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[ FHHER B E ]
[ e 8609 278 < 1 o (L 700 HO 38 5

[ =284 ] REDUCTION METHOD OF BIMETAL

HYDROGENATION CATALYST

(% o <38k ]

[0001] AN —EESBE LELCHNER 7% HEH
R R E B R SR S > DU B HY 18 R R 00 5 A0 2 S (0 (B A 1T
2R [T B E AT A AL Y S (b S HE -

[ 5% Fil 5277 ]

[0002] JEF4H (heterogeneous) FEAL AL W2 BIEM BRIV E
# - ERoENERMLESENIEFEEmNRK - BT EARELE
M ZAHBE R T BB 2 B (L&) ( Metal compound ) JEREHY JE T
EBR D ERF&E (Metal) AYfE(LEIVE(L (activation ) o f (LAl
By E (L a] 5 R ZUE R J5 74 (slurry reduction method ) Fl%s 22 i
J5 7% (thermal reduction method ) » {£ K2 fE R » ¥ /EM: ¢ B /7 HET
BIFR&EM -

[0003] BRAEBEFREHE & ESHIKEGH (hydrazine hydrate -
N,H4*H,0 ) ~ & £ 8y ( sodium borohydride > NaBH4 ) FHAE BER
> B A S AL B AR E T AL N E R BV B - 1F R i

{EFIHZE® > K& B (hydrazine hydrate » N,H4*H,0) BEH 5%

|

B1E - 421 H(EHGRBHE)
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Fa&Ef At ARV EREAGEIRSVERICE BZ2EHFSI
e 2 & 5 MR DL R IR B 0T 4% [ RE Y @R BL o ot B 9% M SR 5B
102580732 5t (AE5U{ETRE ) B 7K Ru-Pt-Sn/ALOs fE B &
B ( Dicarboxylic acid) ¥ LA > EEFIAVERRM 17 EH
NaBH4 By R EFE - €& 85 HY NaBHy 127K AR ¢ K i LLE
AR WS eEEeETER - 2800 > NaBH, KR 1% 4 Bk
Hy Na B FHlpBHYLE & 7158 Wit & F B EEIZEY(poison )
2 K e {1 7 6 O
[0004] fHfZ3th » s B R E £ ZAAMBAYRE Tl Eft s E
FERELUK B (metal salt) BER /HeBH A EHER - =
FAbbR ~ —F A bk - HIEFERERA (reducing agent) » FH{E
AER - THZERBFERGILET KRGS RFMLER
( Deflagration ) BB IF (Explosion) Zf&km - HIL » B 7T EEE
BEPZEEN  BEEEHERYSG 2%~ 10%H) G/ F MR
RHVREY) -
[0005] fr /@M bmid  WiEeBry B 25 A E -
o EEARNERE AR BEBEENEFRKSE o 85 U
HoBeBEREEREBEEFAE BREREVHEMKMARE I
HAEW T B P B & < Calloy ) By » & AR 3% 22 R 0k £ 1 2 54 [H BB
PIHy &t (alloy phase) - {2 Z (L HIHY 8 ( Appl. Catal.
A-Gen 315 (2006) 58-67) -

[0006] A% BHAY 2% B8 A AL B T M8 Dk b 0 5l ] REL T £ 17 0F 2 1Y

BE2E - 421 H(EBHRHE)
118758pif] 4|45
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BEF > B TEMASRCERAEBUEENERKRGHELSE
AL EEACEE T8 KB - AT S b8 (G 5t 40 = R0 & 5%
% E gE B ( dicarboxylic acid group ) #{k & i E £ B ( dialcohol

group) * feifisepl 1 ASEHA -

[#HNE]
[ ftr 1 L

[0007] & BH & 1 i@ bt 69 5 A B2 i B A R R - H B AV AE 7Y
Rt —EEsESCEEFNVERETE -

[0008] 5540 H HAYAL Y - 2 # — 18 {50 3 &8 05 (LY A it 2 & 8 =
(B BRI KB E B 2% ~HEE (cyclohexane dimethanol » CHDM )
Wy )70

