dr Co1 RTT; c;
b 01 ATy 1798 ( 2/601)

K@21)~2-23) kv, LESMd*B/drE >0 (K(2-18) 1FKAD K H Tk,

dpy’ | pi'dpy _ 3pf {‘1’ + (p1' /H)(c3/co1) K 2,),/ >q, N Pz] <q, _2>} =0 (2-24)
dr, H dTb Tp ¥+ cy/con 3p1 1 124 Co1
RKQ2)Z2ERT DL, LFOWIZHETE kRS ERD.
, P2[(H pi  _\3pim pY )
v - (p{,+H 2) 2 T H Y<o0 (2-25)

COREFERZMS ZLI2XY, g BT RERMPTLND.

I mn__r n n -1
3c¢o1V ERT[(H ! Z)Splpzrb (H +p_1)p_2]

4nrgH |\py H 2yH p, HJ)H

3C01V RT 3pé’rb 1 -1
4nrgH | 2y

(2-26)

q> =qo

I, ’%’« 122 p', T, Ny, NplZd—ETH S, ZORBRAL, KiaighBfigyllzEz Lz e &, R

HELIRDZLHR LTS, ZH LR, KIaED qlliET 5 TOMIL, BEBNPFELRNI &
LEHRLTNS.
WIZ, BHERENIEAT HLERMHFICONWTE 2D, WEOFMESERME (X(2-3) &XQ2-8)~Q-1DITRE
5 CH2Clz & No OFFKITZDOWNWTORH EIEMOILFERT vy nk 0, KIENEROE RSy D)
HUL T XS Ickans.
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pi = 1P @-27)
C,
pé’ — p,TZ (2-28)
C2s
L, nidk ThEALBNS.
1N = exp [—vo (pER; Po) - %] (2-29)
1

K(2-27), K@229%Y > 7 - 77T ADA (K(2-4) ITRATDE, QI TOLIICRT LN TE
2.

n 2
C£=Cés<1—np01+ V)

I I (2'30)
p TpD

T THRWIRE (cf = cp)s U —0IER] (K(2-15) ZEL, R(2-27)~(2-30)% ¢ \ZBIT D LES
o (R(2-26)) ITRATDHE, UTOXIICERTLHZ ENTES.

2
3N mT n mn__r 3r n n
_ 13 +1_P_1 _[P1P2 OTpD2 1_p_1 >0
q4nrg H H H? 2y H

!
Cas

o145 p'4 .1 d Po1 = 2¥
25N, — - + - 1-n2+
{%1( 1 anT3nrb> qu3T[rb n

dn, p’ Ty

4 (2-31)
Cas Po1d p' 4 . Por 2V
2N, —gn=2— —_ 1—-n=—= >0
+d1‘b {601 ( 1 an ngn-rb) + quST[Tb n p’ +rbp’

dN, >0
dTb

ZORIL, Ny ERIZIBW T, dN,/dr, > 0DFEINZE CTHDHFEEZ R L TND.

222 FASERICEITHIA 0 ANT LD FERE

[FEEDRICTIHNT, AN ORI ORI HOWTHERT 217 9. 4, R(2-27)~(2-30)% 1
WTeWEEORAFR (H(©2-19) & RK(2-20) 2RT 2 L2525, X@227NEH(2-19~RA L, Hi(2-28)
ER(2-30) 22200 MRA L, V'EIHET D &, #kx 2KIakq okt 2 EHROLWE RN, & sy
Br, OB TORD Lo I1cREN 5.
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Cos P4, p' 4 py 2y
N, ={-2(N, — - L 1— ]
2 {001( 1 qniRT?,nrb>+qiRT3nrb 77p, +pr' (2-32)

L, p, T, NjiZ—EThH5. £, nE@-212BWT, FEEE (¢ =cp) ZREL, ik
(2-30) AT DHZ Lz k Drb(DF'a?Jiﬂt& LTChHx7.
Fig. 2-1a X' Fig. 2-1b 12, FHEICE W LN BRIE(g = DR UBEHEEIE(g > DIZRT 2D Ny, Hi#k

9. 22T, pf =latm, T=298K, N, = nrd“Cé?)Z) V& CH2Cle D& DA ZhEE, VI

7% CH2Clz ODEMHICB T2 ENMKBETH L. FHEICIEFUTONRT A—=2 %W\, ¢p=V"1=
1.56 X 10* molm™3, ¢, =530molm™3, y=278%x 10"2Nm™?, pg; = 5.81x 10* Pa. Fig2-1a (% 5-10
um O %, Fig. 2-1b 13X 0.8-1.0 mm O 2 ZNENEE LD THDH. WO A X&FRNT,
Fig. 2-1a & Fig. 2-1b OIZEWIZEE. E5HLON, n liFRZB W TS, Ny2ASMEX v &/ S Ut
SEHTEIIAFAE L2V, Ny S/ IMIEIZ &S LW AT 72— OB IEE L, Ny ASWvME XV b k& 1T
WX ZODFEENFET D

107

i,llllll LI T LY LELRRLI T LI
AR ' '
7 5 ! G=2.83x10 ]
6 (ry=0.931 mm)
5 5 .
4
s 4 =7.15x 10"
=0.8 mm)
) 3
© e
E . g
=~ 10 =
o~ o~
2 7 < SR W
6
s 2
) E
109
3 8
7
2 6
5 4—! =0.96 pm (b) 7
10‘9 L 1 11 4l IIIlII; 1 1Ill|ll| 1 Illlllll 1 11 11l
5 6 789 0 1 2
10 10 10
r,/um ry/pm

Fig. 2-1 Total molar amount of nitrogen in a closed volume of CHz2Clz—nitrogen solution including a
single (¢ = 1) or multiple (¢ > 1) nitrogen bubble vs. bubble radius (N,-1;,) curves: (a) effective droplet
radius 7; =5-10 mm and (b) r; = 0.8—1 mm. In both cases, the system is in the equilibrium state at

constant pressure, p’, temperature, 7, and total amount of CHz2Clz in moles, N;. Here, p'=1 atm, T

=298 Kand N; = %mﬁ’, where V{ is the molar volume of pure CH2Clz in the liquid phase.
1

223 RETBIHERVEIBEIA /O h T OREE

Fig. 2-1a 128\ T, CHeCle— HERIEGHEWRDOFEDry = 10 pm-DE R R E 7b>ﬁ’aﬁu (WS
(ch = chy), WRHNDEZOLYERIIB L TN, = 22 x 108 ymol TH 5. Z DI NIC BATE I A AL
SNT=GE, FEERRIZ 0.96pm & 4.8 um TH DD, /NSWHITALZETHD. 4, ZD X 972 CHCle
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— BRIEBVEROWIED, KOBFAPNAFMET D EEXD. ZOWRPRIAEE G EET D &, ~
A7 aNRNTEZOKIAEN LERSND. ZOEA, o=, ThbHId, MdDITn = 2y/py;, (= 0.96
mm)O/NS7e~v A Za R_RTANEREND EEZLND. L LERNRD, 1, =0.96 umD HEKi0(g = DFF
L <IFEHEIEWI Z1E g=5)%, dNy/dr, <0X VD ARZETHSH. AT, ry= 10 pmA>> g=15 ON,-
rp HIBRIEN, = 2.2 x 1078 umollZ & 577, T L W KNI FATE T & 2 K38 BUTITHIR D & 2 F3 55 0
5. o T, WMNOERBEEDKT () < cpe) & IS, TIITKRERLOEREZMD KL, KEHIZn =
48 yMOHEKIA~ERRET . 2O G, PASEREZHERT 5 2 & T, CHeCle—EHRIESWIK DU
WEBICHSIE A AR TE 2 Z &R0 D, FEREOR Tt CHCle (3/KE A ~EMF T 523, Z Ol ILH
SIADER LD bFTBENO, KRENRKE BT 5 Z &3, 20k, CHeCle (TR ORI &
AR 2 TAGEIGEAR AR T 208, BROIFZE A LITRMANITIED . X, R 0KICKH 2 R
23, CHeCle iIZ/T 22N L0 DTS WD TH D, MZ T, CHoCle OIRMEHERL T, KIan iz
B EF L E TORMEEH & E_XFESICE Y. e X RBEHNDL, et A20 08180 ThH
CH2Clo— N2 IR BRI DWW I PASRICELIT 2 Z E N ARETH H. Z D X 5 REFHITHW T, Ny AR

(ra D) Lo Ny S REHERFT 538, Bofi7e ik, 1, R@-4DIC g=1 KON, = 120

AT AT B 2 L CUTF DL S IR Z LR TE S,

3RT

p’ 4 Por, 2y \_pz4
N, = —=mnrg (1 -7 o + @> = iRTgmf (2-33)

K(2-42) & [FIEIC Fig. 2-1a IORENTWA. N, = 2.2 X 1078 pmold & &, He & KinetEn, = 6.3 um
Th 5. Fig. 2-1la DREITREND & 572, WIHRINGHE D4 T ORIV THRRIATIES) FRIZLE T
HDH. ZOFRFETE, WITRT LD REGEFEICBWT, BRUENLZEICHFIEARTH D Z L AR LT
%. Fig.2-2a 22 OH%E~ A 7 vl 7w ORESE, Gas/OW EOHIMKX Z~d. Z ZTlE, CHzCl:
bV, BWE T DR U LN AR L7z PLA—CHCL IRk W5, Jed, X %R L= PLA
—CH2Clz &R %, f/INE & U CAREFE ~ B St 5. IR ofkE & 312 CHaCla A3 AHLGEFH ~TFA i
L, WREPNICHESIEN AR S, PLA ICEbiLs. RIZ, ¥J—72 PLA—CH2Cle ¥ A3 K feFH iz A&
RCE D56, WL E (REXIAVFERERE) BEC ThiL, B—7h2eR ) i~ 1 7
A TN fETH I LNTED.

Fig. 2-1b (28T, CH2Cle—NeiZiiiiry = 1 mm 2R EENEFNTWES () = cy), RN
DEZOEWERIIN, = 2.2 x 102 umol TH 5. Z Okl Z A8k HFHET 5 &, = 0.96 umD
~A T AT PR ANER SIS . I N JREAEFIIIT <, N2 O/KIZxHT DA D CH2Clz (2 %f
TLHZENED BFTIT/NI WD, CHeCle KEFANEMHEST 2 Z LI~ A 7 a ST R LA
RENDN, ZOHE, NelREixtaffhizfko7cEETH D) = cyy). #H-T, 1, =096 umO~ A 7
T LNEGRIC AR SN D Z LS5, Fig 2-1b I2B W T, HRi(g=1, r; = 1 mm) &k OEHEKIR
B 21E g= 104, 7y = 1mm)lE, dN,/dr, < 0LV ARLZETHS. LinL, N,= 22 X 1072 pmolZfr5H
723 BRI ORI & SRR g DIUHE 35 2 & T, KJafk q 13N+ 5. ¢=2.83%x107, ry = 0.931 mm
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WZEBELTEE X, 1, =096 umD~ A 7 O NNTI)VXLE LR D, 2k, ZTOHRMNN, = 2.2 X 1072 umol
2BV TNy 1 RSB MEZ B D ME— DR L 2 D0 Th D, £ D%, Ne fafE kb OO, =
0.8 mmiZ BT 5 F CUHMEZ T 523, 2D L X, v A 7 aN\T IR LE & MEFFT 5729121,
KIEE g7 ¢=1.80x 107775 7.15 X 107 £ COHFPHIZH D MERHDH. ¢=1.80 x 107IZFWNT, Ny,
HifRiEr, = 0.96 um THVIMEZ BLD 23, ¢=17.15 % 107 Tl&(y,, N,) =(0.96 pm, 2.2 X 102 pmol) D 55 % i@
WD, ZOMHTICHE I, R DG LD 2RIEEL g 2SN Ligelt 2RILICEB W T, RITLEE#HE
FFCEXDZLT7d. LDLRRG, BEORTIE~A 7 aR"TNELEDA U E T a RN 59,
TR IR 2 < ORIRAEMER T2 2 L13EE L. No OKISHT DIMRE A CHCle I2k4 5 Fh &
D H I EINT END, Ne (FAEFANITE T HE T, TO/ME, RHNHEE L~ A 7 e T
& LRI~ &5 (Fig. 2-1b KED). Fig. 2-2b (33707 > 7 L — NMEOHIKK TH 5. Gas/O/W
EOLGE L FIERIZ, CH2Cle D135 0 (2 PLA—CHCle {8 &2 FHV 5. 56T, 285 % 8% L 72 PLA— CH2Clz
WIRHPIZE L O~ A 7 a XTIV RNERSND. RV, CHeCle 2 KB IRfR T DI, PLA (2
bz~ A 7 a T NERI~E B ENS. 2oL L TELNhE~ A 7l FeLONE
%, 77— e LTHW e~ A 70T Lo LD,

FLWDH L, Gas/O/W ETITZER 2 AR L 7= PLA— CH2Cls A O NG % BB RIS Z & T,
WEBIZHERIAN BRSNS . RWNT, CHeCle 23 AKHEGEH ~EET 5 2 & CHAIE & & Tl A3 I L,
fR e LCHZER VA~ A 70l TR GELND. —FHT, XTIV T o7 L—METIE, SV AX
DN D Na R Z fafilft 6o, CHeCle BKEFHH AT 52 LT, Y7777 ALk
ESNDROYE—Te~A 7 aN\T)UPNEGINZAR SIS, A 7 a TV OBBIEL EIZEET 5
L, ¥A 7 anNTNETEOA BT a il y, PLA IZEDbNW-~A 7 a /X7 )V RNEHESN A~ &
n, MERVIB~A 7 ah TN ELND. 2070 RCBWTIL, ~A 7 a XTIV~
BT END Z & T, N BENRICHRT-NS.
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Aqueous solution  Bubble CH:Cl; solution of PLA Hollow PLA microcapsule

L ]
L .
-

Fig. 2-2 Schematic diagrams of two different fabrication methods of hollow PLA microcapsules: (a)
gas/O/W method and (b) bubble template method.

2.2.4 (HHAERE

WZiw A s a1 7L OEWE L LT, & 2 kDa KO 300 kDa @AY #.J# (Polysciences,
Warrington, PA, USA) %, it LTy 7 mr A% (CHCly, HFEE 99.99%, Fyeiidk T 35), m
TGRS LCRY BE=uT ba— (2—t1F— T-350, ARG #HAniz. ZhbidaTiEs L
— RFThHsb. £/, Hikix Milli-Q Advantage A10 IZ X D RS2 0% HWz.

23 BREBE
231 hERYIABIA /0N T OEE

Fig. 2-3a B LW Fig. 2-3b ([ 2> DRA 2R Hlig~A 7 v h 7ol iz rd. (ik
Gas/O/W i%, NIRRT ILT T L — METH D, Gas/O/W £ TlE, 300kDa @ PLA 2NEME L 7= 1AIRD
W 2 KR S5 E 5 (Fig. 2-3a 75). 41 PLA #2513 10 g/ TH Y, HIHIZERBE I REET
TOWRMEEIZE L) ~ cp). BESNT=hZER )i~ A 7 0 e OBNBED D, FA 1L
v RAFOWHETICNZ5NTEY, 20O 70ICRAS. ZOWERIC, BERef%ZHWT 10
BEBERERNT S, CHICEVEETIC~ A 7 e XTI ARER SN, A<B->TRADLIITRD
(Fig. 2-3a 4¢). Fig. 2-4 AT EFHBIIC X 0 HNICAER S~ A 7 s AT L OBEMEETTE (10
g/L,300kDa) THD. KX RBED~A 7 0 _XTARKEEL B L TNDZ LD MR TE 5. Fig. 244
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1%, 5g/L, 10 g/L & T 20 g/l ®4% PLA (300 kDa)iRFE 281 D~ A 7 a T LORGATH 5. 2RH
ZHATDIEND, ZHUTBEEEZBE LT 2 b, AREZO~A 7 aN\TUAREWIZERL T
LESTDREEEZOND. o, REDEWIEDGMPIAS 2> TWVDR, ZIEMETH DL Z &
BRI/ N K Z B AT LE > TWDAREENREZ BD. L LS, KU~ —ikifiTEi
FATHLKEELTNDTeD, KICBEL TIRBGRTH D L AT D, 16T, KFEIZRRHIA RS 25 &
EGEFE~ & B &, REOICITRIEO AR ED E B2 DD, IRWT, FEVTFA F—2 AT~ A7
1 NT L G iR & K 2 2> X JRE 5 (3500rpm, 10 B Z & T, ~ A Z a NI LRGN
ELTHEE D, BPERICIE, BUNERAS I LI-RRITE > TR 508, RERIARET 5 & R& R
TR U, /NS 72 O AN LECRilET 5 2 & CHEHICA XD X 912725 (Fig. 2-3a £). /K
FEIZIZ T CHeCle Z1AfR S ETh D728, UNE O CH2Cle 23 /KEFeH~AfR L, WU 2 B 13
V. Fig. 2-5 2213 EEBICIRIIES D UMK OBIREE T E CTh 5. 20 pm 25 50 pm R ORI, —
DENTEBO~YA 7 R"TNEGFATWDLZ ENHERTES. £, LBV LS
L. O~ A 7 aNTNVEERLICICHED LT, 2L U TREICE EN 2813 1R, —7,
~A 7 aNNT R TICMUNETE & LTSS, ~ A 7 a7 nEEND Z EIFED. 612, KT
HLC K ORI A O SETH, I 7B AR ZERISIR D o To. 2L, o048 E 6 o
AT —FADIENRY, B2 SRR ELY ER S TbRi e LTAERSNTIZ,
BFMOEFERDLDTELEBZOND. - T, BUMNERTIZ~A 7 a7z ALDT-oliX, FERICE
K DO~A7a TN () 2 FOMEMICERSETEBMLERDHD L E25. ZOFEE, Gas/O/W ¥4
ik~ a7 OREIZBWT, EFICEETHD. Fig. 2-5 HIIHE VT A P —oElisik
2% 2500 rpm, 3500 rpm, 4500 rpm D FIFICI T DHUNEFEORGAM Th 5. BEEICHE ST, BHE
ELTWD Z ERERTE D, ZHUE, FEDTA P —OREEEIZ L 0 ARPHIEFRETH D Z & &R

LTW5. —F, RO ZAIIIEND, FElEEAIOME AR SIC LV ER AR TH DL EEZHND.
~ A 7 NT I E G INERE DN L TE IR O EE A MK L, o7 CHeCl # 78R S ¥ 5 2
LT, W TRMERETT 5.

NTNT 7 L— METIL, T, 2kDa @ PLA 3% L 7- CH2Cla iR %, + U > ¥ % T 2%(w/w)
® PVA /KIER I HE S 2 (Fig. 3b /5). #1# PLA REEIL 2 g/ TH Y, HIMIERREIIKREE FCha
Fiiley = cb) T 5. FERORGE & 12 O CHoCle S AEEF ~IRIR T 5 = & T, NIIC S n~A 7
B AR APNER SN D (Fig. 2-3b )., ZOHFETIIBEER O X 5 208 &2 H0 20z, ~A 7 ax
TV OAERGRFRIZ B WD TR DEFRRE TR Z RO, 207, LA SND~A 7 a T VOREn, =
2y/pdy F0.96 mITIEWVb D &R L. FTo, PR ER OO, BEEE R L7256 & i L Th)—
AT aRNTANGELND. T, ARSI D RIAEITHERE DI FD T, D FHEE Gas/O/W
XN, ~ A 7 a7 V&Gt PLA WK OWH 28 < JET 5 &, PLAIZEDON T~ A 7 a A
TV BRI AN O KA~ & i S5 (Fig. 2-3b £7). 2% CHeCle 1352 2278 % L, PLA
DRI EHZE~ A 7 a T vNVBH T ARHPIED. BohichZE~A 7 a7V idieE, Bis
n, EESEL. BRERICBWT, P~ 7 a SV OREIEE Lz PVA Z2RET 572912,
40 CoMiKkZ AW, EH00RERFECENTY, RENICHEZNL bDITAWVWKIIRTH 72, B
MEEBEIC LY, EHELOFEICLVEONITEYA I ah TN b, W% DR E R OREN ek
EROZ R BN o T
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(a) Gas/O/W method

v . n ' 10pm
Fig. 2-3 Procedures of two different fabrication methods of hollow PLA microcapsules: (a) gas/O/W
method and (b) bubble template method.

