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(57) Abstract: This invention provides a method and apparatus for continuously adding a low-pressure gas to a high-pressure
supercritical fluid, in which a metal complex and a low-pressure additive gas are dissolved in a supercritical fluid and the solution

N\ is continuously supplied to a reaction vessel. In this method and apparatus, a gas which should be handled with care, such as a
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combustible gas, can be added to a supercritical fluid without compression. The method for continuously adding a low-pressure gas
to a supercritical fluid comprises repeating, in an alternate manner, the step of storing a reactive gas in a low-pressure state along a
pipe in supplying the reactive gas to a supercritical fluid or a subcritical fluid and the step of carrying this reactive gas together with
the supercritical fluid or the subcritical fluid toward a reaction vessel to continuously fill the reactive gas into the reaction vessel.

[EH]



WO 2006/025325 A1 IV AA0K0A0 0 000 0O 00RO A

HHOREE: 2XFI1— FRUMOBEEIZDINTIE, EHRTEND

— ERAEREE BPCTHEY FOBRIIEHR S TINS Na— FEBE

— BROBEHEOHWECHBAMOLRATHY., HEER OAIFUR/—+) 28R,
HORICITEARSIhD.

(57) £#): [RE] CORATBBRRARARICEERALEETOFIMAR & 2B R LUERHICRIEERICRIGERIC
HIETH-DDHLDOTH->T, BEEDBERRAEFRICTEEDHREZEGHICENT 2HESIVEEZRHIT S
EZBEML, IRMEARGERYHRWNNCEREZETIHREERT AL BBRRAPICHEMTHENTE
BL31ICL=b0THS., [MRFR] BEFRAXTEBRRRAPICRIEAREHET HE. BEDRPICK
WHAREEERECTHETSIRE, CORBAREBHRARMAIEIEBRRAICLY RISBHFICEATTHRET S
IREEXBIRYEBT CLITKY, RIEHREERMICRIGBRICHKET AL I LI LERHHET IEER
RAFICEGHICEEDRAEEFZMT 55,



WO 2006/025325 1 PCT/JP2005/015660

i
i

[0001]

[0002]

[0003]

[0004]

[0005]

oM E
RIS PSE G B EDO KRB IR DG ERBLTE DD D

B 53 4
AR, BUGBIAI L & B RTER L 2B ER SRR A DU SR R S A DA RS | 2

R EICHERE R T AIEE TREIZB WA TS, BEA A TISERITK
JEBIAI LR AARE DKL RN T D H EBLOEDIH DEBEICET5HD THS
=P

AR BRI R R AT O RERWEE VT I E G AT BT A 24
BLIRo>TND, CO27RE DRMAEEZ DR EIZR DRI DZEDR /R IR o T8
B SOREEL 25, AR SR BE CILIR A CH R THRVRTIK CTHY | EE i
LIRS,
LA THERBEIRE OMMLITE RITEITL WD, 163k, EREIRORERE D
PR T e e Rid, B2 IFHERAEFAR T HOVNI T I~ BRI
HED, FIA7 R (BTt R) TN R—RIFTHDB,

RIAT R, IO TR0 T-HDNIEDAF U ZEBEMN TICH A T&E5
DD, 8D THBRPEEL TINETREL &, LnL, BRE 7 ae A 3HEZ%E
DHEFFR T TR RAERRHIAAMEDER 725 TND, Fio, AyFROUEHRE R
Oy N a AT, KEOBERSRAELRRE EOKXERMEL2-oTWS,

CO T 2R TIL, ALK THOMETTEA L, RERI03E
aORBTHY ., iz, tOWBELERT DES) FEEERE) B\ Vel | Fri Rt E %
FhE 2 TND, BIZ, ALFRNCRE, o2, JBE, Ka bW o 7-F A b 3
BIFR TG, THBICIIZ, Kb BHEIKICED . CO ZDbOD, RTCO Hifkrh
ICIEL OB E DVH A7 NVE FTRELW )DL DR B 5,

SEMEIE BGE 7 v ARV T, v Btk TRE LI, IR CO ZFIH
THRRGE BRI ED DN TS, FIZIE, Yol TR T, BERCO DOt



WO 2006/025325 2 PCT/JP2005/015660

[0006]

[0007]

[0008]

[0009]

BHE VY AZ MR A LT B ARSI TS, e, @ S CO T
REFES P ERTHEZECE B L, T/V~VORRE R T D3N T a2
DI FBAR DM TOILTND,

B2, R E ORIE I I51T 2 EERERED — DL L THIROB R H 5
. B RFARER A LB T EEL Tt 203 (Rapid Expansion of
Supercritical Solution) 2AF1HILTYND, D. Matsonbid, B E 2R L T- B R
WAEE RS, WA LRo T AT 582 AR L TWD, £2, Zha
B, BT IR ISR MBS I EAR IR E AT TR
PR A 155 RS B ARSI TS (R7BH2003 — 213426/~ KT k1B
)o

FWEGIT, iﬁﬁﬁ%ﬁcozflﬂc:ﬁ B ERE OB RIE RS, £DOFE
FNRE S EAT oW CTHIRO R TS 7 ik% M B IZBAFEL (E. Kondoh and H. Kat
o, Microelectron. Eng. 5564% (2002) 495E() , /AT HR—/LChL L F~DCulsd
AR, CulDPEBBI IR DI e &R A BEFCAR D RGGE IS EAL T D (RRE20
03— 17948 -8 RLEE D RUE 5 EE ] | FiRE2003 — 17949 N -8 RLE B D RUE T 1E)
)o Fz, FRED ST RFF2003 — 51411512k > THRI/REN TV,

EZAT, BEE ST COMBITEEL T, M L L TR EZ RN 5L
ZATOINTND, 7L 20T, BEEF K T ORIV SUSEIRBED RO VIZH LS A
FURE DR EREWE L ST D5 I B KICBRER L L TR %
R E OBACIERIE O 5, Fio, BHEZREICB W CRIRNIMRL T-0a—
T AV T EATOIBRTBEE R CO2 T AL RN T 2 M BEMEDHHZEBHERMES T
% (KrBAA11-197494 58 FFEFSCR1Z ),