[ty 5 2]

[0009] 1 B A fge 2R b 00 5 ity RS9 RELEY G ol 5 3% > A3 B AY — (A
it FRA R eSSBS CEEFNER L HEFELTH
mc R ESTETESE LESARESELSYRRER AR 2
KA RS AU I K7 e 25 o i B [ By £ 45 28 TR SR B 0 DL B G4 (R R AT
mTEeNEsBLEVETER -

[0010] mitEEBLEV T IBEE—BHNE B > AILSE
—&BAAFESEE Rus Pt~ Pd> Rh AR EMAVHETRIEE » Al
B B U EIEREE Sn-FerGa-Re LA EMBVHEFHIEE -

[0011] RiZEE —SBHE e BHEEE T ZE 1:0.5~3 -

BE3E - 421 H(EBHRHE)
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1828048

[0012] Rk AT EEEEE — S (8i02)- Ffhih (ALO;):

& Ak3E (Zr0y) ~ Z5F A bk (TiOy) ~ i (carbon) DL EFIHY4H

aFfYE

[0013] @it ( Carbon) o] ELFEBEH FEMIR - IRE - G2 -~ A&

W% -~ BAFEFLEE (ordered mesoporous carbon » OMC) ~ BREZS K4

(CNT) UK EMEVEE T HIYE

[0014] AHE Y 100 EE G AVATMAEAE - AU E S BI = & 0] M

T 1EEBH~20HEN -

[0015] mi#it 738 BT LA 1°C/min~ 15°C /min #Y 3R FE #EAT -

[0016] Rij #ft & R =] ££ & & K 20 ( Fixed bed type ) ~ Ji {b R =

(Fluidized bed type ) ~ # 8Kzl ( Moving bed type) E{&FEEFE =

( static box type) HYZE (kiln) -~ ¥§ ( furnace) =X 7 JE 28 (reactor)

5T

[0017] miaiER AT EEEESR (H) —& (LK (CO)-

“HE AR (CO2)~ HfE (CHy) ~» &R (NH3) ~» BifE&E (HaS) BAK

EFfEHE T RE -

[0018] Rzt A RE AV E R RBIERAE T RN E R FEA

BEERAELEHARETFEaNEBLEMNEEE -

[0019] Fijift & & & SALBALRAVE R /7 A #E— S BELLTH
o AL TRE B2 85 T ORIG E AT A B B AT AR AR TR 2 18 0 PR AT AL

[ FEBRATRTE -

[0020] % f FF 0 A 7 [ ME 23 B R FE 0] L2 200°C ~500C -

BRAE - 21 HEHHREE)
118758pif1_fEEd# 45
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[0021] it 2 i 25 £ T OB A0 O 457 L8 6 B8 ] 1] DASZ: 30 77 88 ~ 24
INE o

[0022] Rijft & & 8 S A6 (LB 7T Bt | b -

[0023] miuft EACIETT KB EREE - B E AE

R B ERE

[0024] Rijft i 1k f2 JE =7 K — ¥& % B i [ ( dicarboxylic acid group )
BIFRF M ERE (dialcohol group) e

(00251 55%h » A& Ay S —(EE i /7 AR —HEERC K -
HEE (cyclohexane dimethanol - CHDM) Ky 5 7% » H{EHF#EHE
BELELBNERFENELCHNESBILELE - ETRC

5t ¥ ( cyclohexane dicarboxylic acid » CHDA) VS b & JE -

o
34
=
=)
il
I
o
o
Wil

DLELEIB O HEE (cyclohexane dimethanol » CHDM) «
[0026] %% H B9 88 2 452 — B B2 ( cyclohexane dimethanol - CHDM )
HYUT AR B LUE T0%EL E e