0.20 - 7 5g/L
W 015 ] -
o0l g f’?_ -
005 P -
0.00 o
020 ] 10 g/L
RLT S B
| T o010 % .
0.05 g .
Ol B
020 20 g/L
W 015} _
€ 010f zi? -
" ool giimp i
e edidtS L T e
BT - A 50 um o 5 10 15 20
S O A ¢ 5. '.»"‘ : - ry/ um

Fig. 2-4 Bright-field microscopy images of bubbles in the PLA solution (10g/L,300kDa)(left) and
radius distributions of bubbles in the PLA solution (5g/L,10g/L,20g/L,300kDa)(right).
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015 2500 rpm —
5 o010}
o

0.05 |-
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015 3500 rpm
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o
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Fig. 2-5 Bright-field microscopy images of PLA-CH2Cl2 droplets(3500rpm)(left) and radius
distributions of PLA-CH2Cl2 droplets(2500rpm,3500rpm,4500rpm)(right).

232 hZERYIABIA /0N TEILOESH

Fig. 2-6a 2} Fig. 2-6b X, Gas/O/W iER ONT LT FL— MEICE VG bNT-h2eR Y st~ A
70 h 7R OWEE RO EEG TH D, 2D OEEIZE UEETRELZLOTHD. B LY,
Gas/OW IEIC kv G onizhzE~ A 7 ah TeLOHh A4 XL, ~NTATr7FL—MECLVELREZD
DEHR—HZERZNT LRSS, Fig. 2-6a 0BT, EOoNDR FIIESKIMESATNEN, &
BRI, [WEE B ERWVRFRELROND. KWEE B ERWRFARIES NS FE E LTE, POk
BEEDIEEBIAT G THoTZ ENEZOND. MAT, BHRIAZ STkl F-O% o0, RIEIZERIRO
LEHOZ EPMERTE S, ZhUE, KIEMKHRNICED Z LN TET, PLA MW 2ilficks 0T
RN DKEFHRIC I S 2 & 28T 5. Fig. 2-6b OEEHEIE H1E, WEARTWY > 2Rk
HHPEDPDCER S TND I ERHRTE D, Zhid, ERICHEKEZEDTZE~A 7 ah 7Nl
BHEN-ZEERL TS, Fig. 2-7a KO Fig. 2-7b 1% Gas/O/W EK O T VT 7 L— MEIZ X H
BEINTHRERY A~ A 7 a0l T VONRRONREG M Z R L TS, Gas/O/W EIC L BEI
7o TR ONRL, EEPER 549 pm, FEVERZE 2.14 pm, PI(= fEHERZAEEH:2)39.0%, NEIL,
SRR 2.35 um, FEYE(RZE 0.93 pm, PI139.6% CTh o7, NI AT U7 L— MECX W RESh-H
TR L TIE, AMRIE, SRR 0.78 um, BEYE(RZE 0.060 um, PI7.69% Coh 0, WNRIX, FEH
£& 0.42 nm, FE¥E(REZE 0.058 pm, PI 13.6% Tdh -7, Gas/O/W iEIZ L v BiESni=h T, 7
NT T L— MEZLVEE SR O & oM, W PL BARENWZ &5, Gas/lO/W 15T
RE—re 7T EAPNEEINTZEF A5, LLRRD, Gas/O/W 1L TIIAMRIIH/NER Z 0 S/ 5
T ANUEF L TWDHTD, FEIEEAIOERZR EICL VERRETH S, o, NRIZBEL T,
HERCTbHbRINT L DI, HEMEIICH 7B ANITE 2 KIaRRIEMUNETENICE T 2 W AR TR ES.
Mo T, HARMELZFEMCHIET 22T, NERZHIEITHZENAHREIC/RD EEZHND.
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Fig. 2-6 (I) Bright-field and (II) fluorescence microscopy images of hollow PLA microcapsules
fabricated by (a) gas/O/W method and (b) bubble template method. The scale bar represents 10 mm.
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Fig. 2-7 Radius distributions of hollow PLA microcapsules fabricated by (a) gas/O/W method and (b)
bubble template method.
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2.4 &
LD R&AphlE~ A 7 ah SN RET 57000, Bl Gas/OW BEEIRELE. Z0
WFZem s, LLFOfShivE X X,

1. PR CH2Cle— ZBHRIEBWERN COVERIAEOFELH O ML, KV RERHPZERY Hlg~ A
71y e ORERFTEEZ Gas/O/W IEZRE LTz, FRKIZ, NTAT 7 L— MEZDONTY,
MR IR BT 21T o 7.

2. "OORRZBIETE, Gas/OW IEROART VT T Lb— MEDTEVA ML —va VIS LTz,
5O NT-BMBIEG D, Gas/O/W JEIC K W E S NIZHZER Y g~ A 7 v i 7/, N7
Ty RMIEVEEINTEOD LR, —HITERENT LRI N

3. Gas/O/W B vEbniwhE~A 7 a7/ MTHEBHARY —Th Y, [iaxE £ R0k b
Rz, ZoOUEEIZIX, TABMREZFEMCHE L oo, TOBKRNICREDOE 2 ET 2 HEHR
Hb.
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BI3E D/DOOARVICEMRT HRIBHARESR
(CO2, N2, He)DAfEEIZE % 5% &

3.1 #8

92 BmTIL, BN I e e~ A s a e ORGEETH D Gas/O/W EEREL
fo. EBRICEDTEVA ML —va v &{Tolcl2h, RTAT T L—MECEV BRGSO L
B L C—HIRRERE e e~ 7 a h 7oA SN 2 E R ERENTZ. L LRRG, 17k
WRIBEAERICHIET 2 Z L, TANTORTFICKIBEZ AND Z LT TETEHT, HI#E % -
7o, BB LTI, Gas/O/W HEDJFHLIIZ, KIBRITR ) ~ — KIS RS 2 WA D' TR E 5729,
WY =R T 2 W ARMEEZET 2MANEETH LS. £, BREICEL TUIMHEIZERT 55
ABENEETHY, TN HABMEDORELZZTHLEZOND.

WP 7 aa A X KT BEFET ADOEEMEEY, Shirono H 1295 X TUW A5, Molino & 130
%, Y7uanAZ AR Y BB ER LTSS, RYHABOREIZL > THTRABRENENTHZ L%
5 L7z, Molino &% Pressure decay £ & MEEN D, BEHARBHOLIEDK FZE=4—L, FHREE
(Z8E LI RE D REN DIEMRE 2R 2 HiEE AWz, 22T, RIEDKTIX, HANRY ~ —IERIC a7
LIEZ e EERLTWS.

ZOEOHMIE, Molino HOFH LT —% 2 HWT, KU~ —IRRICKT D W AEMRE 2 THlT 5
HERET VEREL, PRRXZEZETHD. 1ZUHIE, Molino DO~V —EHOFHEHTIEDOAR
fle ) S fiHT &, Peng-Robinson JRAE H X2 H W= KU EMHER & E T — X Ok %# 179 Z & T,
Molino & OFE RO EMMEL MR LTz, 0%, PP E2 e LI-HmET VEREL, ERT —2 0
DR A B LT

ZOBEOHERIZILLFO®@Y TH 5. 3.2 Fix, Peng-Robinson IRHE L% F 7= &R M HE R oI5k
IZOWTOBATH D, 3.3 FiX, ~v U —EHGFRORHED SHT O HIECOWTOHATHS. 3.4
BT, 3.2 %L 33 BTORLEFELZMAWT, HERMNT & EREFHIO MG 21T -7, 3.5 ®iE, B
MET L ORE LERRAOEH TH D, 3.6 EICHmE T

32 KEAEXICKIRETEHHERESE

Peng-Robinson JRHE X Z T, (1) CH2Cle X TNM2) CO2, N2, He D 45 R 2B 1T 5 &k -l HE
BAEATH . BEROMITIEET, WHOENLSHx,, x, (x+x,=1)THV, BHITLEp, KMDOENLS
Ky, vo h+v, = 1), HOENMEEY, KON TH5S. 28, [ '), [ "] Ii3iEHE, <
F, T 1, T 20 1% CHsCle, NeZZFNZNELTWD., KIREHEHRIETIE, TREN O DO &
MOTHTT 4 BRIV ED.

fi=f' (3-1)

fi=f (3-2)
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T, RO, RIOWEMBEOEBICBT D 7T 4 ThD. TRBIEFLTO X IcEK T &
NTED.

A = noip &3
fi' =ndip (3-4)
f2 = xH (3-5)
f2' = y¢3p (3-6)

x X Oy TR R VKA DE N33, ¢ DG VTR L KA D 7 AT T 4 4% TH % . HiZ Shirono H
120\ 2 LY &z~ U —ETHD. Peng-Robinson IREEFFEXIRITRTEY THD.

RT a'

V= V@ Hb)+b (v —b) ©7)

p

T a”
b= P — bll vll(vll + bII) + bu(vu _ bll)

(3-8)

RIZZAEELTHY, a', b, a', b"FBEAHKLORIHDONSNT A =2 ThH%D. ZNUHEUTOX IS
2.

2

a = Z X xjaij (3'9)

2
i=1j=1

2
DI RELY 10)

2
i=1j=1

2
b’ = inbi (3'11)

2
b” = Zyibi (3'12)
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ZZT,
1
a;; = (a;a)) /2

1 2
T\ /2
1+ (0.37464 + 1.54226w; — 0.26992w?) (1 - (—) >l

Tci

Dci

R2T2
a; = [0.45724 “]

RT;
b; = 0.7780 —<

Pci

| 34

(3-13)

(3-14)

(3-15)

Thb. Ty Pei» WATTNTHERSES], BARE, ROKRFTHL. 72l FH5ITIE Table 3.1 (Z7R7

il Z 7=,

Table 3-1 T, p. and w; for each substance.

Substance T, [K] pg [bar] w;

CH2Cl, 508 63.55  0.199
CO, 304.18  73.80  0.228
N2 126.19  33.978 0.040

He 5.2 2274  -0.390

BT T AR ONKFED 7 T 442 8IILL T X olckERENn 5.

2
b; A (2 b; [Z’+(1+\/§)B’]
Ing; =—(Z'—1)—In(Z' = B") — — ) xa;;—5; |In
¢ =5 @ 1 =In(@ =5 zm(a'z_lw b'> 7+ (1-V2)

2
bi AH 2 bi |:Z”+(1+\/§)B”:|
lngp!'=—(Z"-1)—-In(Z" —B") — — xia;; —— |In
P = (27D =i )~ s <a” Zjﬂ Y b”) 7"+ (1-V2)B"

ZIT, Z=pv/RTIFEMERKNTFTHD. 72, AR BIZL FIORTERTHTHD.

! " ! 1

v v a a b’ b"”
— p_’ le — p k AI — p , AH — p , Bl — p, BII — p
RT RT R2T2 R2T2 RT RT

(3-16)

(8-17)

(3-18)
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33 ANV —FEHOEHEICE T 5L BT AL

Molino © 130X, pressure decay {£% AW CTIE/I BN ORT SIRE, WREEZHEL, Zhbo
T—ANH~N Y —EREFE L. ZOHITIE, Molino b3 T o 72 5HE G IEITKR 2 A h S fEMT
DFEIZDWTEET . R ST O FIEICYENE D, F 7713 Molino & 237 o 72 HE FIEIZ DWW TR
T 5. FERFIEIUTIORTEY Th5. 4, (LEORE T X O PLAREDbp A IET D L, RIF
HIE 0 LLTF D 4 FASER Y SEo.

p' =pi +ps (3-19)
V=V +V" (3-20)
N, =N| +NJ' (3-21)
N, = N + N (3-22)

B, NIIWEEZEXZLTWD. ROLXEAV T —ERHIZLLTO L SIS 5.

H="2 (3-23)
X2
ZIT, R 3UToLIICEREND.
Ny
Xy = m (3 24)

ERFAEEZ DL, MROMY, THEEEp X FEREICET 5 MELHZD0LDTHY, LAMVILE
BOHEN D, VI B, (TR LY TR ENHE L TS, -C, Rakidpy, py, V',
V', Nl N, Ny N NYD9OTHSD. ZHHETERD D00, R(3-19)~(3-2DITM %, A%
BT BN L= bbb 5 OUETHS.

BFIZBWT, py BT HRAH . 4, D) M E ORMRIRAE L E L, WIE TORHK
LFHE, BFOLS RBIRE 25,

W, ZOBUEIZOVWTIE, Molino 5 DOEBRICBWTHERINTWS. fiE- T, fafiR</EDF =% H
WHZ ENRTED. PHIAE LTIE, PATIZRT Antoine D= 131 & U 7z,



B YHR | 36

pa =3

WHeE Yrun AR RIS DR IS TES A(CO2, No, He) DIRFREIZH- 25

(3-26)

B
] T
0810P1 T+C—27315

Z T, ARSI Ep) barl, {EE TIKIH> A=4.07622, B=1070.070,C=223.240 & L7=. Zh kD,

py DIENHEET 5.
I, VICETA2RZ2EL . EHEOEEYIE, UTok)RXTHRTZLENTX L.
yr =Nt Voia (3-27)

1

Z T, My, plIEBOENVEES IOREERETH Y, Viald PLA 2800 U722 &1 L 2 RN
Thsd. WEOENVEEM L, Y7 ru X8 0fbFR CHCle LV 84.93 g/mol &{E L7z, AW

TIE, VpaZ LTk S icEeF /b LT,
(3-28)

bpia M,

Via = NiMy X pLAMpLA
PpLA

B FEICEVREDETHS. Z DAL, CH2Cl:

Z :T, ppLAli PLA O)%ET&)@ MPLAM:’ ﬁﬁﬁ
\ZINZ 72 PLA DEFES N ZEOEEHEMTHE NS 2 EEZERL TS, 207D, PLA, ik X O%

TRDOBENZE LN (pppa =p1 = p) ERET D EMNATREL 22 5. ZOMREICHEY, 2u(3-28) % (3-2D1C
RAT DL, UTOX D ICHBOEREY NG5 5.
(3-29)

N{M
= (1 + bpraMpr4)

VI
AWFZETIE, WA OERTEY13(B-29)D & 912 PLA REDbp,, DB LTHET. &EEplx, BLTITRT

CH:Cle ®iRE TIKNZBT 2B E PRI DR 7.
(3-30)

p=A—B(T—Ty)—C(T—Tp)*
Z T, A=1351.1, B=1.26083, C=0.00645833, T, =273.15 & L7=. LLEX VD, V' OENRKRD S

BT, BEKEORET

na.
WX, N/'BIONICET A28, BB LT AOKHMHEICE T 5
ANBUTOLIITRTZENTE D,
(3-31)

. p{’V”
N =gt
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pélvll

AT (3-32)

" o__
NZ -

INEY, N'BIXON OEPEGND.

KRBT, NJCBT2RE2ELS. HAOEWHEEN,IL, KOLHIICLTELND. Bamlc T Az L
TEEZ T, SN AT TR TRMEOREICSHSH. Z 2T, SN ERO T ADOKEVIL,
HAPMFG SN DHOBREEFE LW EETH L, VVIZLLTOL RIS,

Vi”=V—Vi’

NiM, (3-33)
(1 + bpraMpr4)

=V -

Pi

BREp X, HAMKREZOEET,2HANTRGE-300 L vEH L. £72, TABEZ TIE, EHBLO
SHOT AMEEIZE LT, LTFD 2 XKL 5.

pi' = p1; + P2 (3-34)
"o P2 V" )
Ny = R, (3-35)

piilE, TiEHWT, RB-20LVkHDZENTEXS, UHEEp ZENTHD Z &b, RB-19LY
Py DIEEFGD ZENTEDL., HBoNV/ ' BLUp i 2HNDZ &T, R(B-35) LN RKRED. NI,
HAMAGEZIZBNTETOHTADRTHTHL EWVNIREL Y, NJZFELW. ZHLED, Nk b
2.

PLEXY, [EEDD", V, T, Ny, bpallBWT, Hi(3-19~(3-22), K(3-26), X(3-29), H(3-31), X
(3-32), A(3-35)D 9 SOXMN NI, 9 DDOKREHEpy, py, V', V"', Ni, N{', Ny, N;, Ny B3 56405
InHEHWSZET, KB2)BLOKEB20)L0, ~ UV —FEH HEZRDDZ ENAREL 2D, FBR

BT, WIAEE, IR, AR, PR, BIUWROSEEZWET 50T~V ) —ERK
HuHRRETH L.

A2, Molino &AW =GR GIEDO RN SFENT 21T 5. ~2 U —EHZ R 572912 Molino 573
MELEZOE, £, BEBLOEETHD. 22T, INLELXDORMENSND, ~2 U —FKIC
DN T DR FAEMEAFE DX &R D FIEICONW TR 5. KB23)BLO0KB24) L0, ~v U —EHK
HIZLUTOXEIICRTZENTES.

14 NI+NI
H=P2(1 2)

NI (3-36)

RN S DIRFEA DA 132 L0, SFEERHEN SIZLLTOXTRENS.
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HeE Yrun AR RIS DR IS TES A(CO2, No, He) DIRFREIZH- 2 584
H_aHN2 aHN2 o\ NLELE
u(H) = aN'”( 1) aNzu( 2) + @u(pz +2 aNlaNzu( 1 2)
(3-37)

1/2

0H 0H

(N II)+2 0H 0H (N II)
aNla = UliVy, aN a Hu 2

+2—

Z ZTu(H), u(N)), u(Ny), u(p))EZZ+H, N{, Ny, py DIEERHENZTHS. u(Nj,N,),

u(Ni,p3), u(Ng, p NETIEILNGN;), (N, p3), (Npyp)PRICET 2T dh D, F7, aN"

O M 3 X(3-36)B L UR(B-24) L VI FO L 5 IcFET = LR TS,

M;a”

0H H
r = (—’> xZ (3_38)

oN/ N,

0H H (N{

o= () () 9
0H H

— = (3-40)
dp; 2

L, WO AR, WHOBEEEIZHARTITN SN &b, x, = Ny/N{ EGE L, 2(3-38)~(3-

1>

4002 BE T 5L, REB3DFTUTOLITERT L LN TED.

q1/2

u(H) <u(1v1'>>2 <u(1v2'>>2 (u(pé’))z u(Nj,N;) u(Ni,py) | u(N3pj _
= + + +2 +2 +2 (3-41)
H Ny N; 2 NiN, Nipy N3py
ZIT, [uNL NI S u(NDuN;) & 725 Z &b, (N, p)F K OW,, py ) DA G DR THR L 2 &8
% Y SO,
U(NDIZOWTIE, N{OfEIEA(B-20), Ki(3-21), K(3-29), KB-3DNHLTFO LI ICHEINS.
N = N, {(1 _pV )/(1 _piv >} (3-42)
N, RT N, RT
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M,
V= ? (1 + bPLAMPLA) (3'43)

Thd.
N, DEIFUTFORXEL Y RD B D.

1
Nl = ﬁ(m - mpLA - mpv) (3-44)
1

Z2Tm, mpy, mpylXHIESNI-2EE, PLAER, [EHRGEETHD.
u(NDIZBI LTIk, Ny fEiE(3-19), X(3-32)%L v,

_ o = pr TV (T)

N, RT, (3-45)
FIERIC, NYIZELTFO XS IcE6N5.
Ag'=={p —pr (T}V"(T) (3-46)

RT

SAAREEV LT O X 5 12(3-20), H(3-21), #H(3-29), Hi(3-31), R(B-43)HHEM I 5.

v =y {(1 - g) / (1 - ’;;)} (3-47)

uPOITHONTIE, py OMEIERB-190 B HEMICEHRE T Z N T 5.
UEOXKEZANDEZET, ~ ) —ERICOVWTOARIEERENS ZRODZENTES.