SRR CORISEFI L CHEBREHER T 23858 3T ADTRIMITELICE
BB, TeE ZITHVIE BT, @BEEE ThDCulhfac) 2% B ER TR I ES L
BINL7ZH2I2 L CGRIEGE LS B Cuii 2 5o 2B s L, H2Z2 ML
WEIZIIRL T O BB A RS EIRASES 2N 2 EE B L VS (RS O
30). EREOHERICIT, FHIREBLIOHRERE IRV T, RYE RS8R
EATTHZEBMETHS. THETEENIZSICBEZ ST T o bt



WO 2006/025325 3 PCT/JP2005/015660

[0010]

[0011]

[0012]

[0013]

(AT 2R ER DD, CuDHT I DBAITIT T e B S H2DOfREES BhiT T2,

- BAE LT, SRR THAL AL 7u L AV T VT = A (Rusz)
B SR ICIARL | RIRFICIRINLIA S A0 N ko TRALEIE 2L E
TRV T =0 MRuO AT S EAM & BAFE L 72 (RFH2004-167782) . A4 13
RLET T CEERNICRBELMRRIA T2 BT 5720 @B HRELE S I
RISUBBAbNA T =0 DA HERE T2,

BT SCHRL - EBA2003 — 2134252 4

FERFFFSCHR] :J. Mater. Sci. Soc. #522%:6751918 (1987)
RFFFSCHR2 : RF322003 — 51411523

T SCHRS 5 BR SE11-197494 5 A

FEH DB R

AR L LO &9 DR

LU 30, mEOBERSE I T AN T D122, T AZ B R iLL
LOREICEMT DLERHD, 7oL IXRTRCEE T KR LR )S TIE ek s i
BEHOCEEICL, BEERATIZEML TS, 20X ADEMEITIT KB
PR E B LEL 2o TR AR DIENY TR BHTUSHED BT AT
DAAZ M B2HE IO TR TH D, EFRAALLTEO | 225, H, O
DIFH>, TeERITRTFERFE2003-514116CHIN O, NH . H S72ER DI, £D
A AL ERIFEA LT R TOHARE DD,

iz, BEE R FRAZ R L2 G 7 ey R TH RAZRMT D HHEELTE, SyF
HBIZEDbOREROND, T7HRbDY, JUGRFCHONCDBMAI A% E AL, D
BREEE A EZ KR UK B THHE 2, RIT, JUSEREFIRT20:3bIC
PR SRA R Ko CHIET DL R A S B A TR e L 72D,

TRy FEIABD T—RINATOITOBH, T _XTOREIEHTADTLES
7o, —EIOAHEDBROIVTUE), BIROHEFDOLG G BRI ERAAECTLE
HTLITI2D, e, WERDHEITITISC T, SUSEARN DM BIOIR B2 & DAL
DSEREINCEALL CLED, 7oL 2R, A RSHETlZ oIV T, SUSBIE R A IRAR L
ZHUCRR TR MBI E ENRTL<RDTZOMBETH D,



WO 2006/025325 4 PCT/JP2005/015660

[0014]

[0015]

[0016]

[0017]

[0018]

[0019]

CNOREMEZ SRR T D701, BRI BEs R LARE DT A%
VR LR R UGB DU ARG TEIT RV, ZhETED ISR
Hid7enotz,

ZOFPNLBEE RIS B R LARE D BIMH AL Z PR BRI SRR &
SRR BB T DD Db D Th- T, WEDMBEE I AR E DA A% 8
BN T 2 HERB L OEE LR T 2282 AL, WAV R E BRI
NBEBETDNREEM T 2T L @RS TR T 22 L3 TEIIITLE
HDTHD,

IREL R T DT D DFB

TR bIOREY OB ERR TR ERIAREORAE LT 55 ki, &
I8 SR S S 1 7 B SRR R LS SO T AR AEAR 3B B B D& P RS T A AR
JERBE CRTEE T2 LRRE . O B A% 48 58 570 A SV e SR B L2 L0 BSOS 28
BTN TIERE T D TRLER AR T2 L2 XD RIS AZ ERRISONE
FRICHET DI L2 R HETHHDTH S,

ZOFEH OGS T A T OEG I AREDO R Z N 577 50X, BiseOsA
REARERRE CHPEE 972 TR, B ER R SO SR E L EICREFL TiTRbh
LZEELREET LD THD,

WIZZDF B ORBEG SRR BRI ARE O KR Z IR INT 272 D EEE L,
R B R TR S VX R R TR % SO R B R T DB R & ZORE R OB TIC
FOSH A% BMRA T HRE R L& 2. ERRBINRABAICIISOSHT AEARE
WREECHTE T 2T B L. BrB ST SOG A A% 8 g S i A S r X g BRI KO
ICBRT AT TIRE T DR EERITDHEEDIT, TN ENDFEOUFEIELIT
ROV T % EERBRINE AN GRIT T 2R B L T2 D TH D,

ZDFE DB SR A E I ARE O KR L RN T 2720 OEEREIL, SOS
HAARERETIFE T2 FEP BRETREMATZILEORELETOLDOTHS

ZDFEY DRBRE SR A E I ARE O KL RN T D720 OEEFEIL, SOk
T REAREARRE CHFEE 972 T B LHT B ST SO A7 A% 788 B SR A S e S



WO 2006/025325 5 PCT/JP2005/015660

[0020]

[0021]

[0022]

[0023]

[0024]

[0025]

[0026]

RIC LY OGS RRT T T+ 2 F B OYVBEBIEL TR LT W, AH R
THLHZEEBRHAE T LD THD,

ZDFW OBEG TR SE N ARE O KA RN T 272 OLEE I, 815
PSNVT BPOGHT ZAEAREIRRE CTHFRE T 5 FERENERL TWHZEEABRHEE 256D
ThD,

Z DB ORBEG SR ISES N ARE DR E RN T 272 OLEE I, 815
PSNVT IS RIS T AEARER B CTHTE D F B, L —TREEEDBRY
« 2O — T RELE & BRI B R SR AR SR B SRR b & BSOS T AN 73
DA E BRI TRAERET I TRAZEEDRHE LT DL D TH S,

ZDF ORBEG TR SES N ARE O R E RN T 272 OLEE I, 815
P IOVT NIRRT SO T AEARERE TR T2 B, BT B A6 2 721t
JERZRDBIRY | ZOMHE R % NI 3\l B TR S X R SR i & A A
MORDTRME RIS T TRA LT DI TRIZLEDRHEETHDTH
Do