[A 7a R ]
[0027] #Rig Fit RSB ELBECECHNVER L B4
R ESBEAYERMSBUAR P IESENELES BN
fm M1 (segregation ) -~ JE&5 (sintering) DL K )R HY (leaching out) -
At - e (R E A& A EHH & &R (alloy status) HYEM: & /B
Ay e o 8 E b LA -
(00281 L3541 - #& fh A 7 8 <& J&8 AL M (G B 69 8 R U7 0% 8 R AV

—
[
b
aaop
(T
ﬁj&;
i
o
=
i
|l
SN

# % E fc B ( dicarboxylic acid group ) EE &

SE5H - 21 HEYERHE)
118758pif1_fitsl 45
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T E & HE (dialcohol group ) °

QEEMGENTYED |
[0029]

1 Eon it A SR Ay B e 4 By = & 8 S (L (L KRy STEM-
EDX sy ifr&& REVIE/ -

2 BORHA AL S Ay 5 B | L (L HY STEM-
EDX sy ifr&& REVIE/ -

(& 5]

[0030] DATN B ASIHBETEMFMAGRHT RNEHEHEE R
2R A [F Y RE - AN 3% B A IR B A Phaf BB E hE ) > A 3¢ B (& i A
b By 3% BA HH 55 S5 M) g0 (B P E %% -

[0031] S54b - A48 09 o 6 A Y flg 58 & R 7 3 55 2 1 5 e B 1T
st M EFAEREAZN - BRIEE T X HFLEAFETEE > T8
BE BB 2R A B 1R R B R - A A SR IR RYER I E 2 5 BRIEH
HEMH R R RC &Y - & A “EAET R IR R AN B R R HR bR EL AT AY
BRER  MERNAE P EELMHERESR -

[0032] KA E—Fi A fRft—EE BT (LELENE
FohZ HEEUTPE: REsTERESE LEsa2EBEL
EYIRIEACBIATAR ¢ DL KA i A 2 52 HE 28 1 Om /Y (5] i 1 45 22 TR SR
ie o U mrt@EFpis T E e EsBLLEVERFSE -

BoHE - 421 H(EBHRHE)
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[0033] ¥ AZIHETEBHR A 2/ > 2B LHELH
( bimetallic hydrogenation catalyst ) R H HHEY - JEMEE BRI RE
( morphology ) ~ ELf5 (ratio )~ 355 & (dispersion ) Bl g (L& M B
BB M BRI % ( Appl. Catal. A-Gen. 318 (2007) 70-78) &&
CBELBELEFELWHEEMN B Y N FEEEE
( bifunctional ) fE(EE - A HAVH KR A RAY B (140 > Sn >
Re~ Ga~Fe %) HIE BRI & 4R (alloy status ) » LIGEEE
T HEESE (electronic ensemble effects ) » {1 AWM IETHREEE
At E (carboxylic acid group ) B(Fk E At B ( carbonyl group) HYE
fbEiE - Wit B T REEFESFSOELEMEIVELE > FEHE
M B (T 0y 3% 51 ( design )( Appl. Catal. A-Gen. 318 (2007)
70-78) o

[0034] S5—FHHE > BT HEAEHENELEABEAS(LRIEDN
EME Cactivity ) BRERECBLEVERBCBNERBRE - &
S8 fE (BB H SR AL ST A B S EREVE S RARHY[E R T E 2 B
ZEFURENHRANER HEA  BEEETRBEE TR A o0
BIR PR > AT ATEET (design) BYE(RRIYIMERIMEGE - &
=R E HIEEFRENHEE R REBSER  FEFBRE
T B TEAELE LRERHEE > HEN AR (RS
(sintering ) ) » ZE 2 B |7 JE Y S 1 <2 & 7Y A X0 2 e == T 78 RV
RIE » R 12 & B 1 iR (3 & WY &2 R (R 2 0 FFHY (J. A. Anderson