34 [BTFEHER & THEN SBEITIC & HEBRBEROHE

Peng-Robinson K& S 202 H 7o SR EHHHE RS 2 4 Table 3-2~3-4 (2737, KMHICBIT A AD
BAGEE, REN EAT L0 oA R 605, 2k, CHeCle DZEKEN EAT 2729
Thon. £z, EASEOMEIZHe>Ne>CO DIETH DM, ZAUIHT ADEMREDZEZEHRL TN 5.
JENBRESEIRDT20D, TNENDH A TEMENRE S ERD T L0005, EIZEBIT LT AD
FNAGRITERITNE L, 0ICIVWVEIZR > TWD. ZhuE, RICFEET S CHoCle OW/E BT LA
2 DWEEBTDIRNFERK THHZ LR LTND.
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Table 3-2 The calculation results of the vapor-liquid equilibria for the binary of CH2Cl2 and COs:.
T/K X1 X p’'/MPa ¥y, Y, v'/m3 mol™! v"/m3 mol™?!

302.4 0.9883 0.011631 0.227 0.32302 0.67698 6.6118x10° 1.0813x107
297.4  0.98819 0.011809 0.206 0.29402 0.70598 6.5684x10° 1.1747x1072
292.4  0.98804 0.011962 0.186 0.26696 0.73304 6.5266x10° 1.2819x107

287.4  0.98786 0.012142 0.168 0.24043 0.75957 6.4861x10° 1.3977x107

Table 3-3 The calculation results of the vapor-liquid equilibria for the binary of CHz2Clz and No.
T/K X1 x, p''/MPa Yy, Y, v'/m* mol™! v"”/m3 mol™!

302.1  0.99784 0.002159 0.693 0.11078 0.88922 6.6286x10° 3.5860x107
297.1  0.99796 0.002038 0.669 0.09487 0.90513 6.5865x10° 3.6568x107
2922 0.99806 0.001935 0.651 0.08039 0.91961 6.5465%x10° 3.6989%107

2872 0.99817 0.001828 0.633 0.06739 0.93261 6.5072x10° 3.7415%x107

Table 3-4 The calculation results of the vapor-liquid equilibria for the binary of CH2Cl2 and He.
T/K X1 x, p''/MPa Yy, Y, v'/m3 mol™! v"”/m3 mol™!

302.0 099910 0.000901 1.095 0.07026 0.92974 6.6256x107° 2.2862x107
297.1  0.99920 0.000801 1.038 0.06130 0.9387 6.5850x10° 2.3743x107
2922 0.99926 0.000736 1.019 0.05143 0.94857 6.5453x10° 2.3802x107

2873 0.99931 0.000692 1.026 0.04184 0.95816 6.5068x10° 2.3257x107

%IZ, Molino & 1302 X 0 JllE & 7=7—# % Table3-5, 3-6 |Z/1x9". Table 3-5 1X45F8 4 A 554:(COq,
N2, He)3 LU PLA BESLIFICRT 2, R U ~— RO & RFRIZTEfE LI A DF VG ROWRELE
fb&zENZEIR LTS, Table 3-6 1X[F] UE #4533 PLA R IZI1T 5 PLA 43 1-#(2, 45, 300 kDa)lZ
5, B~ —IWK DT L IRABICERIE LT-H ADENROREENTHS. = 2T, Molino b0
T—=H PO LTe~y U —EBORREDN ST 24T 5. u(NOIZBI L TIE, (3-42)63kdH 2 &2
TES. EHAE L OlEIC LY, BEHEIZBIT 2 R SITEHE TE 2. p'V/NRT &L p'v/NRT D
F—H =13 1083 THHZ LY, u(N)/NOA—F—1TFxFHTH 108 THDH. uNHIZBI L TiE, K(3-
22), #(3-45), X(3-460) B0 5. WIMIEIp), FHEEIp"iTBF L% 103kPa TH Y, CH2Cl D
AR Epy 13RI L% 30—T0kPa Tho7-. HEIRETHINRET, L F Lo LET S &, He



H3E Urmn AR EIET 5K ) FLEMRSFEN A(CO2, Na, He) DIFFREEIZ G- 2 25248 | 41

DI X DESEAbp] — p" 1L 10kPa DA —X—Th 7=, ik, i3Iz He ¥ AD 1—10%70°
WIRIZER LT WD 2 & Th D, FIHIE B L O OREERHED Su(p;’), u(p”)iE, Molino
DTPHFEREL VI 1 kPa ThoTz. - T, pf —p"” OFFHERERME) Sulp! —p'") /(' —p" )L 102—
101 CTH5. u)H)conTiE, RGB-19Z2HWTEX D, HEEITE XL 103 kPa TIEMERME) S 1
BLZ1kPa Thotz. Fiz, HHINp!IZEBLZE 30—T70kPa THY, BEIL1kPallFTHDHZ
EMD, u(py)/py 13K 103 TH DH. LLEDORER L LT, u(Ny)/Ny > u(N))/N{FB X upy)/py £ &2 5.
EHIZ, (w(Nz)/N3)? > u(N)u(N;)/(N{N3) = [u(N{, N;)/(NINDITH D Z &0 5, (w(N) /Ny 13657k
u(N{,N))/(N{N;) L 0 b Fe oy REWEF X 5. RIS, @iN)/N)? > [ulNy,p)/(Nip)l B L T
[u(N;, p3) /(NI TP D. 1E->7T, (u(Ny)/ND*FRGB-4DDOHFDIZBIT HHE—DRERIETHDH. FEiE
MIZIE, ~2 U —EEHD AR S IN, O RN SR S NS, 2F 0, u(H)/H ~u(Ny)/N, TH Y,
u(H) 138 LR OIK He DFAD 1-10%THHEEZD.

Table 3-5 Total pressure over solutions, p”, and mole fractions of dissolved gases in the liquid
phase, x,, as a function of temperature, T, for the solute gases of (a) COs, (b) Ng, and (c) He
and the CH2Clz solutions of 2 kDa PLA at by, = 0, 3.78x103, 1.13x102, 1.89x102, and
2.64x102 mol-kgl.2

(a) COq
bpya/mol kg1 T /K x3 X 103 p" /MPa

0 302.4 11.631 0.224
297.4 11.809 0.202

292.4 11.962 0.183

287.4 12.142 0.165

3.78 X107 302.7 21.272 0.361
297.5 21.629 0.335

292.6 22.095 0.310

287.6 22.461 0.289

1.13 X107 302.3 11.858 0.245
297.4 11.961 0.225

292.4 12.009 0.209

287.5 12.107 0.193
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1.89X 1072

2.64X1072

302.2

296.4

292.4

287.5

302.4

297.5

292.9

287.8

16.409

16.643

16.786

17.098

16.933

17.092

17.309

17.501

0.287

0.262

0.247

0.227

0.277

0.256

0.236

0.217

aStandard uncertainties

u are u(T) = 0.1K, u(x,) =107°, and u,(p") = 0.02.

(b) N2
bpya/mol kg1 T/K xy X 103 p' /MPa

0 302.1 2.159 0.685

297.1 2.038 0.664

292.2 1.935 0.644

287.2 1.828 0.626

3.78 X107 302.4 2212 0.673
297.7 2.101 0.653

293.0 1.992 0.634

287.8 1.873 0.616

1.13 X102 302.4 2.453 0.701
297.7 2.322 0.677

292.7 2.196 0.657

288.0 2.083 0.640

1.89 X102 302.4 2.595 0.703

B 9AR

pa =3

| 42
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2.64 %1072

297.5

292.6

287.9

302.5

297.7

292.8

287.9

2.460

2.328

2211

2.659

2.532

2.396

2.274

0.682

0.663

0.646

0.698

0.677

0.658

0.640

aStandard uncertainties

u are u(T) =0.1K, u(x,) =107°, and u,(p") = 0.02.

(c) He
bpya/mol kg1 T /K x3 X 103 p" /MPa

0 302.0 0.901 1.076

297.1 0.801 1.046

2922 0.736 1.017

287.3 0.692 0.989

3.78 X107 302.4 1.226 1.131
297.3 1.108 1.099

292.4 0.991 1.070

287.6 0.904 1.043

1.13x102 302.8 1.636 1.062
297.8 1.342 1.038

292.9 1.202 1.011

287.9 1.024 0.987

1.89 <10 302.8 1.918 1.028
297.8 1.611 1.006

B 9AR

pa =3

| 43
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292.9 1.365 0.984
287.8 1.158 0.961
2.64 X107 302.1 2.520 0.981
297.4 2.164 0.963
2924 1.772 0.964
287.6 1.555 0.930

aStandard uncertainties u are u(T) = 0.1K, u(x,) = 107>, and u,(p’") = 0.02.

Table 3-6 Total pressure over solutions, p”, and mole fractions of a dissolved gas in the liquid
phase, x,, as a function of temperature, T, for the solute gas of N2 and the CH2Cls solutions
of 2, 45, and 300 kDa PLA at 0.0075 mass fraction.2 The values of by, for 2, 45, and 300 kDa
PLA solutions at 0.0075 mass fraction were 3.78x103, 1.68x104, and 2.52X10% mol-kg,
respectively.

bppa/mol kg™ (MW) T/K x, X 10° p'" /MPa

3.78 X107 (2 kDa) 302.4 2.212 0.673
297.7 2.101 0.653

293.0 1.992 0.634

287.8 1.873 0.616

1.68 X 10™* (45 kDa) 302.6 2.816 0.700
297.7 2.692 0.678

292.7 2.575 0.658

287.8 2.445 0.640

2.52X10° (300 kDa)  302.3 3.338 0.698
297.3 3.217 0.676

2924 3.064 0.657

287.5 2.945 0.639

aStandard uncertainties u are u(T) = 0.1K, u(x,) = 107>, and u,(p"") = 0.02.
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WIZ, RICTHHER OFE R & Molino HAAERRIZ L 0 3727 — & L OISO\ Tik<%. Fig. 3-1 1%
Molino & D FEEk &, [ PRI L VB ONTENE R LIZ 7T 7 Th 5. EHVEREE DK E ) CO:
R Ne TIIFHFICEVMEZ RS Z L0050, WREDOIKW He TIHER TERIZEDERH T, L
MU D, FERE & B E ORI EREN S ZFE LIz &L 2 A, R S OfEU,.(p")IXZE 21 CO2
T 0.003, N2T0.007, He T0.02 Th-o7=. fi->T, EBRELHHBMOAT/NEL, FRIMEHETE D
EEZD.

| 0.70 | | | |

024 - (a) . (b) + 10 () v
0 | He |
CO, 5 o N2 | 1.08 o
0.22 — —
— 1.06 |- —
= = +
i 6 a O i o
S 020 - =086 4 2104l ¢ _
o o + o +
0.18 - o . o 1021- & 7]
+ Calculation 0.64 - + Calculation™]| 1000 + Calculation |
o C© Experiment + O Experiment : O Experiment
0.16 — — o O
| | | 0.62 | | | 0.98 = | | | -
285 290 295 300 305 285 290 295 300 305 285 290 295 300 305
TK] TK] TIK]

Fig. 3-1 p” from calculation and experiment for the binary of (a) CH2Clz-COz, (b) CH2Cl2-N2 and (c)
CH2Cl2-He.

35 BIETIDRELFEREADESY
Shirono & 129 %, #fi/kK7e CHeCle \Zx]3 5 U A DEEMREE ZIRE DRI & U CRBT 572012, ~V
— BB EREICET R E U TO L ) ICRE L.

In (E) =A (1 — E) (3-48)

x=1n (5) —a(1- 5) (3-49)

Z I T, HyldTy = 298.15KIZE T D~ —FEHTH Y, AITRERFIECERT D7 4 v T 4 787
A—BThHD. yEitHiT 5128725 T, KT AOHMKZ: CHCL \IZXT D Hyd L VA% V=, Fig.
3-2 (~E, D% PLA OF N (mol/L)DOMIKE LTE LIS T 7 Th D, cpaltai(3-29) %
DUTOLIIIRTZENTED.
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_ bp aN{ My
Cpra = T

(3-50)

=< p ) bpraMppa
Mppa/ 1+ bpraMppa

72%5, 298.15K 128\ Tp = 1315.5 kg/m?3 , 2 kDa ® PLA (2% L CMp, 4 = 2 kg/mol THD. bpp =
0, 3.78 x 103, 1.13x 102, 1.89 x 102, 2.65 x 102 mol/kg (ZFI24 T D cpLa PfEIZ, 0, 4.96 x 1073,
1.47x 1072, 2.41x102, 3.32x102mol/L T&H5. CO2DWPET —HITB L TIE, y=0fHITHHEL
Tz, o T, ~2 U —EHO PLA BEKRFMIZR SN0, 2 & 3xBaic, NekB L0 He (2B
LT, BI62NC PLA RBEOREL ST H I ERMRI N, BxixZ iz, ~v U —E#H & PLA R
FEOMRZFRAT 00T T VERET 5. Ne£721E He OE/VEE X 28, KM LTIV AT
WHIREE (X' =2X"), BELOPLA 53 FOWAEY A MYIZWEH D WVIFMAE L TW AR TOXAS, T
b5 X +Y=2XY) REAXEZL. ZoLx, PEEBIIUTOLS ICREND.

(3-51)

K, = (3-52)

PLED X 9 b D F T VA _R— A2, PLA NETIVRISHFE LRWAE D~ U —EHH, &
FETDHAEDN Y —ERHDOLERA NS Z T, 74 v T4 Ty ERD 5.
PLA NETIVORICEE LRWEES, K1EX(3-23), K(3-24), XB3DLVW LTk cEZbND.

N; /Ny

K, =
1 v/ v

Nz /P2
V'] RT

Ny /(H N
~V'/ \RTN] +N,
_RT(c1 +¢3)

B H

(3-53)

£72, ¢i(=N{/V"), cs(= Ny /VITIERDOIRBEE W ADENVRETHSH. L LY, PLA BNETVRITHE
FELWGEAEDON ) —BRIZLLTO X2 Ic5E2b6Nn5.
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RT(c, +c}) WTc, T
yoMlate) Rla Rp (3-54)
Ky Ky KM,

PLA N ETFLVRICIEET HE81%, 2(3-51) & R(B-52) IR ICTH /- S D, 2 2T, E/LEEX, X,
XY, YiZZThZhe, —c'(= (N; = NY/V'), ¢/ (=N, /V"), c¢'(=N'/V"), acppa(= aNpy,/V')D & HI1ZFES
ZENTED. alZ 1TV PLAICBITARETA FoFTHD. RBHDBLORB-H2DLY, ELE

EX'IUTOXL 252605,

C” — Cé (3'55)
2 K (1 + Kyacppa)

Ai(3-23), #(3-24), X(B3-32) LV, X'IILUTFTDOLHITHLERS.

14 NZ”
Cy = V"
_ P2 )
T RT (3-56)

H ¢
CRTc] +c)

Ri(3-55), XB56)LV, ~V—FEHILLTFTOLHIITRTZLENTES.

_ RT(cq + c3) _ RTc; 1 (3-57)
K (1+ Kyacppa) Ky (1+ Kzacppa)

XB-5)EHND &, RBBDFLTDO LI ICERTE 5.

_ He(D) ;
ST o— (3-58)

ZIZT, Heo(MIF, cpra=0DL T DO~ —EHTHS. ERTEIC PLA BSFET DR LAAELRWD
RO Y —EROLTHS. - T, Fig. 3-2@~IZBWT, yIFLLFO L 5 7 PLA REICET 50
TIA4 9T 4T TEHILITRD.

x =—In(1+ Bcpa) (3-59)

G BIET AT A INRTGRA=ETHDL. I—T 7 49T 471X 298 KICBITHTFT—FEHNT
1To7=. CO:DLGE, BIXIZIE0 THY, FEEK, NIEFIT/NI V. 2, COsDIFE A ETiEgAml
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IR L TR Y, PLAIZIEIRAE LW L2 LTV D. XHIZ, N2 & He oFE1E, BiX 02X
DM, T4 T 47 NT A—=FBiE, NaeBL O He IZBWTEILZETL 6.49 mol1L, 49.9 mollL
Thol-. BORENSu(B)IX, N2 LU He lZxt L TENEI 0.23 mollL, 3.4 mollLL TH->7-. He
(2T HBOfEIE, Ne LD b BBIE—HKEN-7-. PliEHK, DfEx, He>N2>CO:z DJETKRE
>72. PLA OEINZ XY CHCle WHRIZIEMES 2 T AOEITHIM L, & O BRI DR T A%}
LTEWHECTH -T2, RB49BLOKGBH9)L D, ~> U —EHHERETE L O PLA B cp DR
RERTERBIZLL T O X 212725,

H 1 T
—=———  exp [A (1 - _0)] (3-60)

ZZT, HIT =ToB L Weppp =0TON Y —EMTHD. 74T 4737 A—FBI%, PLA Offi
BT TR, HAORBICOIRGFET 5. B0 F8D PLA # HWEHGEO N lZxt 5~ U —iF
Bnh, PLA DS TEPRKE L 2DIZ00N, BOEIIKREL R EZEZLND. -, MUEBENET
PLA O ENHEMNT 5 &, Ne OIEfRIEITRE 05,

ZDEFETITIE, ~2 U —EEIIHRT DIRE & PLA BE OREIIMNIZE 2 72, IRERITFIED /T A
— % Aldcppq = 0DSMT, PLA BERIFIED /8T A — X BIIT = TyO &M TENEIIRE L=, Hyld,
T=ToBEWeppy = 0CTOERMTONY —FKE LTZ. LLARRS, PSR LT AT, Wit
B L TWDHD LR v —ITE L TWD b DO TRERIINTH Z LiTHknZ &b, R(B-57i2k
DK I PLAREZ T CRBEICHKGET 2137 Th 5. £72, PLAREN EH T 51220, W
VIR LT WA S PLA OB T 5 X 212785, 6o T, XTA—XAb PLA REIIKFT 2 Z &I/
L. =T, WEEII S V2T 4 v VB Fu Yy I REBONRT U ATH D, HE
BKIXREICBIRTT D, LD, "IA=FBHIREIKGFT 522 L1205, K0 IR, EEOR
R LN PLA IREICB T 2~ U —EHO R A5 572012, FEHK, K,OHRER IO PLA
RERGFMEEZZE LT, NI A—FA, BBIXUOH BT L20E NS5, 21X He DAL, /37 A
—H AP PEEE LTHZ BN L%6, AZLLTOXNT7 v T 47 3n5s.

A =D+ Eexp(—Fcpp4) (3-61)

ZIZ7T, D, EBLXUFIEFig. 33@ITRIND T A v T 4 VT RTA=HTHY, THZ-10.56, 6.84
BELUE7.5 mol'lL Th 5. D, EBLUFOEERME) Suw(D), u(E)BLOu(F)iXZzn<i 1.27, 1.18
BLV24.0 mol''L ThoTz. /XT A —HADcp s DA TH - 72356, R(B-49I1251F 5 EHKA = —4.52
EARHIEH DT A—H A =—10.56 + 6.84exp(—57.5cp )ICEEHZ D5 Z LT, x(cpra)lE Fig. 3-30)ITR
TEITHIESIND. x(cpra)ZR(BBNTT 4 v T 4 7 Lieh, /37 A—4BlE 51.3mol''L £ 72 5.
ZDEE, RMENSU(B)IE 3.1 mol'lL ThH-o7-.

Gas-PLA-CH2Cl2 2D~ U —EE A BEERAIIC T 5 72 D12, WREHCEEME L 72 PLA OREECE)RE
PEIZOWTIE LS BEiR L, JRAICAFET D A ADIKRREEZ A NI T D ENR B 5 138,134,
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0.4 T T T T T T T T

(@) o 288K 0.1} () o 288K] |

co, 293K N, 203K
02f 298 K| 298 K

303 K
T
02f .
04 ] ] ] 1 | ]
0 10 20 30 40 0 10 20 30 40 0 10 20 30 40

el -1 -1
Cp s/ mmol L Cpra/ mmol L Cpra/ mmol L

Fig. 3-2 y as a function of cp;,: (a) COg, (b) N2, and (c) He. Solid curve is the fitted curve.