ZOFEW OB SR I SERSARE O KRR E RN T 272 DEEE L, S
W AR T HRE R, BERARASUIEREAREOW L RER I =2L%
HRULTEHDTHD,

ZOFEW OB SR SERS N ARE ORI EIRINT 2720 DEEE L, S
K AZFINESTHRE R, FOSHADH I FERT -2 2B +5LDT
b5,

ZOWHAEIZB W BRI RTRIALIL, CO272E DEMREZ DR R LIZR-oZ
LY RIBDZEDRLRVBIE THRAETHRWIRK TH DR EBE V),

F7o, MEEF AL, BREOE T IHAMHADIREEZ ),

EoIT, SBHIRALIL, GRS BILEY. GRSEEE, ~ar e g, ~aS
AESERDREFIEND,

FEH DR

ZOFB OGS TR SES I ARE O R E RN T2 HERB I OE D=0
DEEBIILL LD IDITHEHLI2D T, EMEH D NTIRE LR IZfEROMED v



WO 2006/025325 6 PCT/JP2005/015660

[0027]

[0028]

[0029]

RIp LB N LB 2 B DU AR EM T 5T &7 AR Tl S o A S R
SRR ~TINREA T 5ZEMNTEDLIITR 0T,

LT So CREMEITE., Lb BUSH 2% B3R & B B SRR AR S i g SR i A
HA~RINBEATHIERTEDLIIT ST,
FE % 57D DI RO RE

AT Z O R O s s PGB S AR E DR E RN T 5 FEB L OED
T DEEBDOEIEOM A K I H T T2,
B LEZDF % i3 D720 DEEBE OO — Bl &~ TR XK K 213EE I
NDFARE IR U X X 3IEZ DRI 258 A LK RIRA#EAWT
R 72 MEHERESE B O — B2 - S BEIE X | KIAIX MG LI ko TEb ks R
BT 57 MSITEEHI2ICE > THONIERERT /57, MeiTHEgplick
S>THELNIRERERTTT7 | KTIIZ ORI % EhE T 5720 O E OB O RLE
AT X8ITRE TR SR AR EATRIN R LR X T 5,

ERMLE AFREROWTEARIICLDREN ARMO G EEELLTFITHY

« ZERALBRR (CO ) DRI LI AR (H) 2N 55 B &N Lo TR
Do

ERAFFILIZ S OREBEFIRERDHY ZHEARBALIRIEBL T2, KFEIX
L1, R LR ITHER LIS AL, B FL2I3BER T A | e ALAiX
ISRZRITBHRSIN TG, T2 THWERLE L, AMEL 16 F DAT ULV AET
D, B FLIL B IL6IT, BALE &L — 7 IRICUTZb O THRIEAREIZ500 1 LdHY

AT RN OBLE L0H H B EBRKEV, KEOMAGEIZ0. SMPa, —#
{LIRFB DB EIZ100MPaThHD, Fl2AH 7112k L UELE 1X40°CITHR
LThHhHDT, ZIRLiRIT@ERIREBTHS (BEARIL7. 4AMPa, 31°C),

REBATIX, 8Ll — 6, 2—3, 4—5EBNFEKEhAD T, AFix Eigr—7
WRRLE 72072 L THER S, — 7 ZRILIRFBIISOSEERITHHAS I TV,

WITHTE DR R ARTEBIZHIVE R D L, BeeFl1— 2. 3—4, 5— 6] RHFS
ha0T, KRITEBEP RS, —F ZbRFT LRV — 7 REE T2 TX
IR BBICEERIE LD, Thbh | N— T RELE TORRBE KR bR



WO 2006/025325 7 PCT/JP2005/015660

[0030]

[0031]

[0032]

RNz b o kB LD, N —TREVE 7RI R T AR IT T bR #
(CHRIRUIR O UGB e SITMU NS L, V— 7 IREVE I LR R D B
o,

ERA—TREE 7TEIRBEBA AT NI LA VIR (85 E) 2720 T Th,
FTE DN — TR () TIhoThLL, £ D P A B SR T S i SR A
(BIZIX AR FR) LRUBH R (B 217K ) D072 5B 03 iR 3 BRI 1L Els
N EZHh, ZhbD - BEMEESTDDThD,

BE, BRI — T N — TR BER, ME RS IZLoTRED 2D, NV —
TR EIIERICIET IR NI TH D, HIRAICAEEH CIIN—TR%
FlemEL T3,

AT E DR IR AEBA D FE UMRRBAIZEIVEE 2 B &, V— 7 IRBLE TR =S
Tz ZI bR B II BT 255, KBMOREITITH I FIBRIT THDD
THFRTBIERBERE I, N —TREVE 7RI KR ICEHREND,

LA EOBMEDRE R | AR IERE IS RN D TR 2173 5912729,
REBAICBITD VT BAET, IREEBOIOICELE N O — L IRFED— A KFE T
B E M TR SO BRI HAGEND L5172 5, BB ND R IRFE B LUK
FITBESTIRETHY , K FITEIRKOPEAE T LR BICIRIETHOT, £
BT KB N IEAE LT RBE CRUBA BRI SN D, $2 RIBALBLOEIV X
R A ZE 2 5L TARFE IR B DIRA LA RE T HILNTES,

IKFELZMALKFEDIRA AR ROBRRILLT (4%AK0) & T, /@st
DRI L2 FEEL,

X 3122 DF B %3 L7 K RIR A 8 a VTR R U7 IR RS B O — Bl &R
¥

TIBIRFBR L 21D L7 B LR FB I AR 22 TIRIb S D, R 723
[ZITRI6MPalZ i S iv, 1I0MPax THESN T, IBA#824IC8is D, /KRR
Y R25MBHHA LT AR RITIE SR 2612800, SMPalZlES, IRA #2418k
D, BAE24DFE it (IRIBALIREEB) 1%, » T HI#IZE27IZL>T—ED
IR LITEN0 R b D,



WO 2006/025325 8 PCT/JP2005/015660

[0033]

[0034]