et al. “Supported Metals in Catalysis” - Imperial college press) o

B7HE - 421 H(EHSRBHE)
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[0035] ZEJALL - AP B/ H% €8 R ARUEE N E R K
B A L/ ETER - (i aER B i HRE -
[0036] DI #ZEEEPE HARFENE -G A ESE
DAL EEYE R H AT -
[0037] &5 AEASHN —FE G F - gk e B S LB
BFRGEAATEELTIR  ARESTERSE LEHAELE
{EEYey A LE AR -
[0038] fEAFHAR—EHEF  pitkEeBLEeYTEEE—
CBAE BB - IR A~ B EEEE Rus Pt Pd-
Rh LR EMAVEE TRy 28 > AilSE — B EiEEE Sn - Fe -
*Re LR EMBVEGTHEE - IWH > AIAS —E&BHE &
BHIEHEEALUE 1:05~3 > IEREHIEMHE - EEHEREKAY
SHEECAHE - BhF - AHE R | S HAYATLSE — 8 > & A
JB S5 H EE/NBY 0.5 SEH B - & 11 ) ¥2 B2 ‘B At E( carboxylic acid group )
HY 5L Cactivation) > fifl # LUES HIREPRVEEZFM: - B KR 3
EHE > gilf 28l a b IER 2B R LY (metal-hydride) HY 4
PR R T 2 B A A A AR R A R A (bR E -
[0039] FEAZZIFHA—HHGIF - —CBNE B RS

M I HE B4 S R~ (metal crystallite size ) o] DLE 1nm ~

thd

>

}

it S <

ré“l_

20nm > 85 {E B Inm~ 15nm - tEBF > & 7 #4855 K ~F KB 20nm B >
HLUERSEEALER -
[0040] HEAFHN—EFHEF T > AriEkE o @fEEg — S

BE8E - 421 H(EHHRHE)
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(8i02) ~ & Ab#a (ALO; )~ & b$E (ZrOy)~ & Lk (TiO2)~
i (Carbon) DL EMEVHEFHIYIE » EEEHR (Carbon) - 5
— 5 > gl (Carbon) W ELFREEHJEMMR - RE - A% > A%
W% - HFErFLI% (ordered mesoporous carbon » OMC ) ~ IRZS 5K &
(CNT) PLREMEVHEE FHYE

[0041] 71 A 3% B 6y — B 3R] o - A5 Fiy 22 bjk 5 A o - Ay 2 e 69 LA
By 2nm~ 50nm By 7 FLAE 48 FL R AY R RE EE 0T LA 50% DA b o W (3 »
FE AU I bR KBS o B A BR BY 7 FLAE SR FL P Y AR EE BT LLE T0%EL ko
B (> AT R AR A o BT IR AT /LA AR AL P R BE R LE T DU
75%LL b o BERE > & AT AL FLEY RS RELEL /NI 50%0 - SLIEY) R EY)
FERE RS TR E R ARG EAME - B A FEARL
RIS S0nm By - GF (L E AR Y ERAE S9AV R > HIL - A Z &
:

[0042] fEASEHGN—FHREIF > gtk T GELLREE (BET)
f£ 100m?/g~1,500m?/g &g E 8y 75 M: i ( activated carbon ) 8 FEH#

AbR A ELFEEE R E R ( BET ) ££ 200m?/g~ 1,000m?/g i [E HY /& 1%

N

% ( activated carbon ) B > & Ay ik AU EE R E AR /N Y 100m?/g B
B DUCEEVE < 8 = oy R B R IR AY EE R EAE R 1,500m?/g B
GrREB| LAY SEE - NIt - BHZEE -

[0043] FEAZZIFRY—FHRGI P - Fi o # A8 b 7 B Ay
fLELSH 38 o] B & 38 & B B HY il fL ( micropore ) - EXEEHT > ff £L
(micropore ) £ FL P HYBGFALL 0 LLE 0~25%  FLIG - & A 20 i1