(a) 05k (b) > 288K]|
ok _ T e 293K
208 K
' 303K

-12 L

- 1
Cp s/ mmol L Cp s/ mmol L

Fig. 3-3 (a) Fitting parameter A as a function of cp;4, and (b) y as a function of cp;, when Ais

given by the function of cp; 4, A = —10.56 + 6.84exp(—57.5¢p14), in Eq. 3-61. The solid curve is the

fitting curve.
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3.6 ik

PLA 3 XU 2 B EfRE L7~ CHoCla ¥iE & £ A L 7- B R IEN O ERIEH 2 E L5 — 2 &2 N5
T LT, PLA WIEICKIT 5 H RRIREE % T4 5 720 O RBRAZ L - ORI &[T 7. ZTOFEE
ME, PRI R s RN E N .

1. Molino LEAFEFIEDORHENSIT/NE L, ERT — 2 IRDIREBHBRRC L2\ RE L Er-7. 2
XY, ELWERRTHD Z LRIk,

2. AR CEIET DAL RY ~—ZRET DT ADHFIEEAEL, WAEFHEHDOET NV EZREL
7z

3. T—HnD, ~rU—FEHEIRER L O PLA B E OBfRE R IR 8 ) 7.
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F4E HERIBEEBENORJAICEAT 2RNFHRERN

4.1 #2E

3 EICBNT, R Y v — IR T 2 A HE A A GRS % T2 B & B 7 L B
ISR, WA 0 R DRI E TS L NEREL 2o Te. —H T, KEOR
A EERT D LV ) BRI L TR, TARBEZS TRBEMEZ BB T LLENDH L. KRED
SN BT B 400, EVERCIE, KEOT ANEMR L RECHAMEZ &< 752 Tho L
BZxbb. BIEOR T, AIENAZEMR LIZHR Y ~—IER a2 BT LTORRES, [KIRCRED T A %%
fE Lt TR & BRI R B 2K TS, TR OB OV TO TREREIT L 25,
FIEIZOWTIE, @ES R 2R LR ) ~—3iE %2 REUE T Ol & LR AR Ic BT 5 = &
DEELL, ZLOTABKERFZIDE LTHBLT 2 Z LML, —HT, BEDOEHAIET I TOTm
TAZRKETTIT ) ZENARETH L7120, HER T AR Z < Z ENEL ThoT. - T, R
VA RINT 2 ke LCH, (RIRCH AR L, REE B2 FENEYS T 5 &HI L.

ZOE) RPHEREZITHIHNT, Yrrn AL OWSEBRSEIRAHFICIN TR LI
BEIHETDHE VI HBRENHREZRE A L. 20X ) 2EiBE0MHEKICB W TRIENZEICTET D
LS SR IR, BRI TR ST s 7o, W ALL EOEIRIC I T b A T bl
EIAFIEATRETH S &0 ) BIGIE, BAEL L0 S RETD 2 ERNMREICR D VW) EKRT, ~ A
I anNT )W R EREEROEEICBWTEE THL EEZLND.

ARG AL, DLEISR LISl SRAOICEE L < R L, B0 EHIARITIC KB MATETT D 2 Licd
3. REOBBITRICRTI®Y Thb. 4.2 80, BRa Mol T a7 00ERFEL2T#H L. &
BRI, 4.3 BRI TS, 44 BITEETHY, BUIPINREMITIC L 2 MR & EBHERE O
WEITo72. 4.5 BITEwR TH D.

4.2 EE&
421 EEBZR

Fig. 4-1 1ZERAOWIKH TH 5. BLWHOKRE 2 ¥ — L ORI, BUSHH O 1 7L, K (B
BE) SA-TWB. il TIRWEATF 2 —7 20 L CERM L #t SN TR Y, R 712k viEEmMok
(L) DMEERT 5. BUSHy v — LINOKOIREL, ERMOEEICE 0 HIET 5. oMy v
— Lo, BIEHAONSRYy—LEANDSZ LT, RESH L FRHCBEMEBIZEE1T 5 2 L S THE
272D, BEMAOY Y —LIZiE, PVA KK AZHERE L LTAN, ZOFIIR Y~ —ERIR ORI 2 5
T5. £, RV v —EROWEFHOBEEZRES D720, TOTICAERNZHETH. 2O —LD
Tinh, BEMEEORIL L X EiE L CEIEEEITS.

Fig. 4-2(a) IFEBROBREETH L. R 7 ENEKT HIEEMD, BT 2 —7 %0 L, B L
DL SN TWD . BEOILKRBEEN Fig. 4-20)B LX) Th 5. Bl s v —1(9p=130
mm) D HFITIIEBEE L TOKES A TRAN LT WD, §il31 713k E DR ZIEL T 5701,
EREE N TS, £z, §3A P CIRERMOKBSIER L TR Y, AROWBIL, fEiRMEOIRE & 6
A TORENFEL 2 2 HEICRET H. BB v —iL, BHERZ KT 272012, BB, T
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FOMHRRAWE CEDbIL TV D, 2oL, BIEADOY v—L(@=31 mmAE»ND. v —LIiE5
ml @ PVA KRB wt%) Tlii7c 4, R U ~—EIROEHE B3 FHE S LT\ 5H. 20 PVA KEIRIZIL,
W OWAGEEBI T2, THvran 22 v EfafE CIEfSE5. £, KU ~—IERORREOIRE %
WET D721, ENFERH A Wi O < IZRRE L7z,

Thermostatic bath Thermocouple

Droplet of solution

Heat insulating Dish for observation

tube PVA aqueous solution

Water for heat
exchange

Pump

Dish for heat
Heat exchange exchange
tube Microscope

Fig. 4-1 Schematic illustration of experimental system for microscopic observation.

Thermocouple

PVA aqueous
solution

Dish for
observation

insulating
tube

Dish for heat
exchange

Fig. 4-2 Pictures of experimental system for microscopic observation.
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422 ERAKES

BARREE OB Vv — LIC8ERE T S 1HIEM & L C, PROLINE RP 845 (LAUDA)# H\ /=, IRJE
WEROBERTE LTI, ¢ 1.0mm > —ABER KA GROER) %2, BAESOREANT A 2L L
TI%, NIUSB-TCO1 (NATIONAL INSTRUMENTS) % i\ /=, 72, BB OIRERIEICI, SRR
FE5F CBA-F201 (F/ —) & -, BAMEEEIZ2I21E, Eclipse Ti (Nikon) % U 7=,

423 {FERAME

WAL LT, CH2Clz (99.5 % mass fraction purity, Wako Pure Chemical Industries, Ltd., Osaka,
Japan), HmEiEMEAIE LT, RY =17 /Lza—, (PVA) (Gohsenal T-350, Nippon Gohsei, Osaka,
Japan) & f# i L7=. #li/ki% Milli-Q Advantage A10 water purification system (2 X W FEflE /-t D%
fEF L=, £7-, KY~—1%300kDa 051 EDKR Y FEE(Polysciences, Warrington, PA, USA) % fif F
L7z.

424 EREBHE

WL EOERSFCB T 2RI O ELZ D 720, KPICHEINZRYIBE—Y 7 an 2
B YRR O & RSB T 2. IIRICITZER AT 208, AR E CIEM IS5 H5EL LT, KR
TRER[ERM IS5 HEE AW, KRR CIHBREOEKIEN TR L7, FROLEXIV HE L DER
EEMCED. ZOFETETOT v R 2 RIQUETTIT I 728, B LTZZ2K[D BN L &y 5 F]
BNRB D, R OIREITK-25.4°CE L.

IR CZERZEME LA Y ~— ikiE, vV v P& AW T PVA KB TIZER 1 mm FEEOWRTRE L
THE L. 7ok, ZRBKRE KB ER VBT 5 2 & 2B <7, WK% BE 3 25 B PVA KIER
DIREZK) 10 CREE TN, #-oT, AT ¥ — LIZAN TS BEEREIZEET 5 £ T 10
DRREORMZ T L, BEE, KRERKIEE LTHAREKT TR WIRREIZIRE LTIT 9. Fig. 4-3(a)
(WP AR S V72 K & e [IA O BB 2 /R, 2 OEG T Ok O A2 25 LT\ 55, B
HMNIRKERRIE BV BEBORE S E HOTEY, HOFFEICRR L2 &30 5. Kian
BRZ500F, HEEITANRKES R0 EEZLND. 20X RIAE, 7z HET DB
TS OREEZ T D2 TERSND 2D, MOOEEREL Y LERD D, £, Wik E2EHT
D720, WRHEDORIEZIT 5. Fig. 4-3(bIIKH O Es DO —H OWfg 2 =7, WA Lok K <
b5, £ TOEEN PVA KEROEGAH CTh 5. RHERDOREIEIL, Z DX 5 Rmzid—HOE# 2 Huv
TFETITo 7. BIEROREERITEHA S v — L EZ N TTY, BEREITN 43 CHEB IO
20 C& L7,

L, Z SRR A R L TIT o 72, AU, AR A0 L2 b S 2R3 S NI B)
WIbHETHY, SRIEOT—F %1552 LN TE D, Fig 4412, HEEOESIRE ISR 2 WS
ol ZRd. Z=0pm ZEEOEEEL L C6um $oZ=18um ¥ CEE% > LIF -4~ LT
BY, ETOEBIIFRI CMETHRE L0 THS. BOADOLIICRZZbORZENENRIBTHY,
R 251X Fig. 43 ISR LERBEIFEFRETH D Z N0 D. BRERENEDD &, KIBORENE
b3 %, B2, RORETHSTZKJAIZER L TA D E, Z=0pm TIEwsRAIERT TR A 223, Z=12
pm CTIEERENIE-Z2 VT4, SHICEEZ LTS L, Z=18pm TIEHWERIT 5. #E-T, ZOXIE
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DG, Z=12pm TEANE S LT 2. SEORETIE, ZOX 5 REROG HIERELZ —D>—DD
RICK L THEL, ZTOREICE W THEEN L LR E2 TFEHITHET 5. S5, PORIET 2H#MHEE-Y
fh LA EET ST, BAARRYS 7 oKiaBEEAE0 Y. DEo XD HEERWS Z & T,
BOLIRFE Y 72 ) ORI & KUaR 00 2 IEMECIE T 5. fRie U7 IREERFIE, W o IR TR 500
um TH Y, BEHEERFL S pm & Uiz, $REIE, WMEEEE LS 2~5 R E OFPHIC 1T 518
BOREANCB N TITo72. 2L, BEESCROBHBLE2BIZRT 5 ENAREL 8D, ZOK, &
RN BT, IR ORIEZAT D .

Table 4-1 [ZEBREHFDOFREZ T, AR LOKIAZHRT H72DDOEMHETHY, B~D X PLA
FEORBEWRT H-ODORMNTHD. Zhit, PLA BEIIEKIAMEICERELY 525720, [0
HRICBET 2 2R a S5 Z L2 HIE LTV 5.

Fig. 4-3 Microscopic image of (a) a large gas bubble emerged in the top of the droplet and (b) the edge
of the droplet.
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Z=0 um e ¢ Z=6 um a ’
:’) by x ; © 3‘\
- » '3 * «
o : L ‘:’ : -
2 *
i &

Q 3 3 T
Z=12 pm - ? Z=18um ¥ .
o & o

& ¥ - » ]
" . ; i[ 2
e : n = e y 4 o
. o

L . L : .

; | . 3 --

Fig. 4-4 Microscopic images at different depth of focuses (0~18 pm). Scale bars are 10 pm.

Table 4-1 Experimental conditions.

Condition A B C D

Target temperature | 43 °C 20 °C 20 °C 20 °C

PLA concentration 10 g/LL 10 g/L 20 g/LL 30 g/LL

4.3 FER

Fig. 4-5 (2 A BT 2BMERTEZ R~ . Al EOERICHEDL LT, ERGIETHRLEK
IVIRBOWERNEEATFET D ERN 00D, 15T, HONIBEEOTIAENTFEL TWND Z LR T
5. ZOKIAKIE, BB E W A — LTI ET D 2 ENARETH o 72, & A
BT D RIAEE BEn, ORI AL % Fig. 4-6(IRT. [IABUEE T, Z SnEFiiky 7 — % O HALIKREY
ORI ERETHZ ETHR L., [IaBEEIXIZEALEL0X 103 /mm3DA—X—TH Y, EHEN
(ZIERERGRIZHE » TR L TWA K S22 5. Fig. 4-6M)IESEM A BT 5 o & —F)
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EfRd3, THD. KIEROEY FANTOWTIE, FATREAME Tl M &2 FFoRidORE S & E L Gl T
XN, BEFRERRORERe LIRS HWONL Y U X —PHEREE AWz, o ¥ —FREE
X, [ILOMAEELZREREHM CRLIME TS L. FMFEAICBIT L2y —EYERILI S um BRETH Y,
REEIC K D22 bIZ A b7z, Fig 4-6(QITREBRECH L. REIX43 CU LY 7nn A& 00
W% baloTlY, BEFIRICBWTRE—EE2 R o T e, M ARICREFRZ {L%Z Fig. 4-6(dIZR
T BIERHTICE%EI LR LTWD b O0, IKHNOERIREZBICE(LSED Z LIFENLE 2
bivs.

Figd-7(a)IZ5:0F B~D IC BT 2 RIaBEE ORMZ N TH D, EO PLA RESMFIZHENTE, K[k
B LIRS EE RN SN E D, HDHETE—2ZIETHEmNB RN, KB ORD Iz T
X, NS DO~A 7 aNTAORHBRRRESNTEY, ZBFRRTHLARENREZ NS, <
A 7 aNT L OBHPKIERD ORI EARET 5 &, [RGB EN RN E— 7 1T D A0l R
IR BTN EBZ D LN TE S, Fig. 4-TONIERMNE B~D BT 2 v ¥ —FHEZORKMELTH 5.
% PLARESRMICE T 5V 0 2 —FHERL, RO AMHTIC B W TE, RERZTA N7,
Fig. 4-T(\Z &M B~D iR EBIEA T, EOLRMEICBNTY, 12EA LR UBREEZR L. Fig 47
M B~D ik AR O IZ(L TH 5. 20 g/l OAHE TR E WA, BERERRE OWRF AR CTd o 7=. Ward
Ko 2 K0S Tund K oI, [IaOFHERRBEBITRH AR I ST, [ EICED -

, WEBITENLEZD.

Fig. 4-5 Microscopic image of the microbubbles in condition A.
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Fig. 4-6 Experimental results of condition A: (a) bubbles number density, (b) Sauter mean diameter,

(c) temperature and (d) volume of the droplet.
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Fig. 4-7 Experimental results of condition B, C and D: (a) bubbles number density, (b) Sauter mean

diameter, (c) temperature and (d) volume of the droplet.

4.4 B
441 FAERIBEESBRRADTAREM

2 B L ARRIS, AHIREE (CH2Cle) FICAREEEHN A (N2) OXIENFE L TV D RIBIRGTRIGR %
B25. ZOK[MRGTERGR () BKHPICEHE S TWD. BFROKE KRR O OMER
WD TEWGES, KURIRAWIGRIIPHBR & H2 32 LR TE 5. 2 BV L, Aiaiftmix
WICKICEERREICH D (BEART vy o2 A0 (H(2-3) E D20 & (K(2-4)) 23RV ST
D) EAGE LT, [ E COMEBINENGSRE, BT LHIEERT Ty LD ) A UVEALY
TRV, DK D s, [IBREEELZERIEL L UERICED D Z EBAEETH Y, [ RS
RIABBE b2 REE D Z N TEDL EEBEZLND. 2T, AHERIRELE REEY A DR EE —
EE LT, KUaWNESORERNE A A DT &2 [0, [IakoBie LThH %, [IBOREMITZ1T 5.
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~2 U —oisf) (X2-15) EEERAFOER] (X2-19 £3:02-20) 725, KIEPHEIO NG AL 1T

UTOEIICRSILENTED.

47r3 gpl
o Ny M"3bq;H
PN TN

ZZC, T, T s, S48, T, T .0 & CH2Cl, Ne 2N Eh#&LTCW5D. 1, N,
R, T, p, HIZTENENXIAERE, WEE, Ko, KJEEH, RRE, £, ~V ) —EHTH5S.
FIEO BRI OWVE BN 1L, AHIABEO 2WE BN, &l L CIEFIT/N S W 2h, Ny >»> Ny & Lz,
72, EYVEENITRAB L O L S0 UEEICRETE 5. KA DEp)IC O W TEHT S L,

N,

41‘[Tb3 q
3 RT

" o__
2 =

Ny
1+ H

(4-1)

G M D

(4-2)

ZITE, B2 BICBILENTERT Uy VO R ED Y oF#HR (R(2-2) 2B\, m%f?

Y DO AENDRD IR 4-2DIT Lo TR, RAEBIOMEDNNT v A %eZE 2D, R(2-2DF
H, FE3HEAEAMTLHE, WAL HITh5b.

dB o[ " A%
d_r,,=4mm’ (p - Dy _p2+g>

R(@-3) &2 X B, TP T &, RAXDXHITh 5.
d?B

, 2y d 2y
d_T'bz = 8mqmy (p - P1 pz ) + 41'[6[Tb dr, ( - pl pz )

L B frp)E L TO X YICERT D &,

o) =p' - P, Y. 2
T'b =p —p e ———— -
1 1+4nr§ qN, ™

3 RTH

RX@4-3) XK@ DizEhENU FoOXTELBND.

dB ,
an 4mqry f (1)

(4-3)

(4-4)

(4-5)

(4-6)
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2
B = 8rqn,f (1) + 4mqry f( ) 4-7)
dr?

L7z o T, f(rp) =000 oE X, dB/dr, =0L 0, niX VPl EEE2 525, £, FHEEDY
DLEEFMNEEZ HBZILf(r,) =0TH LN D, dzB/drbZO)f%E%kdf/drb@fﬁi% IFECIZ7e%. Lo
T, 22 CORESRM (d?*B/dr? > 0) 1Xdf/dr, > 0L 725 . 5, BEf(rn) 2 Mk tibT5 2 L5252 5.

W R, DR E S LT 5 &, WO SWEREN, TN, = 4’;@%&3&@“: LISTX B, 1L, pf, My

ITEIRIEDBE B LBV G TETHAS. 22T, pi=py/p', 1y =1,/rq, p; =p1/p' & EWTERIT

fbzd 2L, REBIUTOLIITRD.

( *) =1 * Ny + S (4-8)
flre) = P17 +Aqry® Ty
2L, §= ;—Zd, A= %, nog = N,H/(Nip )T 5. £z, BES ) D5y, f'(y), IFUTOL I
1
2%,
£ = s 3nogAqr,?  3ngAqry* — S(1+ Aqry°)?
b (1 +Aqry3)? 1 2(1 + Aqry®)?
[3ny 4-9)
2.2 (,.#3 3ng .2, 1 3 — 3ng 42, 1 (
SAq<Tb+SAqb+Aq SAqb+Aq
1, 2(1 + Aqry®)?
A 1), L) ELUTOLSITED .
3n 1
() =r3+ ’SAZTZ;‘2+A—q—rb +Cry?+D (4-10)
3n 1
ga(r) =173 — /SA; ‘2 Wi 3 —Cr2+D (4-11)

7-77L, C= 2’%, D=ﬁ’€“é§)%’). S>0XY, flo)DFFIL, g1(p) & g () DFFFIT L > TRE S.

XL OIZg,(ry) = 0DfEZRDD. gy(ry) = 0ldry =X ——k LTUTDEIIERTED.
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c c
gl(rb)=rb3+Crb2+D=(X—§> +C(X—§> +D=X3—?X+7+D=O

EHiTX = Y+§kﬁb\f2§ﬂ%“é L,

Y+ e Y+C2 +ZC3+D—Y3+ ¢ +2C3+D—Z+C6+2C3+D—0
9y 3 9y 27 B 93y3 ' 27 B 937 ' 27 B

ZIZT, Yi=zb LT 5T,
,  [2C3 ct
Z24(=—+D|Z+—=0

27 729

ZORMNBZERDD &,

R c3 D+ D2 (3D
T 27 2= J4 27

L Y3=W3eB0L4 5L, YORIILLTD3HERD.

Y = Wem, Wei(e+§n), Wei(e_én)

72k, R4-15)I21F 2 DONFHET D728, LLFIORT LI IZHEDOET 6 SOMNIFET 5.