2B, EEEBEFF 26 LIRA 224D MITITKFE O EE HI R T5728 Ofi R i
F28EFITHIENEEL, T &I 2852\ \& it REBBD LRI AR
BHERTA TR LA THY, L2 BT ELIR, s at (KR
RUNBRITDZENRTED, HAHVIAFTFLIORIBICFEML T, REBOLEIZE
PAZRW U Bl BRAATO K721 Th> THZORPI D B EER TED,
BA#2ADTRIZIT, KBLZBIMIRBDIRAZIE T O DRIEAZ29ZRITD
TEREFEL, A TVRAZOBBB R EBRRE LAV LN TED, &b

. BN EEER T D70k g (5 73 —) B0EFRITHIENEELL,

JEORHE B SE I ISR A 2R 3 L NI DIV TERY | IR T2 NI FE S &
DLWMRE RASIND, WIREIIAMARILIORECE ), S RSERORERE %
EZTRETDIENTED,

BB L Z I ZA0 CITR TN IEIR A 32T DIV TS, 22 TefE
MR TO D DIEBRARZ B IR TR BIZR D720 THY | WK DB R L, EOTR
THIITE, ZOH TR ZE3 1S R CIREE IZIR7ZN TV,

LU ORI RY, WAL, BEER MR, KR SRR E TN
LR FUSHEZR3BITHHEEND, SUSK 233 DEHITHRFE2004—167782(Z
ATHDOHHANDIENTED (LR E T 018, 1913V, SHITHtH

ERITD),

SIS ZE 283300 7o SR E ) i Fr 344 4% C o MERR 351281, S RERR35T
1. 2R R B LR RITRILL . RGBS S OB A A RIS D, R
bR Rk R RA FRORE ZLOPER L LB ICIMNBICHR SIS,

28, PUSAZI3BIUIEAZRIICH R EHA0CITINRL . ZhoE[FUIE
RFERICIN D HZEHTED,
XIZIBVNT361TES1EHTHD,
Fha 1
NZIRDEEEE AV TCO ICH 2L RIS RHTHOE LI & OH DA
DFRTFZIBRND,
“IRALARRRIALE R DD, 10MPa @5 CO Z10mL,/ 4y (40°CHIT) Dt



WO 2006/025325 9 PCT/JP2005/015660

[0035]

[0036]

T DELBIT, 7f<$1ﬁﬂﬁﬂ’“§§"é7b>f‘ollx-—7’%ﬁﬁ%7L:O.BMPa0)H2ﬁX’EO. 3L/
oL T, B2 LU 1340 CITHERFL T2 T, CO 1L R R IRICH D, =
7o TNODOREITAES) IRE TOETHD,

N—TWREETOREIZ500- £ L7, NHF11IOREEEZRBALRIEBIZ KLY
IZEERZ 72, VT DYV ZICE T 2RI 1R AN TR T& 5, Bikisihg
REfIZCO (IRARA) 2310~50%0, H (IRIEB) [Z108LL, ThE R AIHDIRLT

ZoLE, B CO OHIEIL0. 638/ MLTHD, THMIZHNSHRD T/ H
IFX1DBEYTH D,

1 1
T (B) %gp x0. 683 (g/ML) X1 0 (ML/%) %4y =0. 00239T 1

f‘ﬁﬁi@‘éH DOFENEITEAREEEZREL T, R2DBEVERD,

500x1 09 (m?) x0. 3x1 Oﬁxj? X3113 =5. 76x10-S-32

u:rﬁo*CHZ%E%bi\ A3DIHTh5,

00244
F *100 (%) ~%3

R D ICBERESRE T, DO Z O 0 TtRbEE AV TRIbE
HAZa< T T7EETCO TOH ZatiLic, T OBOX ¥ VT HAIZArE
vz,

FEREKAUTRT, LO—ER R Tng,
Fhat] 2

WIZZDFAZF AL T, EREERE O R IV B TO D CudD RO HE
EEATOTFIERRD, &EERLL TAF VT4 uTvF LT 'R —b (Culhfa
0) ) &V, BT EA LS5V (TaN) 2 20nmBERL I SiAR Th D,

EF WA Culhfac) Z150medf AL, Hla SUSARNICEE - Bf L7

« ZERLIRBER L ARE LB L LSRR LR R AT AR TRE S, 02K
% ZBALIRBICEBL Tz, ZOLERFTFOREBIZATHS,

WA ZIRALIR BN N 2B LU TR IR MR FE A 10mL, /s L, 7
THELTEAEE10MPalZLiz, W oz AFEHAMRA SO A O # “EHT 2T



WO 2006/025325 10 PCT/JP2005/015660

[0037]

[0038]

[0039]

AR TREA B ST, AU, REBR AT R AN Y 2 DA BE< 72
D THD, ANHFHROBEEFIEL ., KFEE0. 3L/ 0EY, VT OUIEEZJE I
WHBA REEB=30%): 10M & L7z, JeDIX4LY | KFERETIHIO0. 08%(800ppm)&
728,

N 10mLD K G aaz B T250°CIZL, FUBHARR AR DA/ SAF 2 B
CREIFHZHA O S &S T2 B L L T ROSESHIBR D TNIK R e Lz, 72
B, ZOLELRI—FKAEICBITHBER ST B LRkFFOCuSSEREIXIFE—E (0
- 3mg,/mLCO ) ThHHILE, FEWHDLIHIBAT o TW B E I Lo THERBL
TWa,

HEFEA 300 T o1 ZA ., @B ILRDHLHCuBIRSHERE LT, EXI2 p mTH-
7o XBRIGTE T IR I VRS ST B AT o T i A KBIR T, CudfE BiR M
SRR BEITAR 4575, CROD MM IR A LL T DI E Tho7z
=et 0yl

NoFHFRUIZEY, CuDHEREEAToTe, BRERE LGB RN SUS R D
A& ET, 0. IMPaD/KFKELCudhihkLz it AL, CuifhdDEIX110mgT, RiFtH
B & Cughih : KB B/VREID R —L725, TOBIMIECO ZH AL, 230CT
305 IR EAT o722 A, IREMEDEIEBHLII, ESITK700nmTHY | #il
FLEHEHIDKI1, 3 ThoTz, FAGR TiX, CuDHTHHISICES RO BIAE M D
Lo TRISBEITLIZL 2D (RABR) ThE LB b5,