BE9E - 421 H(EHHRHE)
118758pif] 4|45
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FLEVRE R EE R By 25%0F » K HEW) K e W AL T s G T BY T s ) '8
EERGELEME - WIL > BHAZEaE -
[0044] fEAZEIHEY—FE G5 HE R 100 BE 4 HYAT LS
B8 LUE | EEM~20 EE - Bt > HER
100 EE(THYATALEAS AU — B2 E A LIE 1 EE (I~ 10
EE WE/IEEMD~TEED - HEH 100 EE (7Y F] 2L H
fe BRIMESEREE/NN 1 EENE > RERVELSEREE
R EBEEYAEEN SR TEN D Bk EX
R20EBEMNR  FEERENVEIEY - NS -
[0045] A 2% BH 69— B 360 o - At 2 &6 AL (B R AY P 29 K 2R (dso )
HLUE 3 Al ~50 DUE o &R BB /NG d B iy - (LA g
Mg RR - (T BB EAEFITR L > I H R YRy @ DL i 1E
BlfEAm#FAERA LHEBE  ERRZAGEE > £ENE
(medium ) FHY 3 BYEREAR > o] 2 & H & F (b SRR FEAR -
[0046] fEAZEARY—EEL B9 - Ak & A6 6 (b Ay 5 M & 8 T
i 3g ZJ By A (miscible phase ) o LB - Fl40 > & Al B 5 M 5
BEs (Ru) f1f% (Sn) B > AUZL Ru F1 Sn F 2 R ILHBIT > M
HI S R 2R R A -
[0047] #A Mt - BB HE EeBES LB LETHEENES
Y &H SRR VS 1 Z I F AL MH B B /2 (J.Mol.Catal A Chem 2015 >
410> 184) - NIt - BT HEMHEN B AN E N ESEFVELE
M - FEWECBELEANEESE LR8BI (bELEE T F—

FI0H - £k 21 HEEWHRHAE)
118758pif1 45
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< J88 RE B IR B & R DL AR B 2 B E (B ) (metal-hydride) HY{EM » 28
BRI S LBzt B (Lewis acid ) HY {E H DLRF #¢ £
( carbonyl group ) {L( polarize ) 74 1% » & J& F {E#/( metal-hydride )
o U B 2 6B fL By FiR B (carbonyl group ) Wi H ¥ (L R BF > (N IIE -
Fs 7 #kH (carbonyl group) HYSER - B & BEMMEAVE IMH
T NFREY - R o A SR B Y f (LA AE 49 12 At 1 &) 4H plo v B < B VS 1
M LUER 3 B e Y S8 o

[0048] T2k » fE A BHHY— B BB - Al S AL LY & R
JiE AT ELRE DL 20 BR ¢ AE A A AL B 85 O OR Y B B AR 45 2 TR SRR
LUk Rt (bR P aEsBteBERFSE -

[0049] FEAZHR—HHROF FiERRABITEEELS &R
(Hz)» — & ABiR(CO )» ZH AR ( CO2 )~ HHE( CHy )~ &R NH; )
s (H.S) MR EMIVEEFTHRE  WE/EASEREN
&R (Ha) o

[0050] FEAZFHN—FEHAF » Iz AR LA 1C/min~ 15T
/min B 28 & AETT > B M 5] DLBL 1°C /min~ 5°C /min Y 28 FE #E 17 -
R AR 2 /MRS 1°C/min BF > 2 2] 5 A2 7 A7 85 09 20 8 B
E & > RIL &R > & KR 15T /min B > BNER 785 098 R R 1+
TEIZU 45 BOR > AL - &0 Y R4S (sintering ) B -
[0051] fEAZ#HPFRI—HHROF @ fikERIEE SR ERARR
AFOHEEE - I H A 50 4E TR EY [F] B Bt 45 18 R RS > IR IE - B0 By AT