<Y1)_ Wleigl Wlei(91+%rr) Wlei(el—grr)
Y, Wyei: eri(ez+%n) eri(ez—én)

(4-12)

(4-13)

(4-14)

(4-15)

(4-16)

(4-17)

6 213 ' )
VP =k, WWR)P = (5) 20 3(6,+6,) =0L72%. ¥y = Wiel Itk 5 X &ithidy 5L,

2 2 C2 2

C . . Cc
X=Y +—=We + —— = — + Wye'®2 = — +7Y,
19y, T T owe®: — ow,eie: T 2¢ T Toy, T 2

(4-18)
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L, o T—HTHMRHDZENbND. I VI OMORIZHLTH T2 YaOihndhsd
LMD, 6 ODfRIZ 3 OIHERENS. oF VY, ZIIXUE-15)D A OIS L CEFETHIZR W, &2
AT, RA-15) DR FHIFIETHHME ZIFFEEK LR, 0=0L725. LEEn->T, YIZIFDOXHIZ
w5,

2 . 2 .
Y =W, We3™ We 3™ (4-19)

FNENICH LT XEZFHT DL,

X, =W + i X, = Wes™ + c” 3T X, = We T + ¢’ e (4-20)
= —, X, = We —e , X3 =We —e -
1 oW’ "2 oW 3 EY

&ﬁé.gzéf,yio;D,W¢—§f@5.Lkﬁof,xmu&mmﬁﬁﬁﬁ%@,%ﬁ%m
Xio—ok7D. LIn-oT, r3‘=W+%—§’C“@ﬂE<‘:f£675§, W<0kvry<0&72v, gi(r)

(Xt LCry < 0CHiEfE % — .
WIZ, g205) = 0DFRERD D, gy(ry) = 0D, 15 =X +TL LTUTORIICEBTE S,

c\3 C\? C? 2C3
gz(r’,;)zrg3—Crgz+D=<X+—) —C(X+—) +D=X3-—X—-—=+D=0 (4-21)
3 3 3 27

2
SHIX =Y+ EBVTERT L,
Y+C2 e Y+C2 2C3+D—Y3+ ¢ 2C3+D—Z+C6 2CS+D— (4-22)
9y 3 9y 27 N 93y3 27 N 937 27 N
ZIZT, Yi=zE L ST,
72 2 DZ+CG—0 4-23
27 729 (4-23)
ZORMNS ZERD S L,
3 2 3
yox: D 2 _CD (4-24)
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A Y3=W3eB0 LT 2L, XOMITILITD 3275,
Y = wet?, We"(“%”), We"(f’-%") (4-25)

FEIF L L RRRIC 6 DDOfRIL 3 DITHERI S ND Z & h, Z13RK(4-24)D 7 ofifizxt L CEFETHIER
AN

W) 2L 0nsf, ZEHEHERDILNBO=0 L5, LER-T, YIRUFOLI AR5,

2 . 2 .
Y =W, We3™ We3™ (4-26)

FNENICH LT X 23R T2 &,

Wt X, = Wi 4 oy, w4 (4-27)
= —, X, = We —e , =We —e -
oW’ "2 oW 3 EY

L%, LIAT, DEOLY, W2SThHE. LEA-T, Kok XITREBmsmY, SH0RE X
DL, LEBST, if =W+ + STREE RS, 1 < 0% D SHAASIE D RS C I

72720, BEEH S HEELRD.

3 -1 2\ 1/2 -1
@ - <onrzm wi=(5), ws30=(37-2)(5)  sm30=(37-%) (5) LiE<
&, R(4-29)DfRI
v, = ooy, = Loilo4in) y, = & ilo-3n) (4-28)
3 3 3
LB, ThEY,
X = (0 4 e0) 1, = 5 (e0950) 4 7045,y = & (o105 4 o(05) (4-29)

LD, LIzhB- T, 3 DD



75 4 B PSRRI G TEN ORI RS 2 B ISR 2 Ef#AT | 64

, C 2C C
r =—=+4—cosb =§(1+2c039)

3 3
c 2C 2 C
Y :§+?cos(6 -|-§T[) :5(1—c059—\/§sin9) (4-30)
c 2C 2 C
3 =§—|—?COS(9—§T[) =§(1—c059+\/§sin9)

LB, LZAT, sin30>00h, 0<0<n/3CTh5b. :@%ﬁﬁ§é\ihéiﬁizrf~r§i:ﬁ'§“é3?w

7 T77175HE, Fig. 48 DX HIThb.

¥ c

9 | | | |
00 02 04 06 08 10

()

Fig. 4-8 3r*/C vs 8(m) for r{, r; and 3.

Table 4-2 First derivative test of f(r3;)

T ey a)) 7 0 35 o)
91(r3) ) 0 + + | 0 | + + 0 [+ ] 0 |+
92(r}) - - singular | - + singular + - +
JHGY) - + point + - point - 0 + 0
rop) | | 1 1 ! ] " |

Fig. 4-8 £V 0 < 0 < /3D HH TlIry ~ry DK/NBRITrS <rf < THY, rfbri N IEEERD. ZOD
A, FOp) OBEIEZR T Table 4-2 D@V L 72 5. f(ry) >0 22 Of (1) <O DHFAITIE, 7 &y ORNCF () =
0&THT=TFRPAFAET D 2 &0 D, BEMMPMEET DRMIFIES () >0 1 2f () <0 ThH 5.

—fl & LT, B x e SRR BT B F () D28 % Fig. 4-9 1289, ST = 40°CH L UQ = 1.0 x 107,
T=43CBLUQ =56x%x107, T=45°CBLUQ =1.2x 108 L7z, @I 0T ICRELTZ. /T
TORRERD &, R B AT NS, T =40°COMBICER T L, rp > 0D T (1)
ITMARE L MEZ D 1y =i D& Efp)FMNE 720, g =rf DL X fp)FMRE 72D, o, ) <
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Ty <1 O TF() = 0L D EDRHY, ZORPLEERVHRE G2 5. SDITr <rp OFEBETHY
fGD)=0ERDEBHLD, ZHWIRLERV R THD. ZOREEREBZ 5 E, KIITFITHK
L, HFOBRED Z LIV, T =40°C, 43°COEA, 5 <rp <rfllBWTfF(y) = 08 72 D2 E 72 i 50
HDHN, T =45°COERMFTIMEAEZ N EOEBRNFERET, WIIARLETHSH. £l2, T =40°CET =43°C
OMiFR A L 5 &, ZER . (& S EOHEE) OfHNKE B D 2 Lnbns. UL, B
EERAD LD REWVIREDOHEETIX, L THRERXIAVBAERSNTLE D &, TORITFITHE RS
HZEEBHRLTVWS. ZoOREIE, ERICBWTEWREOHEKR TRERZENBHTLEIBSRLER
K—ET 2. Lo T, EDRVIREETIRIF 2 FHE T 5 & 0 HiEE, B bIEL»-72 2 &R
b, UbkaF s l, BEmIch, Ml EOERSFICBWT, BERKIONGET D Z EIUR
I, E£7o, ZEREBOFHEHIDREOREZMRIZT, MWIRETIIR 22 Z LRI LN -

——7=40°C, g = 1.0%10" ]
—— 7 =43°C, g =56%10°
— T =45°C, g =12%10°—

Fig. 4-9 f(r;) for different conditions, T =40°Candq = 1.0 X 107, T =43°Candq =5.6 x 107, T =
45°Cand g = 1.2 X 108, respectively.

WIT, Ry e [IABENKIADLZEANC G- R DB e BT 5. Fig.4-8 D7 7 7 DIRNG, rféry
DT DEBEUEND D Z LD D. 0 =1/3, Tibbry, =2C/30 L ZICEREZ LD, DL X,
E_CLo0rRBOT, B 1 OO BERAML, Gop = s, e = ol D, DL,

Fap) A FD L5107 5.

. 3s ng .
50 = gmg) =5 10 (431)

ZIT,q=qpr, 1 = 1pprP & &, RIAEE KILEITAVNIINIZIRE Y, BIEUS R BN 2 &35,
L/f:b§o"cy ﬁZ = Q/qDRERZ = rg/TSRkl/\ 5/\03%_5 ff%]\b; dpr krBR%Z/%ﬁ\E\'{ﬁk L/T; ?\Y/ﬂiﬁk
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RIBBRNRIADO LTINS 2 DR BEBET D, NTA—Hhqlr b2 ERICESHZ 5 &, X(4-8)
RO L H 1272 5.

(R =1—-p; + 21 "o 4-32
fRy) =1=pi 3R, 2RPB%+1 (4-32)
7o, BWRAKASf(R)) /AR IZIRAD L 91272 5.
o 2n, 610B°R;? 2no(2R;3B* — 3BR;% + 1)(2R;3B% + 3BR;Z + 1)
T S s (433)
b (2B°R;}+1) 3R;2(2B°R;* +1)
2(4-30)I2 BV TH = §(1 —a)eTDE, f'(R) =0DFfRIILLTD X ST/ 5.
R*—ll 7'[1 R*—ll T R*—ll nl 434
1—;{E+COS§( —(X)}, 2—;{E—COS§(I}, 3—;{E+COS§( +(Z)} (- )

72720, y(> ONIEE, Ry <O0<R; <R THD. X4-33)020, f/(Ry) =035V iD & &, BLFOAMN
D ARA AR =AY AN

2B2R*3 —3BR*2+ 1 =2B%(R* — R} (R* — R})(R* — RY) (4-35)

R(4-34)%HX(4-35)IZRAT D L, WKXKDLHIThD.

2
2 ﬂz cosM
ZﬁZR*3_3ﬁR*2+1:2ﬁ2R*3_3ﬁ7R*2+ ( 2) (4-36)

HX(4-36) DML DR D N D, LU O Y 320,
B=v=(cos5) (4-37)

LER-T, FROFKATEZ bhs.

2 1

2nop _ nof 4 L
381 28+ 22

38, 2848

f(RD)=1—-p; + 1-—pi+ ( )no/lz >0 (4-38)

=721, A:cosnz—a,flzé+cos§(1—a) O<a<DTHD. 4, HM(@OEUTFTOIHIIEHRT S.
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2 1 (48 — 38 +222)22
— (= _ 2 1 _
ha(@) = (351 20+ zz) ST CrIw D) (+39)
ZDLE, BESFMFR) > 0FRKXD L H /5.
hda)>p2;1 (4-40)
FERIC, fFROIFRATHZ NS,
Y 4 Znoﬁ_ nof s i_; 2
R =1-pit = g =1 m+@§ %wa%A (4-41)
EELEG =c+cosT(1+)ThsD. 4, h(@EUTOL S ICERT 5.
2 1 , (48 -3&+222)2°
S = 4-42
hs (@) <3g3 2+ zz)* 365,028 1 2 (+42)
ZDLE, LEFRMHEF(R;) <0FRAD X DITD.
hs(a) < Pl (4-43)

Ny

Fig. 4-10 13h (@), hs(@)ZalZx L T7ry FLEEHDOTHDH. (o), 0<a < 1OHPHATIEFIZET

HHZEND, pi S1OGEXETCOanN M- 3. —J, p; > 1054, ”:l < éﬁﬁ’izﬁﬁﬁﬂ”é

VB L 725720, hy(a) = pily 25X L, 0<a<aOFFIZIBNTERAZN 2. hy(a)lTkf

n

No

LT, B2l s 1 s e 51 DRERIFTH D, ZOLE, hy(a) =B L 2 Dasltk L, ag <

a < 1OFFAICBWTEREERTZT. DD L, pf <105 a; < a < 1OFPHICZEMRBFIEL,
pi > 10 E Tas < a < ay DFPAICLEMEDPFAET 22 L1285, ZHH DAL Table 4-3 D@D T
5.
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04
02— —
00
02} .
<
_04 - —
o h,
-06 — —h,(cal) —
o h,
08 - —h,(cal) ]

Fig. 4-10 h,(a), h;(a) and each approximation.

Table 4-3 p; and stable area for condition (4-40) and (4-43).

Ny

i 1—ng 1 1+—

3

Condition(4-40) 0<a<l 0<a<a=l1 0<a<a a1=0
Condition(4-43) a3=1 a<a<l a<a<l =0

VkG:, a1&a3@%$f£ﬁ%&)ﬁ%%ié hl(a), h3(“)®3&'ﬂ;l£tbj:u‘[:®ct 5&3-‘-;&&) %hé

hy(a) = %(1 + cosma — %sin mx) (4-44)
o= -H-ler)

B OIEEIAIL Fig. 4-10 ICBWTEBTRL TV, KEETETWDR, a < 021281 ik
FEIMEWOTHEEZET L. 4, ZouXrba, taszkd s, K(4-44) % K(4-391TfCA L TLER S
HE, RO BIND.

cos(ma; + 6) = {_\/%<Nio + 1>} Ly = %[cos‘1 {—%(Nio + 1)} - 6] (4-46)

72721, Ny=—22— cosé = ——,sind = \/%T“Z%;é. R, R(4-46)% K(4-42ITfRA L TERT 5

6(1-p}) Vz57
L, azROBND.
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4 1 N pi—1 ,3(1 —p) 1
—_—— —_—— — | = A = _— — 4-47
3(“3 2)(“34'2> n, % i, 4 (+-47)

K(4-46) L NUEADIC K VRO BNTmay L agilk LT, az <a<aZiiie T HEBEDar 5 2 UE, 0
EIZRT 22, BLORIERMPHEOND. T72bb, [IAMAERT T A —FB2LRIEBRE RS /3T A
— X Ry DL TEIRFIFARS < Ry, < Ri OGRS .

EEEOEBRIZB N CE, BRI AN BEAAFNCEMR LRV IBO U7 aa X ¥ R D RIS R AE
T 57280, [IEEERICE T DEEREBGEET D LB LND. ZOBREIFITREREOE/NER
RUZBWTI(R) =0L 255 A ThDH. ZHETOFEmIC LT, BB I ToXTREND.

* * * 3S T[a3 —2 1 A
¢ = 1ppR3(a3) = Z_no( ) {E + cos = 1+ a3)} (4-48)

Fo, BRKIEEq I ToXTESND.

16n3
27AS

qc = qprB*(a3) = 3ﬁ2(0(3) (4-49)

FERIZB W T —RIAER A LT GA, [Ia PRI R o, [IaBuL K865 o i
2725 L PRESND. 22T, AT A —FWE L7256 O ST Ria s D 2 Iizo 0
TEZD. WTNbn epi 25 LTHEZD Laa NGBS, BERRIBEKGAZHOWTIE, a2 525
ER ()R E D, K449 LV g3k E 5. Fig. 4-11@)1F 3 1Y OnglZxtd 5, qc&azsDERE R
LTWh., ZZTC, §=935x107% A=678L L7=. azDENKEL D, T2bbIKEIZRDIZER
TWEB DL RDBERBALND. —J, ngDERKEL A2 BIFE, FFICEIEET, [In£< 256
MNEBND. W5 T, WAZLL B LUIRETEEZ L3213 E2HOKENPEETHEEZD. B
REIARZOWVWTIE, nolazz 525 EXU-ANT X Vi’ E S, Fig. 4-11(b)IF 3 il Y Ongl %9
B, il ayDBRERL TS, 2B, §=935x1074ThD. agDENKEL D, ThbbiREIZ
HIFERABRIIRELS RDHEANRLOND. £, ngDEN/NEL R DIFE, [IBENKE L 7 BN
Ronbd. RICHETHHAOREIIRGFEINDOT, KA EK@ARIE I b L — A7 ORBEKRIZH
2.
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Fig. 4-11 Relationship between a3 and (a) q. and (b) ¢ for each ny. S=9.35x10"* and 4 =
6.78 for (a) and S =9.35% 10™* for (b).

442 RBRHER EERITEEDOLE
FREMCEDEHMF R ZT O HE, W20 RT A—4 %?&Eﬁ“é%%ﬁ%é BlzE, %3
FEICBWTR LIZ X 912, PLA RIS 5 0 AWARE 1T PLA OFRE (&> TEMT D, Z

-—
—

T, %3$T%wtuT@$¢%ﬁ_=

Hy, 1+BCPLA

exp[4(1-2)] GtGB-60) %MD, 22T, AR

JERIFDRT A =2 T, BIX PLAIKIFDONRT A—2THDH. F£12, HylIT =T, = 298.15KIZEIT D
AN =R THD. AITTAFESLSPLA S FRICK > TS, BREERELMBEN 82 TRALER
WERET D L, EREMBIIKTIADEEZZNENRDLVENH D, EXHTAICEHL UL, S8
300 kDa OIRIRIZKIT H2ADMENRHRE SN TEY, A=-1.62Th5. —JF, BEHEIZHEL TX PLA O
B ZRE LT ENFE LRV, £ 2T, 4lald shirono & 12912 L 0 #5 S TV DR DNIAME L 7= ik
v ma AR KT HADME (A=-1.44) ZH\\W2. BHYPLAS FRICKVE(LTHETHD. =
FIZXFLTIE, 41 # 300kDa TORBEEAICL DYyDENE T 4 v T 7T H L TBERDIZ. 22

T, WY 7 ma A AN T o ERD 5Ky = In () —A(1-2) (R(3-49) &KV LMDV

7B ARANZDONWTDOxERO LAy = —In(1+ BCpy) (K(3-59) ZHWi=. 74 v T 7IZL VB =
16110303 iz, F£7z, BRICH L TUIADELA & FFRIC PLA OB EZZE L7 — X BMFELRD

, BBEOY 7 au XX KT DEMEIIEROZNETNZ LD, R UMEE AW, 22RO
vmrg WAL T, 2TOHRMET-254 CICRE Lc. ZBRJERLEEICEL TL, 5 3 ELAKROHIETH
L. £, REESITME CHCl DA A, BEICH LT E&IREL.

HERARATIZ RV T, Eﬁﬁ’xﬁ?@#’x&Eﬁﬁﬁi@i&%%ﬂ%hﬁ@%)&ﬁ(4-49)7b>%2%&bf: ¥, K
TR I XARES 1 mm3 72D X HICREL. £, KRRV —FEHRE LRI LT, £
BRAE SR & i L7z, BEREHRICH W, ZhEhofMcE ﬁémﬁ%xw%—ﬁ@ﬁpl, ng, S, A%
Table 4-4 |Z/RT. SERS BTONRT A= TREORBELZ BT D, 50 A TIERERMBEIZHEW
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REND LELL TS, T A—FOEICERHD. —J, &MHFEB, CBILOD TiE, PLA R
DL WIT 5729, [IAEEENRINICE — 7 IZE LTS ORCOWTHEEITo 2. (6~ T, RT
A—FZOEIF—EICRED. 72, &M B, CBIOD T, "I A—FZADEMN IR EZ <L LT
W5, ZHULPLAREZLICE DA~V U —EBHN L LT Z &Ik b.