Culhfac)2s 52 G + 2Hhfac s 4

Fie, REFWEAT o7/ R (K6) . KinFEIZCROREDRFMNELEARLT
WHZEDRHIBI LT, 2, RRNICERB LM BIRA LI THD,

RIZH 7B I OKBE AV, ZDFEW % i 457 DRI DU DV TIR D,
BEERFEARLLTCO &, WA ALLTH ZRWZ 212,

ZOMEHETIE, SHFRERWBRDVIC, 80D/ T EH M AA 1 TR —H#EE
FKBL TN, M7 TREA~=bA ~= ITIEE8r D/ VLT BRES N TND DS,
K8 TIFHMEL TND,



WO 2006/025325 11 PCT/JP2005/015660

[0040]

[0041]

[0042]

A A7 v, &R, = =T N NEAETS, ﬁﬁ.’%ﬁco X E A = LI T IE
SN CHRNS NI BSOS E BB SN D, —HIEREH2MITITH 28 s h
B, ZIVASHTFCLIRABAICHI S 775 (IBIRHEBA) . D%, A, A v, W&, =, =
NN EBICT DL, INERZR 2RISR A TRIAS TSNS, B RAE L
SERICHAES 20T, HIZEDIHERZR 2N TRIRFCO ICHiEY 2, itE
RER2DIRA TR i}i»&@a% S, — KRBT EARIZBLHERSND
o HIFCIREEBIZAH Y 45 (8IRAEB) , ZDXHIT, —FH DMHEZ 25 DA G R itk
EHAEL QOB HENC, BIDTERTHIKEE L TRE, TNERZEITHVIRTZ
L, kFEEZBALRFORA LB R TR SRR T &5,

BA I, TERZRLEMERR2OREBI UV REZ I LT XL
BN RETEDLENEBDORRERDD T, ERIITHETLLER D
B,

¥z, LREMEARL, MEALR2ITIE, NBRAORE - IBA TBEH 2 TR
TEREFELY, HIZIT, TR F I AZ—F =T a5 5L
BTED,

ERRIZBWT, MEAZR 1RV UINER 20— F 2B LRLE CEERER T2
ZEHTED, ZOBE . BIRe Lo AT HREAWTBRIZIB W T, A —IREEE 2355%
MEAZHIAL THILTVOETHRL ZOEHEICOWTIFEAIZFE —THD

MNTZ DRI ZE T 57 ORI 1B IO 203 E % IO i L L7 ARHS
4, B10ITATFE 1B LK 20EB DY EREZ R T 720D IR, K111XX 10
DEEBITBWTRLE RN DRI R U X | 12132 D& A7
Fr— R RS, X 1313 10D BER ORI OB~ 3B K X14131
ODYERDFIDFI DRLE (2N DR EAARNNR U X 1513 X100
UEROILIZH OB DOEE TR TR AR U7 X T D,

EFENE, AFHFRERWTARBEIHICIHRET RO FIEEER LT H1%, &
DEEALL CRIALIZDOTHY, EFEAFFR11O ZSOBE IR, IREBAL
REEBZ /RL D, KR ITERE L, B bR BT Lo ICHERE S, 5 7l.2



WO 2006/025325 12 PCT/JP2005/015660

[0043]

[0044]

[0045]

EHERT A B LA SR A BICEER S T D, B fL3L i FL6 I AR
EN—TRIZUIZDD T, AHER1IINHOERE L0b HaBERKEN, £ T
F112EBIOEEIZ40°CITIMAL THHD T, bR B ITEEEFIREBTHD
(B R 5037, 4MPa, 31°C),

BIODIE DIRIBAIZIS T, K (IRENR) 23 IZHLE RAHDIHIL THY
FHTIEBLTHY . IANEFDMITB O TRERKSEHL TV, F2, 205D
IRR REMRHELEDEL KR O E F IR EFME A FELRT CRELZHIRT D
&OREBOLIRBBAICEIVEE X DBRIT, V— T REE 7TRICKE B TRA T B IFE 23
R{poTLESTY, IRNRER TR0 E R RE R RDBAET, KEBN
AR IR T DR IIED D EBRETCLEI VOIS S T,

B 10I3AREFEY] D LR EIEF OBEREZ R T 72D OFEX T, #f.2ic ok
DBHHLE RICEAIEFREROMT 2D THD, ZOIIITHEREFL2% AL FREE T 5L
IREBATTIL, KRR SRE T LR — 7 REE TICHERICRES S,

T2 UK 10D EHEFNZ I TiE, ARS A — 7 REE 71T EICTEIND
K, Efi—7"REVE 7TRIC TSN ®IED ZBRAL IR B E R T TR MNEL
L85,

ZZTRIT1DOEREHNZIBN T, #ERi L2122 3 5B E RICEHALL A/ 112 B0
Iz b AL LI DR DRE RICHERF L10ERE LI D THD, bHAA, T
DHERIL 1000 SUSH AZBTRSE AT 528 TED,

ZOIDITHERE L2 AL FTREE L . B8 L1 DHER TREL T2 L, IRBBCTIE, /K
RITARSERT LR —REE 7T RIS LD,

WITIREEDICHIV R 2 5&, M bRFIT LR — 7 REE 7288 THERE L4 D
ROt (KR8 F) Icikiah s, 372bb, L—7REE 7THICTEL Tk
L RGBSR IR L2 DI E SR BB D "L IR I Lo TRUS R &ITHIL
&R, V—REVE 71213 " ALRFBOHRBFILD,

B L2107 S ARLE RN DAKFEIL, WL TR LR 1 10DHER A 100Dk
tHEha,

WEEEIZE0EEx 2L, ERi N —7IREE 7TNO R bR FEIL, ¥l CTHERFF10



WO 2006/025325 13 PCT/JP2005/015660

[0046]

[0047]

DRSS HL, RAF A DIREE 2D,

DG EDIAI T F v — MK 12187, ZOBITIIAKRITREBERRBCIZ
MEDLDRHI DGR, KBIILEELITRNRV O TIEE TR THS, b
HAh, EREASNVT BRBERZETNDIETHR,

1 3D EKFEFNTIUNTIL, BHRFL2IT DR N DR BRI LR 1 12T 72
b B AL LI ORI DEE RICH IEF 1 28R E LB D TH D,

ZOIDICHER L2 AL WTREE L B8 L1 b OYER A I RTREL 35 &, RE&
CTIE. AFIFHARBRERT LN — RS 71T RICTESNS,

KITIREEDICHI 2 DL, LR FIT LRtV — 7 RBCE 758 Tl fLAnD
PGS (AR ) [Tt E LD, T7bb ., L —7REE THICHRIEL T2k
L LR ISR L2 S DB ER SR BB D LI IT Lo TRUG R ZFITHIL
HEH, V—RELE T LR B OHZ B TRND,