& £ R ( Fixed bed type ) ~ JR{ERF ( Fluidized bed type ) ~ #£ 8

FIUH > 21 HEVERE)

ik

\

118758pif1 fE&45
111103194 FERE A0202 1123085194-0
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FR= ( Moving bed type ) B¢ 7% & 75 =( ( static box type ) #YZE (kiln )~
fg (furnace) E(fZfE%S (reactor) AT
[0052] fr A —EHRAF - (LR AR BE T BFERAEN
HEBETUANNENTEMEENF LSBT LELH+E
s EBLEYNERYE  EE2RRENVHREE/INNEEUEE
IS B S (CEEH TR EB e EHEBECRE A
TR R R AR > A E AR N ES BN S ®
(alloy) > ifi /& 8¢ A fm AT ( segregation) - ifi H & 3% £ & BHYT H
(leaching out) > fE M AT 2 FHBIEZ & (design) HYEALH - 55
b EAFT O WEIRGEET » AR XM Lk B L&Yy bl
(ligand) % > At » KIERCR GEEIE LRI E -
[0053] # T2 AL A SFHN—FHEF F - gk S/ E(LE 6y E R
J A AT — B B FE LU 20 B ¢ R S HE 15 TR O Il ¥ A A < (b
BYVETER 2% - PRI AT FESS HY R & -
[0054] FEAZIHAT—EIROI P - o Or 55 0 A f2 JE 25 A9 R 52 o)
LLZ 200°C ~500°C > #5fEB 350°C ~450°C - JLHF - ATALA R > 1%
PRIF S FESS HY R R P BR i R se 8 o B |/ b (R HIRVE IR -
S— i > & AR FOREARFY 200°C B - ARt L R E S B
{EE?aIEcE (ligand ) B ARW S EMEBR - LRI IE - &
RIS S00CH > FINEEBRIEES (sintering) I -
[0055] FrAZEHAY—EIRGIF - Fiuk 52 e 25 89 R A fr 35 R &

HY B ] B BASE 30 97 g8 ~ 24 /N o BRI > & AR 28 B T U R PR

P12H - £k 21 HEEWHRWAE)
118758pif1 45
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From Ry - B B B RN 30 il SERE LB
LA A AR M E 7 - 3 3 - BIfEE 8 24 /NEF - ik JE
BN EBREFREICE  HIL - EEH EAF] -
[0056] frA&&BHAY—EWRBIH - m il & 5 B AL EALK T AR
DAEFHE - B > gl S EN KRR E i E - BEE fE B =il B
FEEERBEERE  WEHKE _ERKE ( dicarboxylic acid
group) ZEFE K _FEEREE (dialcohol group ) HE K EC K —
2/ (cyclohexane dicarboxylic acid » CHDA ) 3B I8 C 4= — H
2 ( cyclohexane dimethanol * CHDM) -
[0057] fr A3y — &G - BA Al 7 B B A By 52 BE 5 -
pl4n > AEFEEEH L " (oxalicacid) ~ N % (malonic acid) »
T~ (succinic acid) ~ & —f ( glutaric acid) ~ &= —f (adipic
acid )~ B 8 ( pimelic acid )~ 3% _fi£ ( suberic acid )~ I+ £ ( azelaic
acid ) ~ 32 % (sebacicacid) ~ A A _H & ( phthalic acid ) ~ [
— i (isophthalic acid )~ ¥} % — H § ( terephthalic acid )~ Hi fi§ ~
LW~ O~ B AR - AEEK - WA - A0 - RUEAS
Bz~ B - KBS - MO AR AH B R EMEVE G T HIA R
[0058] frAZEHMY—EHGIF A fe B WY R - G40

8

—V

A A B
3

B
2T B~ T
&

HCIEFEEEE HEE - NEE - IET B e~ 2-HH AT EE -
3-BHE TR ~ 22- " HEWE - 2 - 2- JCEE ~ 3-F A REE ~ 4-

HHEETREE ~ 2-Z B TS ~2,2- WA TR - 33-“HET
B~ B REMAVE S TEYE -

FI3H - 321 HEWHIE)

fﬁ‘?&
+FP
o=
e

i
e
>

118758pif1 fE&45
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[0059] fEAZHEN—EEHAIF BRI E f& B 69EEE - 50
AREEGNE - TEH - XEE - CfF - BCl - K48 RE Y
HE F IR RE o