Fig. 4-12@)12, M A 2B 2 5IAK0E E ORAL O BRERGHRE & FZBRE 2 <3, Plams i
BEZE107 /mm3DA4—4—Th 1V, EBRELIT 4L TS, Fig 4-14@1F, ng & p%(az), REDBIFR
ZRLTWD. pil 11T T—E L L. 77 7%R5&, ng®D/NE72F880T, B2(ax)lZxd DD &
W ERSMND. KT, ngdd 0.3 [TV T, HifroEn 2. Fig. 4-14b)I%, p; & B%(as), RO
BfRa£T 777 THD. ngl 0.7 T—EL Lz, Z7770hb, piicB LT, 1.0 2B 225 &EEHEET
RIABEE KT DEEN BN E NSNS, ZhiE, EBRGFMICGIVERTH S, XY, [iaksE
JEOEBRAFERDHEGRE L D R D220 o7l & LT, @miRSEICBT 2N 6 O 22K OBER A
EZHND. ZBEBMKTDIRNE LT, 5 OKIBO MR, BE LRI X 5 KEGHE O 22 KR
BELRARENREZ NS, Fig. 4-120017, &k AT 2% 7 & —FHEAE ORI o BEhEHEE &
EBREAE T, [IARBEEOSE SI3ER20, RITEVEZ R L. £, BAKIOEE R ITHERE O
MRENSTZN, BRKABEOLEAE, HEOH NS otz Zhuk, HC L0 Pl S - m
E—8T 5. LU b, Fig. 4-14@IRT 7T 70 6I1E, ZBR08 KT WD EIET 2354, i
BHRKEL o TWHIITTHD. ZOHBE LT, KERRIGITRELFELT 2720, EBRIZBWTHE]
BICTETWRDSTZAREMENEZ DD,

Fig. 4-13(@)I3%:F B~D 1281 2 A RIAEE K OMGmRM L ERETH 5. ZhbizzhZTho
EERHICBITAEE AW CHEEBE SN, EH56 0 104/ mm3 DA —X—Th Y, FIHEADOHAELY b
VMETH DA, EBREOIE ) DMEVME L 72> TV D KIaHGEE DSR2 L RET S &, (KA
FETIFRAOKRERIMZ b E 2 BN%. Fig. 4-140) L v, HEAEIR O TR EIC
KT DR <, ARIR TERVMEA A R CHL S . ARIR S T I WA R & 72 o 7o 0T, AT
—¥+ 5. £z, EUERICITERGFEME & ERIEO & B 6 6 PLA JEE O _EFICRE - TRIEUE E N
LTW%. PLARE®D FFIL, qupPEOAEELSE, ZHUC X0 ERAKIGEEENELT 5. £l
HEROMEI3E<, PLA REZLICH L CEBig 2 R <R TWS. Fig. 4-13M0)ITHFmAENTIZ L v
BONTEEARERLEEZRICIVEONZXEETH S, EHLbRERIEIY VX —FHERE LTE
LTW5. BT L VA ONTRE, Eb 68 PLA BEICH > TUEEAEE(L LRI LRG0 D.
FEBHRE R O IR E SO RBR A v ¥ —ER L L TR LD, HERmEEAED 1/3 BEORIC
o THY, BEERENSITEEN DR R L2257, Fig. 4-140) & 1.5 &, piAVE iEIE(0.3 FLE) TAIKIC
SIENRELRDZEBDND. L LAnD, 20 CHITOEE Tidp; = 058ETHY, LEFIET
INEW. BIEIRENECRARD Z L L EZ N0, ngS D LIZTREM NS 2 5 5. Fig. 4-14() T
I, ng2V/ NS WEEIL TIE, RIBENRIMICKE <D 2 EUREN TV D, RS TIXRIEO i H 23538
<, AKEFGHHOBEME FRIEG/NINWEEZ N0, K[IERN/NE L A HEAITERTH & T —% L
. ZOBRME LTE, MRS E MRS, RERRIAIZHRNELS ERT 570, 3 ISR TE AT
IIZHEE Y, ERCIIBRIHSR RS T RN B 2 bivd.



7 4 T PHBCRARIERATARN ORI BT DB AR EffT | T2

Table 4-4 T, pi, ny, Sand A for condition A, B, C and D.

T/°C i ng S A
Condition A 41.6 ~ 44.0 1.08 ~1.18 0.63 ~0.64 9.35 x 10~* 4.22 ~4.29
Condition B 19.6 0.47 0.71 9.35x 10~* 5.01
Condition C 19.0 0.45 0.72 9.35x 10~* 3.91
Condition D 194 0.46 0.71 9.35x 10~* 3.18
o I 5 I
10° (a) | (b)
W0 E - 4 B
s 10°F = —_
E 5| | £
£ 10 ERE S /\/\/\ |
4 ] e}
< 107 ° —
10° b ———— Y
2 - —
102 — ——Experimental 1, | ——Experimental d,,
10' ——Theoretical n, — —+—Theoretical dg,
10° | | | | | 1 | | | | |
20 40 60 80 100 120 0 20 40 60 80 100 120

Fig. 4-12 Theoretical and experimental result of condition A: (a) bubbles number density and (b)

t [min]

Sauter mean diameter.

80x10°

60 —

n, [/mm’]

——Theoretical n, [/mm°]

(a)

——Experimental n, [/mm’]

Fig. 4-13 Theoretical and experimental result of condition B, C and D: (a) bubbles number density

Cpy 4 [e/L]

and (b) Sauter mean diameter.
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Fig. 4-14 Graph of (a) B%(a3) vs. ny and ¢ vs. n, when pj is constant at 1.17 and (b) B?(a3) vs.

pi and 1 vs. p; when ngy is constant at 0.7.
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4.5 &R

BRI BT A RESIADFIEEERT 72010, BRBEIR LRV A — 7 an A X UK
O LBAMSEIC K 5 Z fihdiiiy &, FERORZ2E LB #BEERET 21T - 72, B oz
FEESIILL T OmY Thb.

- BB, RIZRB W TS KIENEEIAAHET D 2 E A FERIC I Vs LT,

2. [FAERDFRIC DWW CE BT 21TV, BRI B Sl OSBRI BRI FEET 5 2 L 215
PN LT

3. EIRGEETIE, KIBERE L RIED EH HIZBW TSR & SR Qs ZoFERE LT, i
INDZERDRT T2 Z &R0, REBRKIANBIERTE D oo Z B2 L5,

4. GREECIY, PERiE & FEREORISEE T <, PLA BEOFEIZOWTH RS —H L. &id
B D LU > - BRI & U QU ARIBEAF ClImiRget: & bl U Tk o2z ki T8 2 & 232810
bhb. —F, RIOETERED HERED 1S FREDORKE S L 7ro72y, ZHUT@IRSGOLA L RIBRZ, K
T RRIANEIHSRE QR o T ATREME S 2 b,



«

%5 & fifim | 75

~

FO5F #Em

AREFTREIE, ~A 7 a T E RO ENRDOHIE I HER 22~ A 7 v RO RE D LTI L EAR
AR ISPABR AR Y ~ — IR P O~ A 7 a " T VCET 2 AESD 2 L2 B E LT Thil.

W2 BETIE, BUVERHEERENT NS, NTIT U L— MEL TR DR E I IN kE
FHETEHZ 2R, HLOWREELETH S Gas/OW IEERE L. ZOHEEZ AW TEEICKE 22
A b TN ERETHZ LT, BBARETHHI LER L. L LAEBDL, B 7V BEEITR
FERTHY, FEICHEZEZ L. ZO/END, KNI ORIEHOFEBIIX, R ~—FiRIZxE
T oW ADEMRIEICET 2L, SRRV ~—EIRN TOKIEBAERIZ OV TOHMANLETH D =
EBHLMNZENT.

Z T, BIETIE, LFPWET NVEREL, WESNZT —Z b0 U —EH L R KOV PLA
T FE DBIR 2 7n 3R A 8 Ve

o4 BT, RIRAEROHEICET 5 THERICE W T, Rzl x 5 EiREHICHE O THRIEEN
FFAETEDLZ L AR LD, ZHIUTOWTOEREZITY, BI)FHIMNT & OB AT 72, 2 DHE
B, WAL EICB W T HORIANMFERE TH D Z E DR SN, 51, ZOREE LB 2R
T2 T o 7o & 2 A, BRI bR Ll OIS L ERIEPFERBRE TH H Z E B BN/ o7z,
PRERMRATAE R & EBFER AR L2 & 25, miREBICH W COIRIaEE E L KWER0 EH bz T
HHEHME & EREIIRE BN TV, ZORKE LT, RN D2EEANKITZZ &%, REARKIRE
BN 2 o722 ENE 2 b5, (KRR U Cid, BRARE & BRI O KI5 FE 1T i i <
E51Z, PLA BEDOREBICIOVWTHRL —& L T\, KIS N AT/~ 28 H & LT, K
A TIREIRSM & i L TR O LA IRTEENZ E BT b5, —F, KIARITERENFL G
O USEREORE Z Lo, ZHTERSEMOEE L RIS, KEARGIEDBIHIHE T\ o7
AREMER B 2 B b.

FLwH L, ZOmXEELT, HmIZ Gas/lO/W IEDEBNFEETH Y, EBRIIZARETH D &
DI, RIEARCRIAEE E OB LI /2R ) ~ — I IR O T AVEFREE BT 55, Rz B2 5m
IS COMWRERIADIFEE VD BUREWEZIZOWTCOR A, BJRBRR AT & EBRic L v &
b, ZThOOMEIT~ A 7 v "7 % Anic@mzhR ol il ie 72 128~ A 7 v Z AR O RED 3
BUCHBEARRRTHY, SHORBIIHEGTDL EHREEIND.
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Appendix 1 BAFHLRESFHICEITHIRBFEERE

# o4 HIZBWT, R LSRR ZIFA LTI ERRIA L EMRIT 278 Lic, ZHIIRIADLE
HPHZ R LSO TH DA, LUF T, RERMIMTZ SNIZHE OIEEDOalZ i 5 Ptz R 577
BT, ok, BEOTR L L UIERREMIEOKWNERSND EEZXBND D, ZOHIE, Wit
FNTIHIT L A EBERZ RN 2 LIRS L2V,

H4mONE-29%LWT 5L, HFRENILTO LI ICitRsns.

6B2(1 — p)RY + 4ny B3R, + 3(1 — p; —ng)R;, +2ny =0 (A-1)

pi—1=00 L&, KA-DIFfIE(LE, LT 3 kARRITFEESIND.

‘3 3 1
Rb _WRb ﬁ =0 (A‘Z)
rEyt gl BE, Sbloyt=zEB L
R:3 — 3 A L :y3+(i>3l+izz+<i)31+i=0 (A-3)
b 4_[;2 b 232 4/32 y3 2/32 432 7 2[;2
L7223 -> 7T, zix
1 1 1
Z—y3 —Wiw 1_W (A_4)

7, B=(cos™) THBHML, 0<a<U2DLEFMENIRE, 12<a<lOLXFATHS. %

TEFRFAED T2 DIITFERIN 3 DU ETHDHZ LD, 1/2<a<1 TR TERLRD. Z0L&xyd =
3ei3¢y8 L9 5 L, yOMRIZLIT LY 32k 72 5.

y = we'?, Wei(d)%"), Wei(d)_%") (A-5)

72720, w=(2B8)"Ycos3¢p = —28,sin3¢p =/1—-(2p)2THDH. Zhkb,

R;:%com,R;:%ms((p +§n),R;=lms(¢—3n> (A-6)
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—7, c0s3¢p <0/, sin3¢p >0k VA6<g<a3 L7205, Fig. 49 KV LEFHERL,IE 3 DD

OH>HLTHoEHREW, R = %cosqb = %cos{%cos‘l(—Zﬁ)}k 5.
pi—1# 0DA, HITEFR LN, Z AV, R, =Ny(s—1)& LTRA-DOREBDIEAMET S, K(A-

DIZRALT,

— 4 — 3 0 — = -
(s=1D*+4(s—-1)+ 25N (s—-1+ N 0 (A-7)
BHT 5 L,
1— 6N, 3(1 + 2N,)
4_ g2 _ - T _ A-8
s* —6s5° + (8 + 25N )s 3 2PN 0 (A-8)

e, WIZZOXE(G2+a)>—(bs+ )2 =0DLHIEFRTHIEEEZD. ZOLHIEETEN
1, 4k E 2RO E LTEELIND, BHICMAEZRDDLZLNTES.

st — 652+ (84 B)s+3(A—1) =s*+ (2a — b*)s? — 2bcs + a? — ¢ (A-9)

L, A=t p_176Nop g\ LR DMEE DB Da, b, cDBEURIE

282N3’ 22N3

(8+B)* (8+B)* , (8+B)

4’ 8@+3)" "8a+3) 34-1 (A-10)

b*=2a+6=2(a+3),c%=

L%, RA-1000 3 FBHOXOMLIZa + 3% TR+ L

2

B
a3+3a2+3(1—A)a—9A+1—ZB—?=0 (A-11)
a=x—1BWVWTaA?OELZHEET L L,
BZ
x® —34x — <6A + 2B + ?> =0 (A-12)

Shlilx=y+ Ay 1Z2RAL, y3=2LE< L
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A A B? B? s
<y+—)—3A@+—>—em+23+—-=z%-6A+23+——z+A =0 (A-13)
y y 8 8
ERHMNG, zIE
B B2\’ (A-14)
= — 1+ — | — 43 -
z GA+B+M>_ GA+B+M> A

L7, TNETERBRICRENOIERAIZE > THEEDITETOILERH LD, TORMITEMETH S
ZEMD, ZITIHEENENDLGEIZOWTRD S.
WENDEDLA, 2IZFERERLZ 200, YIZLTFOX HICEED.

2 . 2 .
y=w, We§m’ we 3™ (A-15)

1/3
2 2\ 2
EEL, w={(3A+B+’f—6)i\/(3A+B+f—6) —A3} ThbH. FEHMTHDy=wicx LT, a, b,

cEFHET DL,
a=w+%+1, b=,2(a+3), c=¥ (A-16)
L%,

—J, BEAPAOEE, z=y3 =w3eB LT, yORIZLITLY 30L725.

2

yl = Weie,yz = Wei(9+§n),y3 = Wei(e_gﬂ) (A_17)
2 3 2
7721, w=+4,cos36 = (3A+B +B—)A‘E,sin39 = J1 - (3A+B +B—2) A3 TH 5.
16 16
aD—>¢ LT,
A . )
a=x;—-1=y +——1=w(e’+e ) —1=2wcos6 -1 (A-18)
Yy

WRED. 2L, w=VATHD. 4 RFTEXT1IRRD 4 o0 TRENDGZ b, 2050 1 K&K
THERC SN D 2 KOO ARDLEIL3EY HD. alliX 3 2OERH Y, ThENOMEAGDEIC
KIETHZ e D. ERBRER—DOXERDLZDT, 1Oo0allO>WTHZRD LT TRY. A&ZKAL
ThécxRDDH L,
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8+B_ 8+ B (A-19)
2by B 4wcosB + 1

b =\/2a1 +6=2Vwcosf +1,c=—

LB,
X oT, BENOHFEITLUT-R(A-16) £ 7213 (A-18) & K(A-19)Da, b, clzxkt LT, (A-8)DfiE
=

{s?+bs+a+cHs>—bs+a—c}=0 (A-20)
£,

—b+ 2 _ + [p2 _ —
s = b+ b2 4ato) andszb_ b 24(a ) (A-21)

L%, Ry=No(s—DEVENENDOR, ZRKHDHZENTES.
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Appendix 2 RERBTICL DI X MEER

A 21 5

4 ETEUAU EORIBEIFICBIT D REKIBDOFEE T LI, Falk, FEERORIZEBWNT,
BERETICEY REDOE—2I A MERERSIND I EZ2RA L., Zhux, ~A7a"T7uzFfHL
7o RS REE R DO RLE I BN L DBR TIXEN L OO, 20X 9 ST R Y72 53, FEFICHEBRE .
ZOETIE, RERETICE D I A MEERIZOWTIT o 7o kk 2 REBRICOWCRET 5. £, IRE—E
FUETERINDRIAEE O EITV, BER TFICE D AERINIZEITI A METH D AT B
ZE&EIRLT.

A. .22 =E&

FEBRTIE, (1) I A MEREBEEEIOBME, (2) I A MO EEEORRER, (3) I A MUK
CIREARORER, (4) SVIREIFIE CTH A EZEMR L2 RO T ORE L IT T4 OOHBIZOWTH
NG, EBRIZ, FHA4ELEFREULOEZMHAWZ. Table A, 2-1 12, & COERSEE F L OI-£E 7T
(1) I A MERKREREZICOBMRIZOWTIE, =R (K 25C) IZhbdT 7 mnm XX EHOIREZZE
IbEEHZET, A MREDOBFREFANS. TableA. 2-1 IZBIF 5541, A~D ThHhD. T A—
ZIXIREIEIE L SR T ARECThH D . EMT ANERIOEEE, EIRTRRBAMT 2 2 & TafE T4E%
RS ED. BAEHTAD CO2 DEEIL, JENRICTYr7ara AL ok A, B 7 &2 THRZIH
KLTt%, CO2 A%, fafiz 1% E ERIAZBEICEMSED. CONEfR LI 7rmua A2 0%, K
KA 2N L S, KPICEFREIND. 2206 ) U ERAWCRIEE SE T 5. 7058, IRMET AT,
AU —EBORERAFED R D56 DU EAT I T2 DT A =2 ThD. (2) I A MESMEIR
EORRICHOWTIE, FRMOIRER T I8 OKIaRE0Mm L IRELSARAICBWTHET 2 &
Til~%. Table A. 2-1 2B T A5KMIE, E, FTHDH. NT A —F T ARMIRE L IREBERECHS.
BB, WA AIZER Th 5. MERRERIL, WEARETIERT 256 L, BTRIC-ELHRT 556
& DHHRAAT O . AWM, BRI ENFIET 256 &, AELRWGE Ol EZLT S 72 o
FA=BThD. [, Y LSRG L FETHET S5 Z L THD. (3) I X MESE
FE LR AR DOBIRIZ DWW T, THIRAE OIRERE DEFIZ L DFECRIBEAR &, A7RIREAR
DG E AT 5. Table A. 2-1 IZBT55M40%, HTHO, FIFA LTS, T A= XRER
Bl CTh D, BRREARL, BZBAOY v — L EKERAWTRMICHT 2 & CHRIT 5. [ E
X, BMEBREE D, —EORANICHAET 2RI EFHTHET 52 L THD. b, REEEILS
TIREOHRRI LT 5. (4) mVIEEATIE TH A ZEEM LTROE 2O TE, fEEICRIEN AR
INDLEEBEZONDRMETEREITTGE L, W ANDLIRNGE & Ol#E1T 5. TableA. 2-1 12
BIARMITITHAS. BERFETCTAERINTEENIA N EREL, [ DEWEHLZT L. B,
ZDSRMETIIH A DOBERLZ B < 7212 PLA Z i S .
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Table A. 2-1 Experimental conditions.

) Gas Gas
o Temperature Dissolved ) ) Temperature Concentration
Condition i dissolution i dissolution
profile gas gradient of PLA
temperature pressure
A Decrease-increase Air 25 °C Gentle 1 atm 0g/L
B Increase-decrease Air 25°C Gentle 1 atm 0g/L
C Decrease-increase CO2 25 °C Gentle 1 atm 0g/L
D Increase-decrease CO2 25 °C Gentle 1 atm 0g/L
E Decrease Air 25 °C Gentle 1 atm 0g/L
F Decrease-keep Air 25 °C Gentle 1 atm 0g/L
G Decrease-keep Air 11°C Gentle 1 atm 0g/L
H Decrease Air 25 °C Steep 1 atm 0g/L
Increase-decrease- 20 g/L

I ) COsq 25 °C Gentle 2 atm

increase (300 kDa)

A 23 fEREER
A 231 BEREBEEEILDOBER

Fig. A.2-1 1%, &M A GRER FIRE LR, 22K (2800 2N O BEMEE G L REERECH
% . PIEBIARE R CIIBIZ A DN, 0.2 CIZERENKE TT 25 & ZHOENNEICAERSND Z &
DHERTE 2. IRER FHRIXEICEIIMER S D, RIRREISELZ L &b, RIL ZHOENFEL T
Wb, ZIhbiEE ERHIEDE, RAICENMHEZATWVE, 0.7 CiZE ER L& 2 ATREEITHEITHE
W L7z, Fig. A.2-21%, &0 B GRE EARERT, 22506 12300 5N OBRMET s 6 & IR EE
ETH 5. MIEBBE S TIIIZA LR, ZIhBEEL ERHEETH, BITERESARW. I,
BEELREREND 0.1 C~0.3 CIZ EIRERE T LR CEROENER SNz, 2L, IREERICE
OoT, WERTICEOVENERTDHZ EEZRLTWVWA. Fig A. 2-3 XUV Fig. A. 2-4 1%, &M C QRE
Be NI 5, CO ¥ i) KOG D (RE EA—IRERE T, CO M) (23517 2 ki N o B BT Ei{5
CIRERECHD. ~ ) —ERORERFENR R D CO: T AZ AN TV AHIZHEL LT, & Ci
A L, KMEDIREMB LIZERBEORETH - T,

BEFETMCEVRIEAENEMR L TWD ERET D E, BERETICE Y TABMENMET L TWDHME
Nn. HlziE, Z5 (BRKOBEORAEHTAR) O~V —EHE, RERTICE>TREL 2D (=
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t=0,T=24.1°C t=95,T=23.9°C

10 pm
-

t=651,T=22.2°C

t=546, T=21.5°C

Fig. A. 2-1 Microscopic image of nuclei and temperature profile in condition A.

t=0,T=23.8°C

t=655,T=27.4°C

E=iiin, 1=275%C

Fig. A. 2-2 Microscopic image of nuclei and temperature profile in condition B.
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t=0,T=24.2°C

t=144,T=23.8°C

1|'.|1|m

. | t=676,T=233°C

t=466, T=21.7°C
.