B AL2IT DR DRLE RN DKHIT, W1 218> TRE RICRFF S E
ETHD,

WRREEIZEWE 2 5L, ERiN—REEE 7RO bR FEIL, WL Tkl
2RSS IV RFU A DIRFEL 2D,

BA14DFEFEHNIBNTIL, AFFRITREZTEHED IV TEERAL, KBITADR?
BFBEEL V- IRELE DA DRTE A SR 13Z DMObDEET T 2612 R 96
DTHD, ZOF TIITRBATI BT AR 13DRIE A -1, A—
2T RABRERIZIW THRIFATEE E OB TR EI#HFB — 128 Th o,
U A— 1T AR 13LORIZIT, RABIREEEDOMIZH#AFB — 2% 2
TeSARAE 1AL HERFF15LH B & IZRIT Th B,

ZO X7l B R LIS E ORI IV T, IR (1) IZB W THRIRATREE D
G A — 1 ERABIR B OHAB— 12 B COKREITE AR L3ITE T2
IREE (2) IZB W THRIKATR I O YA A — 1 L FARBIREE OEI#FAFB — 1% BT,
NARRE1ADGIHFB— 2L KB B DO #aFB— 22 BA ML C _MfbikFE%

JEREL ., FTBE AR 1BICHTRE Lo K #E L2 I LK R L EHITE I BERRITEVIA L,



WO 2006/025325 14 PCT/JP2005/015660

[0048]

[0049]

[0050]

REE (3) ITBNT/SA/RAFE 14D UM B — 2L TAKATR B DU A — 2% FAC
BER A 15 LTRABI I OB — 12 BT 5L, I A% 13N D M kKR
IHER A 152D EN S,

X 15DEIEFNZIBTIE, IO SINVTEHEHAL, KBHAOIFE FELL OV
— 7 REE LA T 2052~ THDTHD, ZOF TIIRKATRE IZBVTL—7
WELE 7 ORIRICEIRFFA— 1, A—2%FT ., MABIREIZB W THRAATREE LD
BURATCEFB— 155 T ThD, EltIaFFA— 1N —RELE 7L DRI,
FEARBHEEE L O MBI B — 22 2 T A/ SAE 14D THY, JERF15%
N—TREEE 7O THRMTERIT THD,

ZD I —TRELE LS L OBEUZ BT, R (1) IZB W THRAAT
BOGI#HIA— 1 LIRKBIRE O UI#AEB— 12 BABL TKRE L — P RELE 7ICk
B2,

REE (2) IZBWCRIRATREE O AA — 1EFRIEBIREE O AB — 1%L,
NARRE1ADGIHFB— 2L AR ATREE DU A — 2% BRI L T IR ILIRF%E
JEREL, V—REEE 7T LTk % IR bR R EEBITE ) B EITEDIA T,

REE (3) IZBNW TS, IRE 14D Y#F B — 2L TAKATR B D EI#F A — 2% FAC
 BER SR 15LABIREE O I#FB— 1% BT 2L, V—7REETHRO R
RFIIPER 15D D HEND,

FFEK1072W LI 15D SEFEFNIZ IV T, IREBAIZR W TIIASE (IRETR) 3
HICHRE ROOT T AL kD LI CE TREOF R AR KL, F7=
7Kk (IR R) DBEINIR ER IS0 P HERZRK RS R R PMREHL T, KFEHR
FRAVIR BT R T DR E R — (LS HTLENRTED,

AFEPTUVOBEERRALL TL, ZBLRBEDIED, K, T/Va—VEH T
¥, ~aF U AbRE T, TUERST, A, BRREYEF BN TS
Fifhz A ANBZERTED,

BIMHATAKRBIZRESNDSD TR, BB, XK., —ILEHR, AV, TE
=7, —ALIRFE . AL KERE DR LY, A7 72 L O RAVAKFES  ABS
WAERE D THIVUZL,



WO 2006/025325 15 PCT/JP2005/015660

[0051]

[0052]

[0053]

PEZE ORI Al Ret

ZOF, SO BhF L4 BiBRAR L % 8 B SR AR ST R SRR R AR
HAR EICHERE BT DRIE TRESICBWTOARL T, FROERERIR 1k
ARMEMSIZRES A MM T a2 R $ 528N TED,
T D i B A B
[X1]1ZDFIE ST DT DLEE DD —F 27~ I TH D,
[ 2]Ac B IRV D TR Z ALY R LTS (X T 2,
[K3]Z DI %58 Fi L7z K RIBA 2% W CHERR U 72 IR HERSE B O — Fl &R 3
R X TH D,
[X4]EfEF LIz L > TRONIERERTTTT7 THD,
[K51EfEFI2I Lo TRONE RERTTTT7 ThD,
(6] a Bz Lo CRED I AE R AR T/ TT7 ThD,
[XI7IZ DR % K4 DIz D DIEE DB DO pLE R B X T D,
[I81ALF IR AL D TR ALY R LTS X T 2,
[KI9]ZDF % KN ET 27 DT 1B IO 202 E % LD ke b L 7= g X
THD,
(X 10]FTFEXI 1B LN 20EEDOBERE /R TT2DDFEK ThD,
(111 10D EEEIZ BV TRE IZ RN D TR A BRI R LT R I T 5,
(X121 DA T F % —bas IR THD,
(131K 10D B ER DRI DFIE 7~ TS X TH D,
(141X 10D YER DRI DFIDFLE I HRN 2 A EAERINTR U7X Th 5
(151X 10D R D SHIZHI DB DOELAE (TR DT EAR RN R LT AR X
THD,
5 OB
7 N—IRELE
8 [t
9 Wik