[0060] AZHEVE — B 7 RE-—EHERC I - HiEE
( cyclohexane dimethanol » CHDM ) Ky /5% » H{E A SFHAYE —
Hh 7 VKBRS B S b ERE - BITRC K Rk
( cyclohexane dicarboxylic acid » CHDA ) WE (LK IE > DL BLIEIR
C iz —HE (cyclohexane dimethanol » CHDM ) «

[0061] HESEIARSFIRAYEE —Fhii 7 X EEM T VFHMHRE - E
e RIE A - WA HNE —F i 7 2 AV s 3N S [F 8 E A
e E = e

[0062] LAF » W ASIHMNE Fii 7 AT A ERC K H
FZ ( cyclohexane dimethanol » CHDM) By /5 A #E{TE4HER 08 -
[0063] {rAZHEMN—EEFIF - 5k S (LK T {E 200°C ~300
CHYRE TH#ELT 2 /N ~24 /NEF - W HERJJAE 50bar~ 150bar HYy
i [F] - g gyl CHDA By S b S HEJR E AE 200°C ~270°C # &
BE J74F 70bar~ 130bar #i [& - LG - & F7ZOURE KL 200C K - &
JEHR AR > MR BIZ CHDM &R » & KR 300 CHF » &3
ERIEV REDW 7 R EE R IE - 55— J5 - & /iR 77/t
50bar B - £ CHDA FY S AL HET » B K A 741 & B0V 2 B E
SR g & & K ERERFEEMB - AL H - BIE i sk Kk
JEBR K% 150bar » 1K F A fME R RAE S Y8R - I 5 480K

PUH - 221 HEEWHSRWAE)
118758pif1 45
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ERA] e B M o A AL S R BE BT BAE 200°C ~250°C 0 [ JE
EX 77 0] LLAE 80bar ~ 110bar #G [& - £ fE R ] 0] LUE 2 /INRg ~ 6 /N

[0064] fE A SFH —FEHHF > HEHAWRCO I _ HE

( cyclohexane dimethanol » CHDM ) By U 22 0] DL 70%LL | » @ (£
By 85%LL B > BEER 95%LE -

(00651 DATF » 35 A 4% BH B9 5 (9 4 17 S 4 2R B DB A SR s i g
ANBEGER - AW KBEWEHER S ZEAGBERE - ARP
1 I 50 R B & i p) -

BEM. REILEIRTRERY S

[0066] f& {c %l A B8 #& 1 7 & = /& /A ( incipient-wetness
impregnation ) & Ru ~ Sn /& &R ELAG M Bk - FEr{EEY

(RuCl3+3H,0) 17 {E &%) (SnCl,+2H,0) E B W /A BB &K Z
& > 1L #F ez B R EIREE D (drop-wise ) F bk & A2 Y BBy - (£ A b &5

( mortar ) FOHF#&E (pestle) MW T RE (HLIRE ( co-
impregnation ) ) {F Fif 2t 88 & 14 < B o - B 7Y 100 BB E AV R EAS
RuHVEHHER S EHE > Sn WEFHEH RuAyMHE - 2% > ££ 100
CHYFZERIE T E B Sy SR 1T 12 /NFRY 28R - (e ifn B S H b
FAE#A Ru-Sn 2By ECEIATRE -

BHA 1. BB ERE (£/H 5% Ha)

[0067] 1% mij 7t &4 2 51 o B4 3E Hi A9 {8 (b B Al A8 A5 B 2 IR = e 28

(Fixed bed reactor) F1#EfT [ EF - BREXEH AN LE#BLE
R IESS ~ AR SRS E RS0 E #4258 (reactor heater ) DA