Fig. A. 2-3 Microscopic image of nuclei and temperature profile in condition C.

t=0,T=24.3°C t=545,T=27.3°C

t=692,7T=27.1°C

Fig. A. 2-4 Microscopic image of nuclei and temperature profile in condition D.
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Fig. A. 2-5 Time evolution of nuclei radius distributions in condition E.
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Fig. A. 2-6 Time evolution of nuclei radius distributions in condition F.
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Fig. A. 2-7 Time evolution of nuclei radius distributions in condition G.
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VTEER CTO TR E KT 5. L Larnb, BERITHHREIC LV RESIILTIIW /. Table A. 2-2
X, BEOELVA (K23 C) TOERME, FARG OEHEROMETHD. &2 TORM THWICE
MWHDZENIND. ZORETRKTIS5HFIEETHD. £, KJURRMRFORE L0 IR MK IREE
T, PERIZZ D ZEBFEELRV. 6o 7C, £ E, F CERRIEIFFELZWEITTHD. £z, TR
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Fig. A. 2-8 Mean nuclei radii and temperature profile in condition E, F and G.

Table A. 2-2 Mean radius comparison in condition E, F and G at the same temperature.

Condition E F G

Temperature 23.0 °C 23.1°C 23.1°C

Mean radius | 3.0l pym | 2.39um | 2.05 um
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Fig. A. 2-9 Mean radii vs. temperature difference between 7'and 7.

A 233 HEE L EENEDER

Fig. A.2-10 12, &M H KO TICET D E S REARLORRRZ 7R3, Ht/Ac II8EE (1 mm?
W= OKIRE), HEEA IR, B2 R LD, fE H RO T o e, AR S
1 S RREORITE TEEEENEML TS Z PR TE L. £, —EOREEITET L L, RERT
B HATYH, TNLBRIIEEEE N L. WEOEZBETD L, 7O NICEEEE EN RN
HHMCB T DIEEARNEE L D B2 HND. RIFH Tk, t=40sec 205 t=80sec FEAEITH
O CEECEE ML TV 52, ZOROBEEAEITHN 0.6 C/min Tho7z. Zo & X, B LI 5E
FEITHY 450 /mm2 Th o7, ST T, t=30sec 23D t =70 sec FREEIZONT TREBEENSBML, &
EARITK 2.1 C/min Tholz. ZDO L X, BlELZEEEIIN 750 /mm2 ThoT-. WiE &+ 5
L, FONTREARNE TH DT EEEEEORMENZ V. & H CIREARIX SHEREDETH
703, BIET ODBEEEIT LTERECThH oo, RIS, BEEEZNSE5120E, IMICEER T
SHLZEDETHLEFZD.
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Fig. A. 2-10 Nuclei number density and temperature gradient in condition A and H.
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HLWEEBZDLNDD, ZORTITIRIEPIZIIHT A0, AR I A EEHAID B L T\ D720, B4
RS Z D ATREMEIEH D, 7 mm A X CORRTENIC I X MRVER S ERE LT, EBRRIR & 0%
BMEZERT 5. RER NS X VKBS ERSND DI EFLO®@Y Th D03, RE LA CIREmE D
MF2H7ZDIAMIHADEEZDND. ZHIUTEBRFIRE RS &7 5. £/, BEERICRERE R
FERE IS K DERR S LD BIBIT OV T, IR S E 2 D IR ST D & B 2 a2
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B L BB 72 > T KDRBTIRED LB AL L, HEATENREDLMRITELY. o T, EBEO
HREZR<HPATEL 200, ERSNIEMIIIA P THLTREESEVNEEZILNS.

Table A. 2-3 Recommended solubility of water in dichloromethane.

t/°C 102* Mass fraction wz 103* Mole fraction x2
-20 0.0353 1.663
-15 0.0434 2.042
-10 0.0522 2.487
-5 0.0640 3.008
0 0.0768 3.612
5 0.0917 4.308
10 0.109 5.109
15 0.128 6.021
20 0.151 7.057
25 0.176 8.226
30 0.204 9.541
35 0.236 11.015
40 0.271 12.656
e ! =
12 + Exp. data —
N ——Fitting curve
X' 10 _
kS
S 6 |
o
=
4 _
2 —
oL+ 1
-20 0 20 40
7[°Cl

Fig. A. 2-11 Mole fraction solubility of water in dichloromethane vs temperature.
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DORBNTHRZRV. BONRE L A SEIG507236)Th 5. DK b RIaE HIHZ 503,
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Fig. A. 2-13 Radius distribution of COz2 gas bubble and water mist in condition I.



Appendix| 91

A. 2.4 5k
1. BERETICEST, AKRICHESNZY 7 oo A 2 o) —7e I A MBI KBIAR SN, EEEFICEY I A

AR

MATHERT .

A FOBEIHRE AR L VIRED.

A MBI EIREAZ IV IRED.

EVESIRIEE T 7 un A X AT ARERL, RE—EEZROZ LT, K[IEVERSNS.
AR S VTSRV R KIC K D IR L,



25K | 92

5 Xk

1. M. Shimbo, D. F. Baldwin, N. P. Suh, The Viscoelastic Behavior of Microcellular Plastics With
Varying Cell Size, Polym. Eng. Sci., 1995, 35, 17, 1387-1393.

2. P. Jia, J. Hu, W. Zhai, Y. Duan, J. Zhang, C. Han, Cell Morphology and Improved Heat Resistance
of Microcellular Poly(L-lactide) Foam via Introducing Stereocomplex Crystallites of PLA, Ind. Eng.
Chem. Res., 2015, 54, 2476-2488.

3. P. Gong, P. Buahom, M. P. Tran, M. Saniei, C. B. Park, P. Potschke, Heat transfer in microcellular
polystyrene/multi-walled carbon nanotube nanocomposite foams, Carbon, 2015, 93, 819-829.

4. S. S. Sundarram, W. Li, The effect of pore size and porosity on thermal management performance
of phase change material infiltrated microcellular metal foams, Appl. Therm. Eng., 2014, 64, 147-
154.

5.d. H. Seo, S. W. Cha, H. B. Kim, Diffused Reflection of Microcellular Foamed Polycarbonate, Polym.
Plast. Technol. Eng., 2009, 48, 351-358.

6.dJ. H. Seo, S. W. Cha, K. S. Lee, Y. Moon, The Effect of Microcellular Plastics on Light Transmission,
Polym. Plast. Technol. Eng., 2008, 47, 1117-1121.

7. E. G. Schutt, D. H. Klein, R. M. Mattrey, J. G. Riess, Injectable Microbubbles as Contrast Agents
for Diagnostic Ultrasound Imaging: The Key Role of Perfluorochemicals, Angew. Chem. Int. Ed.,
2003, 42, 3218-3235.

8. L. Hoff, P. C. Sontum, J. M. Hovem, Oscillations of polymeric microbubbles: Effect of the
encapsulating shell, JJ. Acoust. Soc. Am., 2000, 107, 4, 2272-2280.

9. E. Takada, N. Kudo, N. Endoh, H. Hachiya, S. Takeuchi, T. Tsuchiya, M. Natori, Transmission
electron microscopy study on the effects of the ultrasound contrast agent Levovist on hepatic cells,
J. Med. Ultrasonics., 2012, 39, 107-113.

10. Z. Hong, L. Bo, H. Guangsu, Sound absorption behavior of multiporous hollow polymer micro-
spheres, Mater. Lett., 2006, 60, 3451-3456.

11. G. Wu, R. Li, Y. Yuan, L. Jiang, D. Sun, Sound absorption properties of ceramic hollow sphere
structures with micro-sized open cell, Mater. Lett., 2014, 134, 268-271.

12. M. Y. S. Ahmed, C. B. Park, N. Atalla, Control of the Structure and Morphology for Production of
Novel LDPE Acoustical Foams, Cell. Polym., 2006, 25, 5, 277-292.

13. J. Ling, W. Zhai, W. Feng, B. Shen, J. Zhang, W. G. Zhen, Facile Preparation of Lightweight
Microcellular Polyetherimide/Graphene Composite Foams for Electromagnetic Interference
Shielding, ACS Appl. Mater. Interfaces, 2013, 5, 2677-2684.

14. H. B. Zhang, Q. Yan, W. G. Zheng, Z. He, Z. Z. Yu, Tough Graphene-Polymer Microcellular Foams
for Electromagnetic Interference Shielding, ACS Appl. Mater. Interfaces, 2011, 3, 918-924.

15. D. I. Collias, D. G. Baird, R. J. M. Borggreve, Impact toughening of polycarbonate by microcellular
foaming, Polymer, 1994, 35, 18, 3978-3983.



16.

17.

18.

19.

20.

21.

22.

23.

24.

25.
26.

217.

28.

29.

30.

ZH LK | 93

P. Rachtanapun, S. E. M. Selke, L. M. Matuana, Relationship Between Cell Morphology and
Impact Strength of Microcellular Foamed High-Density Polyethylene/Polypropylene Blends,
Polym. Eng. Sci., 2004, 44, 8, 1551-1560.

D. I. Collias, D. G. Baird, Impact Behavior of Microcellular Foams of Polystyrene and Styrene-
Acrylonitrile Copolymer, and Single-Edge-Notched Tensile Toughness of Microcellular Foams of
Polystyrene, Styrene-Acrylonitrile Copolymer, and Polycarbonate, Polym. Eng. Sci., 1995, 35, 14,
1178-1183.

M. D. Goel, M. Peroni, G. Solomos, D. P. Mondal, V. A. Matsagar, A. K. Gupta, M. Larcher, S.
Marburg, Dynamic compression behavior of cenosphere aluminum alloy syntactic foam, Mater.
Des., 2012, 42, 418-423.

J. Wang, Q. Ren, W. Zheng, W. Zhai, Improved Flame-Retardant Properties of Poly(lactic acid)
Foams Using Starch as a Natural Charring Agent, Ind. Eng. Chem. Res., 2014, 53, 4, 1422-1430.
R. J. Cardoso, A. Shukla, Effect of particle size and surface treatment on constitutive properties
of polyester-cenosphere composites, . Mater. Sci., 2002, 37, 603-613.

X. Li, M. Zhu, X. Tang, Q Zhang, X. Yang, G. Sui, Influence of hollow carbon microspheres of micro
and nano-scale on the physical and mechanical properties of epoxy syntactic foams, RSC Adv,
2015, 5, 50919-50928.

A. Das, B. K. Satapathy, Structural, thermal, mechanical and dynamic mechanical properties of
cenosphere filled polypropylene composites, Mater. Des., 2011, 32, 1477-1484.

N. P. Suh, Impact of Microcellular Plastics on Industrial Practice and Academic Research,
Macromol. Symp., 2003, 201, 187-201.

A. K. Bledzki, O. Faruk, Influence of Processing Temperature on Microcellular Injection-Moulded
Wood—Polypropylene Composites, Macromol. Mater. Eng., 2006, 291, 1226-1232.

KILHERR, 7T A F v 7 A Ofcf#f, v—=x A —HihR, 2015, 149-195.

B. Grignard, J. M. Thmassin, S. Gennen, L. Poussard, L. Bonnaud, J. M. Raquez, P. Dubois, M. P.
Tran, C. B. Park, C. dJerome, C. Detrembleur, CO2-blown microcellular non-isocyanate
polyurethane (NIPU) foams: from bio- and CO2-sourced monomers to potentially thermal
insulating materials, Green. Chem., 2016, 18, 2206-2215.

U. Jarfelt, O. Ramnas, Thermal conductivity of polyurethane foam - best performance. 10th
International Symposium on District Heating and Cooling; Chalmers University of Technology:
Goteborg, Sweden, 2006, 1-11.

G. Lu, W. D. van Driel, X. Fan, M. Y. Mehr, J. Fan, K. M. B. Jansen, G. Q. Zhang, Degradation of
Microcellular PET reflective materials used in LED-based products, Opt. Mater., 2015, 49, 79-84.
J. A. Straub, D. E. Chickering, C. C. Church, B. Shah, T. Hanlon, H. Bernstein, Porous PLGA
microparticles: AI-700, an intravenously administered ultrasound contrast agent for use in
echocardiography, . Control. Release, 2005, 108, 21-32.

E. Pisani, N. Tsapis, J. Paris, V. Nicolas, L. CattelLE. Fattal, Polymeric Nano/Microcapsules of

Liquid Perfluorocarbons for Ultrasonic Imaging: Physical Characterization, Langmuir, 2006, 22,



31.

32.

33.

34.

35.

36.

37.

38.

39.

40.

41.

42.

43.

44.

45.

ZHEIHR | 94

4397-4402.

M. A. Wheatley, F. Forsberg, K. Oum, R. Ro, D. El-Sherif, Comparison of in vitro and in vivo
acoustic response of a novel 50:50 PLGA contrast agent, Ultrasonics, 2006, 44, 360-367.

D. M. El-Sherif, M. A. Wheatley, Development of a novel method for synthesis of a polymeric
ultrasound contrast agent, J. Biomed. Mater. Res. A, 2003, 66A, 21, 347-355.

H. Ke, J. Wang, Z. Dai, Y. Jin, E. Qu, Z. Xing, C. Guo, X. Yue, J. Liu, Gold-Nanoshelled
Microcapsules: ATheranostic Agent for Ultrasound Contrast Imaging and Photothermal Therapy,
Angew. Chem., 2011, 123, 3073-3077.

R. Gong, Q. Xu, Y. Chu, X. Gu, J. Ma, R. Li, A simple preparation method and characterization of
epoxy reinforced microporous phenolic open-cell sound absorbent foam, RSC. Adv., 2015, 5, 68003-
68013.

V. Tiwari, A. Shukla, A. Bose, Acoustic properties of cenosphere reinforced cement and asphalt
concrete, Appl. Acoust., 2004, 65, 263-275.

H. Zhao, Y. Liu, J. Wen, D. Yu, X. Wen, Dynamics and sound attenuation in viscoelastic polymer
containing hollow glass microspheres, /. Appl. Phys., 2007, 101, 123518.

R. Langer, Drug delivery and targeting, Nature, 1998, 392, 5-10.

S. E. Bae, J. S. Son, K. Park, D. K. Han, Fabrication of covered porous PLGA microspheres using
hydrogen peroxide for controlled drug delivery and regenerative medicine, /. Control. Release,
2009, 133, 37-43.

W. Liu, S. Wen, M. Shen, X. Shi, Doxorubicin-loaded poly(lactic-co-glycolic acid) hollow
microcapsules for targeted drug delivery to cancer cells, New /. Chem., 2014, 38, 3917-3924.

J. Huang, W. Li, Y. Li, C. Luo, Y. Zeng, Y. Xu, J. Zhou, Generation of uniform polymer eccentric
and core-centered hollow microcapsules for ultrasound-regulated drug release, J. Mater. Chem. B,
2014, 2, 6848-6854.

S. W. Kim, M. Kim, W. Y. Lee, T. Hyeon, Fabrication of Hollow Palladium Spheres and Their
Successful Application to the Recyclable Heterogeneous Catalyst for Suzuki Coupling Reactions,
J. Am. Chem. Soc., 2002, 124, 7642-7643.

G. Prieto, H. Tuysuz, N. Duyckaerts, J. Knossalla, G. H. Wang, F. Schuth, Hollow Nano- and
Microstructures as Catalysts, Chem. Rev., 2016, 116, 14056-14119.

J. Xia, S. Yin, H. Li, H. Xu, Y. Yan, Q. Zhang, Self-Assembly and Enhanced Photocatalytic
Properties of BiOI Hollow Microspheres via a Reactable Ionic Liquid, Langmuir, 2011, 27, 3, 1200-
1206.

X. Wang, H. Ji, X. Zhang, H. Zhang, X. Yang, Hollow polymer microspheres containing a gold
nanocolloid core adsorbed on the inner surface as a catalytic microreactor, /. Mater. Sci., 2010, 45,
3981-3989.

L. Yang, M. Zhang, Y. Lan, W. Zhang, Hollow shell-corona microspheres with a mesoporous shell
as potential microreactors for Au-catalyzed aerobic oxidation of alcohols, New /. Chem., 2010, 34,
1355-1364.



46

47.

48.

49.

50.

51.

52.

53.
54.

55.

56.

57.

58.

59.

60.

61.

ZH LK | 95

.Y. Lan, L. Yang, M. Zhang, W. Zhang, S. Wang, Microreactor of Pd Nanoparticles Immobilized
Hollow Microspheres for Catalytic Hydrodechlorination of Chlorophenols in Water, ACS Appl.
Mater. Inter., 2010, 2, 1, 127-133.

A. T. Young, Microcellular foams via phase separation, /. Vac. Sci. Technol. A, 1986, 4, 3, 1128-
1133.

N. G. Borisenko, A. A. Akunets, V. S. Bushuev, V. M. Dorogotovtsev, Y. A. Merkuliev, Motivation
and fabrication methods for inertial confinement fusion and inertial fusion energy targets, Laser
Part. Beams, 2003, 21, 505-509.

X. M. Sang, X. J. Yang, Z. D. Cui, S. L. Zhu, J. Sheng, Nano - Si02 Doped Polystyrene Materials
for Inertial Confinement Fusion Targets, /. Macromol. Sci. B, 2005, 44, 237-248.

R. T. Tsugawa, I. Moen, P. E. Roberts, P. C. Souers, Permeation of helium and hydrogen from glass-
microsphere laser targets, JJ. Appl. Phys., 1976, 47, 5, 1987-1993.

H.Y. Mi, M. R. Salick, X. Jing, B. R. Jacques, W. C. Crone, X. F. Peng, L. S. Turng, Characterization
of thermoplastic polyurethane/polylactic acid (TPU/PLA) tissue engineering scaffolds fabricated
by microcellular injection molding, Mater. Sci. Eng. C, 2013, 4767-4776.

M. Ikeuchi, R. Tane, K. Ikuta, Electrospray deposition and direct patterning of polylactic acid
nanofibrous microcapsules for tissue engineering, Biomed. Microdevices, 2012, 14, 35-43.

Z. Xiong, Y. Yan, S. Wang, R. Zhang, C. Zhang, Scr. Mater., 2002, 46, 771-776.

G. Akay, M. A. Birch, M. A. Bokhari, Microcellular polyHIPE polymer supports osteoblast growth
and bone formation in vitro, Biomaterials, 2004, 25, 3991-4000.

S.Y. Cheng, M. C. W. Yuen, C. W. Kan, K. K. L. Cheuk, K. H. Lam, Cosmetic textiles with biological
benefits: Gelatin microcapsules containing Vitamin C, Int. J. Mol. Med., 2009, 24, 411-419.

S. Monteiro, A. Dias, J. Martins, L. Carvalho, F. D. Magalhaes, Synthesis of Multihollow Polyester
Particles in Supra- and Infra-Millimeter Size Ranges by Double Emulsion Process, Polym. Eng.
Scr., 2016, 56, 5, 590-597.

dJ. Zhou, S. Yang, J. Yu, Z, Shu, Novel hollow microspheres of hierarchical zinc—aluminum layered
double hydroxides and their enhanced adsorption capacity for phosphate in water, J. Hazard.
Mater., 2011, 192, 1114-1121.

W. Cai, J. Yu, B. Cheng, B. L. Su, M. Jaroniec, Synthesis of Boehmite Hollow Core/Shell and
Hollow Microspheres via Sodium Tartrate-Mediated Phase Transformation and Their Enhanced
Adsorption Performance in Water Treatment, /. Phys. Chem. C, 2009, 113, 14739-14746.

R. Wang, X. Cai, F. Shen, TiO2 hollow microspheres with mesoporous surface: Superioradsorption
performance for dye removal, Appl. Surf. Sci., 2014, 305, 352-358.