WO 2006/025325 16

11
21
22
23
24
25
26
27
28
29
30
31
32
34
35
36

NITFR
LRI
MEESIE

R

Ba%
KRFRA
BESF
PV T R

it A A
RIS %

Rt (& 73—)
SRR o

fE IR A

FE T RS

Sy BERE

FEJJEt

PCT/JP2005/015660



WO 2006/025325 17 PCT/JP2005/015660

FHR D HIPH

[1] B G AR ST T B AT AR TP ST ARG T BB, BLE ORISR A%
IREARIR CHF B 2 TARL | Z0D RS A A% 8 i S A S g AR A2 K0 U
BRI TS T A TR E AR AR T 28T LY | SOSH AZ BRI SR
B\ ZIIHT DI U T Z B R E L 58 R i i T SR R AR E O KA %
w4557k,

[2] AR RAZAR IR BB TP 95 TREAS | B ER S UM ER S IR B LA RITfRIFL
TATRPONDZEEFHA LT 570 RENIFL O A TR T SER AR E DR
RE N2 51k,

[3]  EERAFA SO R TAE SOS AR T RE R e ZORERDBTIC
FOGH 2% BRAE T DBLE R 2 2. LRBINRAIAIIISUSHT A ARE
R CTHE T2 TBL . I SN2 UG A% B IEE SR SO T R R R I LR
JISBFZIANT TIRE T DR EERITHEEHIT, TN ENDFEOUFERIELIT
228N SV T % EERIRIINEAEALIC R T 7o 2L AR L 3 288 B SR A L e
FNAREDKAEZ TN T DT DAL E,

[4] POGH ZZAREIRRE THTE 2 F B3, SR TFB & 2 TR o5 RIE3IZRE D
B S B R T BRI AR E O RARE BN 32720 DEEE,

[5]  SUSHRAEANEIRRE CHFEE 32 T B i B ST [UG H A % 188 Bl SR A S S L g
FRARIC LY SRS TR T 2 RO IR EEITROME VT 5, A
T T oD RIE I FE R OB R A IS B AR E O KA ZEIN 5729
DEERE,

[6] YISV T BIOGHTAARERRE THI R T2 FBRE PR L TWODFHRIE3IZEEH
DB T IOEG RN ARE ORI Z TN D720 DEEE,

(7] OB VT ICNBS RIS A AR R TR 2R, L — 7 IREE D>
BN, 2OV —FRECE & 5 BB R R TR S R RS R &SGR
DI D TR E BRI TRAZLHE T2 L0120 TR 555 KIA6 I FRiR OB I it
R RN ARE D RAEZ BN T D72 DEEE,

[8] GBSV TICNBRESE TS T AEARERRE CHTE T 5 F B0, BB TFEEH L



WO 2006/025325 18 PCT/JP2005/015660

[9]

[10]

ToMHERZRNOR0 | ZONMER SR PIT IS CR Bf SF A S i R s &
S ADD72 5 TR A RS TR AR T 5 L01CL Tl RIE6 IR oE
B A BRI RE O KA Z BN 720 D3EE,

PGS A% BIRA S DRE R @R SRR SO LR SR AR D fi 1k Fp 2 3%1T T
72 %7 R 31 R AR OB B TR T e AR E O KR E RN 572D DEEE
BT A% FRINRA T R R SOSH AD AL FAFRIT Tl b RIS Ri#k
DR T IOEGINARE ORI Z TN D720 DEEE,



WO 2006/025325

PCT/JP2005/015660
1/8

(F1]

(K2]
<JREA >
KFEIAY
I1Mpa . N7
(== H 2 [ 112 ] H 2 ==
M R SR Ty ﬁ @-’“/W’ L) 4%

. OMDP a ) ;?l
== Coz2 [ Co2 ] cCo2 —=
<JRfEDB >
K#HT ITMP a Ak

Wil S ‘;|='/\ 4
O=—=>{1_ 12 | coz2 12 ==
N3 (e XV @n VARVIE]

I OMUP a ,L/L }’ ?
Cl=={1 Coz | Coz2 =

<IKIEF e ki U % il >

L eone

V7222272272277 7% 20 7 . //////////////////////////////////////////////////////////////// 2777777707000 A

CO’
{222222772772227777/22 2 77 7 2 7 7 7 7 7

A,

IN

ouT

20 X8 A% (RRI26)

iy



WO 2006/025325 PCT/JP2005/015660

2/8
[(F3]
27
AT HBE
HKR
A
olezr_]
36
D<H
REES E5
MR
34
35
SR
(RECFEHZER
ug)

[ 4 ]

03

0z

0.15 r

KRBERE (%)

0.1

005

ZBUL R FRETR (B)

=R MK (GRRI26)



WO 2006/025325

3/8
(X 5]
4000
3500 |
~ 3000
= ——Cu
ﬂﬁ 2500 —=0
W ——C
< 2000 5 Si
]
#1500
lly
2 1000
500
0
0 50 100 150 200
IvFo0BM ()
[X 6]
4000
3500
~ 3000 | ——Cu
by o0
i 2500 G
s .
< 2000 ——Si
#x
#1500
e
0 1000
500
0 -
0 50 100 150 200

ToFUTEM ()

it £ 3% 1

it E& R 2

(7]
Bk FE
= VAN
K#E L
¥k #

2

PCT/JP2005/015660
1’ o
RSB g
I\ =’
R
D ’

2= KR (BiRI26)



WO 2006/025325 PCT/JP2005/015660

4/8
(8]
KEE A
MEZSSE 1
“EbikE 1 RGBS
K& HR
MEBSE 2
IKEEB
“EbRE - RESH
K& - R, HR
#E
(9]
1
6
REE A

)
B

1 6
2

45 2 B A% (4126)



WO 2006/025325

[E10]

AEA

5/8

H: (K A) FKiHE

T 1EB
5 I 4
| 2
—a___»
6 3 EA
5 4
[(X11]
KEEC
REED
RIEE 3 e
it B o o
TSTTTTTYR

# % 2 A% (58126

PCT/JP2005/015660

WHEBEEAN
(Fifh A IZHER)

N—TEDWAEB %



WO 2006/025325

PCT/JP2005/015660

AN

6/8
(K1 2]
|
[\\
2 \
NI ; :
® / ;
¥ :
@ | ! E
%%Ci D § E i
WiEA (H:) OFh
(X1 3]
° 1 2

E-CoL&iEhsd

IRAED

=% 2 K GRa2e)

AR

EA
(W B i3 R #5)

W— T E X



WO 2006/025325 PCT/JP2005/015660

7/8
(K14]
p4 OPEN
<] CLOSE
X1 g
13
FhA —— Fq _____ .
WEE (1) A1 B2 A-2
14~
MHB —— -~
y B
kA
Rhig (2)
HEB
A
XN15
; 13
HAEA ?4 -
RIE (3) Al B2 A-2
14~
W | )§>

£ & 2 B K GRi2e)



WO 2006/025325

(E15]

wig (1)

W FB

kA
Kig (2)

i {AB

TRAA
Kig (3)

_iﬂi 5B

14~
ppnE—— A "
v VB-1
‘ 7 15
b\ N
14/\/5 B E
____________ 1/\1\ U ———
N
! 15

15 % F A% (5120

PCT/JP2005/015660

PN TE D W



INTERNATIONAL SEARCH REPORT International application No.
PCT/JP2005/015660

A. CLASSIFICATION OF SUBJECT MATTER
B01J3/02 (2006.01), BO1J3/00 (2006.01)

According to International Patent Classification (IPC) or to both national classification and IPC

B. FIELDS SEARCHED

Minimum documentation searched (classification system followed by classification symbols)
B01J3/02 (2006.01), B0O1J3/00 (2006.01)

Documentation searched other than minimum documentation to the extent that such documents are included in the fields searched
Jitsuyo Shinan Koho 1922-1996 Jitsuyo Shinan Toroku Koho  1996-2005
Kokai Jitsuyo Shinan Koho 1971-2005 Toroku Jitsuyo Shinan Koho  1994-2005

Electronic data base consulted during the international search (name of data base and, where practicable, search terms used)

C. DOCUMENTS CONSIDERED TO BE RELEVANT

Category* Citation of document, with indication, where appropriate, of the relevant passages Relevant to claim No.

A JP 2003-24763 A (Nikkiso Co., Ltd.), 1-10
28 January, 2003 (28.01.03),

Figs. 1 to 3; Par. Nos. [0013] to [0075]
(Family: none)

A JP 2003-62446 A (National Institute of 1-10
Advanced Industrial Science and Technology),
04 March, 2003 (04.03.03),

Figs. 1, 2; Par. Nos. [0006] to [0017]
(Family: none)

|:] Further documents are listed in the continuation of Box C. |:| See patent family annex.
* Special categories of cited documents: “T”  later document published after the international filing date or priority
“A”  document defining the general state of the art which is not considered to date and not in conflict with the application but cited to understand
be of particular relevance the principle or theory underlying the invention
“E”  earlier application or patent but published on or after the international filing  “X”  document of particular relevance; the claimed invention cannot be
date considered novel or cannot be considered to involve an inventive
“L”  document which may throw doubts on priority claim(s) or which is step when the document is taken alone
cited to establish the publication date of another citation or other “Y”  document of particular relevance; the claimed invention cannot be
special reason (as specified) considered to involve an inventive step when the document is
“0”  document referring to an oral disclosure, use, exhibition or other means combined with one or more other such documents, such combination
“P”  document published prior to the international filing date but later than the being obvious to a person skilled in the art

priority date claimed “&”  document member of the same patent family

Date of the actual completion of the international search
19 December, 2005 (19.12.05) 27 December,

Date of mailing of the international search report
(27.12.05)

Name and mailing address of the ISA/ Authorized officer
Japanese Patent Office

Facsimile No. Telephone No.

Form PCT/ISA/210 (second sheet) (April 2005)




EpR AT HE ERHEES PCT/JP2905/015660

A. HBORTANBONE (EEFSFHESE (IPC) )
nt.Cl. Bo173/02 (2006.01), BOLJ3/00 (2006.01)

B. WMEZIToLDEH

FE#ITo R/ BER (EREFZE (IPC) )
Int.Cl. po173/02 (2006.01), BOLJ3/00 (2006.01)

B/NREEIUAOER THEZ T oHICEENE2 LD
AAEEAHFEAR 1922—-19964
AAEARERFTEAH 1971-20054%4
A AEERFLERGAH 1996—2005%4
HAEXGEEATREAR 1994—20054

EREE CHA L BT 7 — 5 <=2 (F— ¥~ 20OAH, WECHA L MHE

C. BET2LRBHOLNDLIHR

BIFISCER D BT 5
HF DY —* BlAXHG RUO—MOEFAEET S & 23, Z0BET EH0ORT FROBEDES
A JP 2003-24763 A (HHEEERRINE=FL) 2003.01. 28, 1-10

% 1-3X, B&¥% [0013] - [0075) (773 V—72L)

A JP 2003-62446 A (JMIZATEIEANFEEBMTREMITRT) 2003.03.04, [ 1-10
1,2 K, By [0006] - [0017] (773 VU—7z2L)

[T CHlOKEE I HXMBFIEINL TS, 0 AFrh77 3 —cET 28R E B8,
* BIAXEWOHT Y — 0 B DHITAR ST 3R
TA] BICEEDH B3R TIE R . —RAEHTAKSELZ R [T) EEBER UIELBRIIARINEXMTH-T
HD HFEEEFET2 L0 Ti2< . BAOREIIER
[E ) EREHIEBRTOHBEE 21385 Th 500, EESHER DEEDT-DITBIHTH LD
DgIARENIZHO (X)) BIZEEDOH D LERTH - T, YLD L THH
ML | E5EMETIRICERZE 2000 3 5 SCHERU L o0 SCRR D FEAT DFHREUTESER RN EEZIOND LD
BELL Mo A BB T 22012883 1Y) HICEEOHZ LB TH-> T, Uizt fthao 124
Ak (EBEMAT) LtoxErE D, BEHIILE-THHTHIHEAEIZ
O} MBI X 2BR, R, BRFICERT DMK Lo THESMENR RNV EZEZLND LD
[P ERHERNT, " OEEEOTROER L2 HE (&) R—7 77 I U —30K
ERfHaxET Lzl ERREREOREA
19. 12. 2005 27.12. 2005
EERaEgEOATBTRH T BTEEE MEROHIHE) 4D | 8727
AAESHT (1SA/JP) i %
HEEE100-8915
HRHTFRERENE=ZTE4%3 & EEES 03-3581—-1101 PR 3421

ﬁﬁPCT/ISA/21o(%2N—V)(2005$4ﬂ)




	Abstract
	Bibliographic
	Description
	Claims
	Drawings
	Search_Report