K. Sohn, Y. J. Na, H. Chang, K. M. Roh, H. D. Jang, J. Huang, Oil absorbing graphene capsules
by capillary molding, Chem. Commun., 2012, 48, 5968-5970.

J. Wang, N. Yang, H. Tang, Z. Dong, Q. Jin, M. Yang, D. Kisailus, H. Zhao, Z. Tang, D. Wang,
Accurate Control of Multishelled Co304 Hollow Microspheres as High-Performance Anode
Materials in Lithium-Ion Batteries, Angew. Chem., 2013, 125, 6545-6548.



62

63.

64.

65.

66.

67.

68.

69.

70.

71.

72.
73.

74.

75.

76.

77.

78

ZHEIHK | 96

.S.Han, B. Jang, T. Kim, S. M. Oh, T. Hyeon, Simple Synthesis of Hollow Tin Dioxide Microspheres
and Their Application to Lithium-Ion Battery Anodes, Adv. Funct. Mater., 2005, 15, 1845-1850.
K. T. Lee, Y. S. Jung, S. M. Oh, Synthesis of Tin-Encapsulated Spherical Hollow Carbon for Anode
Material in Lithium Secondary Batteries, /. Am. Chem. Soc., 2003, 125, 5652-5653.

Z.Dong, X. Lai, J. E. Halpert, N. Yang, L. Yi, J. Zhai, D. Wang, Z. Tang, L. Jiang, Accurate Control
of Multishelled ZnO Hollow Microspheres for Dye-Sensitized Solar Cells with High Efficiency, Adv.
Mater., 2012, 24, 1046-1049.

J. Qian, P. Liu, Y. Xiao, Y. Jiang, Y. Cao, X. Ai, H. Yang, TiO2-Coated Multilayered SnO2 Hollow
Microspheres for Dye-Sensitized Solar Cells, Adv. Mater., 2009, 21, 3663-3667.

J. K. Cochran, Ceramic hollow spheres and their applications, Curr. Opin. Solid State Mat. Sci.,
1998, 3, 5, 474-479.

M. Schneider, P. Bussat, M. B. Barrau, M. Arditi, F. Yan, E. Hybl, Polymeric Microballoons as
Ultrasound Contrast Agents Physical and Ultrasonic Properties Compared with Sonicated
Albumin, Invest. Radiol., 1992, 27, 134-139.

P. Narayan, M. A. Wheatley, Preparation and Characterization of Hollow Microcapsules for Use
as Ultrasound Contrast Agents, Polym. Eng. Sci, 1999, 39, 11, 2242-2255.

W. Cui, J. Bei, S. Wang, G. Zhi, Y. Zhao, X. Zhou, H. Zhang, Y. Xu, Preparation and Evaluation of
Poly(L-lactide-co-glycolide) (PLGA) Microbubbles as a Contrast Agent for Myocardial Contrast
Echocardiography, /. Biomed. Mater. Res. B, 2005, 73B, 1, 171-178.

T. Moritera, Y. Ogura, Y. Honda, R. Wada, S. H. Hyon, Y. Ikeda, Microspheres of Biodegradable
Polymers as a Drug-Delivery System in the Vitreous, Invest. Ophth. Vis. Sci., 1991, 32, 6, 1785-
1790.

H. Tabata, Y. Kato, S. Suematsu, K. Yoshida, D. Koyama, K. Nakamura, Y. Watanabe, Destruction
of polylactic acid microcapsules under ultrasound irradiation, Appl. Acoust., 2014, 78, 89-91.

R. Lu, H. Dou, Y. Qiu, D. Zhang, K. Sun, Y. Zhang, K. Sun, Colloid Polym Sci, 2009, 287, 683-693.
X. F. Guo, Y. S. Kim, G. J. Kim, Fabrication of Si02, A1203, and TiO2 Microcapsules with Hollow
Core and Mesoporous Shell Structure, J. Phys. Chem. C, 2009, 113, 8313-8319.

F. Caruso, R. A. Caruso, H. Mohwald, Nanoengineering of Inorganic and Hybrid Hollow Spheres
by Colloidal Templating, Science, 1998, 282, 6, 1111-1114.

C. 1. Zoldesi, A. Imhof, Synthesis of Monodisperse Colloidal Spheres, Capsules, and Microballoons
by Emulsion Templating, Adv. Mater., 2005, 17, 7, 924-928.

H. Peng, Z. Shi, W. Wang, S. Chen, Z. Zhang, Z. Xu, S. Dong, Y. P. Chen, B. Li, L. Ge, An easily
assembled double T-shape for the preparation of submillimeter-sized hollow polyacrylonitrile
(PAN) microcapsules for inertial confinement fusion (ICF) project, Coll. Surf. A, 2015, 482, 58-617.
R. Liu, S. M. Mahurin, C. Li, R. R. Unocic, J. C. Idrobo, H. Gao, S. J. Pennycook, S. Dai, Dopamine
as a Carbon Source: The Controlled Synthesis of Hollow Carbon Spheres and Yolk-Structured
Carbon Nanocomposites, Angew. Chem. Int. Ed., 2011, 50, 6799-6802.

.A. Postma, Y. Yan, Y. Wang, A. N. Zelikin, E. Tjipto, F. Caruso, Self-Polymerization of Dopamine



79.

80.

81.

82.

83.

84.

85.

86.

87.

88.

89.

90.

91.

92.

93.

ZHEIHR | 97

as a Versatile and Robust Technique to Prepare Polymer Capsules, Chem. Mater., 2009, 21, 3042-
3044.

L. Zhang, J. Shi, Z. Jiang, Y. Jiang, R. Meng, Y. Zhu, Y. Liang, Y. Zheng, Facile Preparation of
Robust Microcapsules by Manipulating Metal-Coordination Interaction between Biomineral
Layer and Bioadhesive Layer, ACS Appl. Mater. Interfaces, 2011, 3, 597-605.

G. Sukhorukov, A. Fery, H. Mohwald, Intelligent micro- and nanocapsules, Prog. Polym. Sci., 2005,
30, 885-897.

J. Cui, Y. Wang, A. Postma, J. Hao, L. H. Rigau, F. Caruso, Monodisperse Polymer Capsules:
Tailoring Size, Shell Thickness, and Hydrophobic Cargo Loading via Emulsion Templating, Adv.
Funct. Mater., 2010, 20, 1625-1631.

H. Ejima, J. J. Richardson, F. Caruso, Phenolic film engineering for template-mediated
microcapsule preparation, Polym. J., 2014, 46, 452-459.

M. Igbal, N. Zafar, H. Fessi, A. Elaissari, Double emulsion solvent evaporation techniques used
for drug encapsulation, Int. J. Pharm., 2015, 496, 173-190.

Y. Kawaguchi, Y. Itamura, K. Onimura, T. Oishi, Effects of the Chemical Structure on the Heat
Resistance of Thermoplastic Expandable Microspheres, /. Appl. Polym. Sci., 2005, 96, 1306-1312.
Y. Kawaguchi, T. Oishi, Synthesis and Properties of Thermoplastic Expandable Microspheres: The
Relation Between Crosslinking Density and Expandable Property, /. Appl. Polym. Sci., 2004, 93,
505-512.

Y. Kawaguchi, D. Ito, Y. Kosaka, M. Okubo, T. Nakachi, H. Kake, J. K. Kim, H. Shikuma, M.
Ohshima, Thermally Expandable Microcapsules for Polymer Foaming—Relationship Between
Expandability and Viscoelasticity, Polym.Eng. Sci., 2010, 50, 4, 835-842.

R. Sun, Y. Lu, K. Chen, Preparation and characterization of hollow hydroxyapatite microspheres
by spray drying method, Mater. Sci. Eng. C, 2009, 29, 1088-1092.

J. Hu, Z. Zheng, F. Wang, W. Tu, Synthesis and characterisation of thermally expandable
microcapsules by suspension polymerization, Pigm. Resin. Technol., 2009, 38, 5, 280-284.

Y. Kawashima, T. Niwa, H. Takeuchi, T. Hino, Y. Itoh, Hollow Microspheres for Use as a Floationg
Controlled Drug Delivery System in the Stomach, J. Pharm. Sci., 1992, 81, 2, 135-140.

J. H. Lee, T. G. Park, H. K. Choi, Development of oral drug delivery system using floating
microspheres, J. Microencapsul., 1999, 16, 6, 715-729.

K. S. Soppimath, A. R. Kulkarni, T. M. Aminabhavi, Development of Hollow Microspheres as
Floating Controlled-Release Systems for Cardiovascular Drugs: Preparation and Release
Characteristics, Drug Dev. Ind. Pharm., 2001, 27, 6, 507-515.

A. H. El-Kamel, M.S. Sokar, S. S. Al Gamal, V. F. Naggar, Preparation and evaluation of ketoprofen
floating oral delivery system, Int. J. Pharm., 2001, 220, 13-21.

Y. Kawashima, T. Niwa, H. Takeuchi, T. Hino, Y. Ito, Preparation of multiple unit hollow
microspheres (microballoons) with acrylic resin containing tranilast and their drug release

characteristics (in vitro) and floating behavior (in vivo ), JJ. Control. Release, 1991, 16, 279-290.



ZH K | 98

94. S. Choudhary, A. Jain, M. C. I. M. Amin, V. Mishra, G. P. Agrawal, P. Kesharwania, Coll. Surf. A,
2016, 141, 268-277.

95. K. Matsuyama, K. Mishima, K. Hayashi, H. Ishikawa, H. Matsuyama, T. Harada, Formation of
Microcapsules of Medicines by the Rapid Expansion of a Supercritical Solution with a Nonsolvent,
J. Appl. Polym. Sci., 2003, 89, 742-752.

96. K. Mishima, K. Matsuyama, D. Tanabe, S. Yamauchi, T. J. Young, K. P. Jhonston,
Microencapsulation of Proteins by Rapid Expansion of Supercritical Solution with a Nonsolvent,
AIChE J., 2000, 46, 4, 857-865.

97. H. L. Chen, R. D. Chien, S. C. Chen, Using thermally insulated polymer film for mold temperature
control to improve surface quality of microcellular injection molded parts, Int. Commun. Heat
Mass, 2008, 35, 991-994.

98. J. R. Youn, N. P. Suh, Processing of Microcellular Polyester Composite, Polym. Compos., 1985, 6,
3, 175-180.

99. J. Ding, W. Ma, F. Song, Q. Zhong, Effect of nano-Calcium Carbonate on microcellular foaming of
polypropylene, J. Mater. Sci., 2013, 48, 2504-2511.

100. H. Gao, J. Pan, D. Han, Y. Zhang, W. Shi, J. Zeng, Y. Peng, Y. Yan, Facile synthesis of
microcellular foam catalysts with adjustable hierarchical porous structure, acid—base strength
and wettability for biomass energy conversion, J. Mater. Chem. A, 2015, 3, 13507-13518.

101. A. Wong, L. H. Mark, M. M. Hasan, C. B. Park, The synergy of supercritical CO2 and
supercritical N2 in foaming of polystyrene for cell nucleation, /. Supercrit. Fluids, 2014, 90, 35-
43.

102. X. Sun, H. Kharbas, J. Peng, L. S. Turng, A novel method of producing lightweight microcellular
injection molded parts with improved ductility and toughness, Polymer, 2015, 56, 102-110.

103. J. S. Colton, N. P. Suh, Nucleation of Microcellular Foam: Theory and Practice, Polym. Eng. Sci.,
1987, 27, 7, 500-503.

104. J. S. Colton, N. P. Suh, The Nucleation of Microcellular Thermoplastic Foam With Additives:
Part I: Theoretical Considerations, Polym. Eng. Sci., 1987, 27, 7, 485-492.

105. J. S. Colton, N. P. Suh, The Nucleation of Microcellular Thermoplastic Foam With Additives:
Part II: Experimental Results and Discussion, Polym. Eng. Sci., 1987, 27, 7, 493-499.

106. V. Kumar, N. P. Suh, A Process for Making Microcellular Thermoplastics Parts, Polym. Eng. Sci.,
1990, 30, 20, 1323-1329.

107. V. O. Ikem, A. Menner, A. Bismarck, High-Porosity Macroporous Polymers Sythesized from
Titania-Particle-Stabilized Medium and High Internal Phase Emulsions, Langmuir, 2010, 26, 11,
8836-8841.

108. W. Busby, N. R. Cameron, C. A. B. Jahoda, Emulsion-Derived Foams (PolyHIPEs) Containing
Poly(e-caprolactone) as Matrixes for Tissue Engineering, Biomacromolecules, 2001, 2, 154-164.

109. J. M. Williams, D. A. Wrobleski, Spatial Distribution of the Phases in Water-in-Oil Emulsions.
Open and Closed Microcellular Foams from Cross-Linked Polystyrene, Langmuir, 1988, 4, 656-



ZH K | 99

662.

110. N. R. Cameron, High internal phase emulsion templating as a route to well-defined porous
polymers, Polymer, 2005, 1439-1449.

111. R. Butler, C. M. Davies, A. 1. Cooper, Emulsion Templating Using High Internal Phase
Supercritical Fluid Emulsions, Adv. Mater., 2001, 13, 19, 1459-1463.

112. R. Butler, I. Hopkinson, A. I. Cooper, Synthesis of Porous Emulsion-Templated Polymers Using
High Internal Phase CO2-in-Water Emulsions, /. Am. Chem. Soc., 2003, 125, 14473-14481.

113. F. Schuler, D. Schamel, A. Salonen, W. Dranckghan, M. D. Cilchrist, C. Stubenrauch, Synthesis
of Macroporous Polystyrene by the Polymerization of Foamed Emulsions, Angew. Chem. Int. Ed.,
2012, 51, 2213-2217.

114. M. S. Silverstein, PolyHIPEs: Recent advances in emulsion-templated porous polymers, Prog.
Polym. Sci., 2014, 39, 199-234.

115.J. Wan, H. A. Stone, Coated Gas Bubbles for the Continuous Synthesis of Hollow Inorganic
Particles, Langmuir, 2012, 28, 37-41.

116. R. Chen, P. F. Dong, J. H. Xu, Y. D. Wang, G. S. Luo, Controllable microfluidic production of gas-
in-oil-in-water emulsions for hollow microspheres with thin polymer shells, Lab Chip, 2012, 12,
3858-3860.

117. W. T. Wang, R. Chen, J. H. Xu, Y. D. Wang, G. S. Luo, One-step microfluidic approach for
controllable production of gas-in-water-in-oil (G/W/O) double emulsions and hollow hydrogel
microspheres, RSC Adv., 2014, 4, 16444-16448.

118. D. G. Shchukin, K. Kohler, H. Mohwald, G. B. Sukhorukov, Gas-Filled Polyelectrolyte Capsules,
Angew. Chem. Int. Ed., 2005, 44, 3310-3314.

119. M. Winterhalter, A. F. P. Sonnen, Stable Air Bubbles—Catch Them If You Can!, Angew. ChAwm.
Int. Ed., 2006, 45, 2500-2502.

120. H. Daiguji, E. Matsuoka, S. Muto, Fabrication of hollow poly-allylamine hydrochloride/poly-
sodium styrene sulfonate microcapsules from microbubble templates, Soft Matter, 2010, 6, 1892-
1897.

121. dJ. J. Molino, E. Matsuoka, H. Daiguji, Size control of hollow poly-allylamine hydrochloride/poly-
sodium styrene sulfonate microcapsules using the bubble template method, Soft Matter, 2011, 7,
1897-1902.

122. J. R. Harris, F. Depoix, K. Urich, The Structure of Gas-Filled n-Butyl-2-Cyanoacrylate (BCA)
Polymer Particles, Micron, 1995, 26, 2, 103-111.

123. H. Daiguji, T. Makuta, H. Kinoshita, T. Oyabu, F. Takemura, Fabrication of Hollow Melamine-
Formaldehyde Microcapsules from Microbubble Templates, /. Phys. Chem. B, 2007, 111, 8879-
8884.

124. C. A. Ward, P. Tikusis, R. D. Venter, Stability of bubbles in a closed volume of liquid-gas solution,
J. Appl. Phys., 1982, 53, 9, 6076-6084.

125. H. Daiguji, S. Takada, J. J. Molino, F. Takemura, Fabrication of Hollow Poly(lactic acid)



23K | 100

Microcapsules from Microbubble Templates, /. Phys. Chem. B, 2009, 113, 15002-15009.

126. T. Makuta, S. Takada, H. Daiguji, F. Takemura, Simple fabrication of hollow poly-lactic acid
microspheres using uniform microbubbles as templates, Mat. Lett., 2009, 63, 703-705.

127.d. J. Molino, H. Daiguji, F. Takemura, Factors Affecting the Size and Uniformity of Hollow
Poly(lactic acid) Microcapsules Fabricated from Microbubble Templates, J. Phys. Chem. B, 2011,
115, 13828-13834.

128. D. Sakurai, J. J. Molino, H. Daiguji, F. Takemura, Hollow Polylactic Acid Microcapsules
Fabricated by Gas/ Oi1l/ Water and Bubble Template Methods, /. Mater. Chem. A, 2013, 1, 14562-
14568.

129. K. Shirono, T. Morimatsu, F. Takemura, Gas Solubilities (CO2, 02, Ar, N2, H2, and He) in Liquid
Chlorinated Methanes, /. Chem. Eng. Data, 2008, 53, 1867-1871.

130. J. J. Molino, D. Sakurai, H. Daiguji, F. Takemura, Effect of Dissolved Poly(lactic acid) on the
Solubility of CO2, N2, and He Gases in Dichloromethane, /. Chem. Eng. Data, 2016, 61, 94-101.

131. Poling, B. E.; Prausnitz, J. M.; O’Connell, J. P. The Properties of Gases and Liquids, 5th ed.;
McGraw-Hill: New York, 2000.

132. Taylor, B. N.; Kuyatt, C. E. Guidelines for Evaluating and Expressing the Uncertainty of NIST
Measurement Results; NIST Technical Note 1297; National Institute of Standards and
Technology: Washington, DC, 1994.

133. Foldes, E. Transport of Small Molecules in Polyolefins. II. Diffusion and Solubility of Irganox
1076 in Ethylene Polymers. J. Appl. Polym. Sci. 1993, 48, 1905-1913.

134. Schlotter, N. E.; Furlan, P. Y. Review of Small Molecule Diffusion in Polyolefins. Polymer, 1992,
33, 3323-3342.



BEE | 101

ST

Z ORFFEE, BARKPRTGE TR 50kt Bk T 78 KR IR O ZHREO T, fThihvE L
7o EAEIIEMEIZEDAEH ST T, ANHELTAEZS ETRUZRZ EETHELICHZ TV
EEE L. RRORASE, BRANPGIPNDZEEHVE LN, HEE TRETCTHEZ AT ZaIN
F L. DEVEHNZLET.

PEREFAMTHAGHIZEAT A = R —8F5850 M PR SCREAICIE, [IAOHEMELE LTEZ OEERERRD
BiS &0 £ Lz, IR ORI 5T, RRIFERICH —HFICBR D ATV & F Lz, MRk
EOBITHETIUE, ZZ2FTRHIZLITTEEFATL, EIALHE L B ET.

HEERSGERR & U CHUNR TR TP Fria s B 7t 7o Rt ANHEBREE 7 I RIFSIEE0E, K
FRFPE FEEAI R A ZER NHBREE R BRI, RO RPERTF T TRt eRt Mk T
B FLEREIRITIE, RIS T 22 < OAARIER L, PFEE L L TR TZ LD TERUVDE
R THRNWEIEEE L, BT A~RSEHNTZ LET.

Jay Jesus Molino 8 1-{2 1%, EFEFZEE & L TRICERICED 2O W T I W& £ L.
RAHFLR L BFET.

KE FEINFFEEE O SRS £, RAAIE L, IREMBIZICIE, WEGRCHEIIHY ZHE LW TZE E
L7z, F7z, HINRE OIS A, EORES A, TTHEOBER S A, £ L TIFEREDLHESHRIEICIT,
MRAERICB W TSR I EmE W2 E L, DX EH - LET.

KBS, ZNETHALSTETOH A, £ L TREIIZHE LM AERE 2 A T A mBICE# N L
9.