BISH > £k 21 HEEWHRWAE)
118758pif1 45
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FERANRHFEGREBENRENEZREEHE (Mass flow controller
MFC) RERE - fEALBIBYE R A0 N A #EST © R A PID #4188
( PID-controller )i £ 74 #2 = & 5 i T 0R 22 B 12 22 JF R & 7Y [F s -
SIAE R RS EEEFORE » TR -t - B F R
T 5% EE (HE FH# > N, balance) > 3l A LA 5°C /min §Y 2 E I
R ISOCHYEFIRE 1% (REFRE 3 /NF - LB F B F - 38
EiFRP B AGER N EEMCE SN EGCE AR SRNR
£ (flowrate) (F/W : Hy-ml/min.g-Cat.) & {45 - AR AT & AHY &
REVEEE RN TER 1 F o DI AER (F/W: 20ml-Ny/min.g-Cat. )
Ay 7 A e E R AV R R 2 al 220/ - WHAAEZERT » P5IA
3% A R/EFIESAEE (F/W : 20ml/min.g-Cat.) 2 /NEF Y 5 =
il fE B 70 3 7T S ML -
BiE6 2. EAERBIRONER (£/H 100%H Ha)
[0068] [T M 100%HY 40 S 2K 5S%HY & R AF B & R J A DL
Ab > & LA AR R 1 M R AY 7 A B AR AT RS T E R -
BHA 3. RAMEBNER (EEAABERER 100%H
H2)
(00691 P T M 100%89 40 S 5K S%HY & R A R E R mA i
HAETEA R B R a5 DUoh - FEh i g mafl 1 HE/Y
EHELE A RETER -
(00701 A& » & A A 2 2 85 ) b 008 Ay BB AT R L 5°C
/min BYEEFARE 350CU T T 3 NFHER - g - LEF

BI6H - £k 21 HEEWHRHAE)
118758pif1 45
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BT EATHLPER (970 738 ) FHEMAE > AL RFFLE
DB TR R ECR o L5l AFESR (F/W : 20ml-Ny/min.g-Cat. ) HYJ5
TiF 58 B TR BV (A2 Al 22 =068 > W0 HAE=JR T 0 BLSIA 3%HY
FoR/ESRCR TR AE (F/W 1 20ml/min.g-Cat. ) 2 /NRFAY J7 20 B R 2L
LA Tk -
EEE A 1. LRI RRNER (£H 100%H) N2)

[0071] Fx T M 100%HV4EE (No) KB SRAVE RN B E
SRAZ LS - RSB AT AL E FE G | M E Ry S A H AL E A AR AT 2

Sm

/.

wi

EEE Al 2. ALBIAIRAVEIR (£ 100%HY N2/100%Hy H»)
[0072] i AF Ay it 4 25 9 v B35 R AV (R BIRTAB DL 5°C /min HY 2K
A RE 350CI#ET 7 3 /NG ER - It - FEFBEF - 1F
TR B RREMARE  WHEET 350C 2% BRESRBE R
45 180 43 4% - DLE| A G5 (F/W=0.05g-Cat.min/ml) &Y 75 =t & 5=

R Ry B 2 A 220 W HAEZDR T 0 BLSIA 3%HY &R/ E

—F

FEGEE (FRE : F/W=0.05g-Cat.min/ml) 2 /NEF &Y J5 = ¥ Ai i
e b 7 3 7 $E AL

EEP. MOl ¥ % (cyclohexane dicarboxylic acid >
CHDA) &R EE(LE
[0073] #E1E B %M 8 (dicarboxylic acid) HYEBCIE
# M (cyclohexanedicarboxlyic acid » CHDA) W E(ER IE - #A1T T

IO ZHEE (cyclohexane dimethanol » CHDM ) Wy ZliEHEs - A

BITH » £k 21 HEEWHRHAE)
118758pif1 45
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2 HEAE B KR fEBR 17 % 100bar B9 Bz M4 69 #R $k 1 £5 8 ( titanium-
lined stainless ) #7#HHY [ §X =\ JEES ( batch reactor) fH#E{T o L)
3.75:1 WWE BLE A f S £ AE Ry R ) ey CHDA F04£ B 4 & i
{5 A0 B B B 7 o i) 22 TR T R Y B < B S AR B A > W0 IH T 2R E K
TE Ry R BT - Mol - R E B R B BIRI BB E & 1.6wt% -
Z1& > R ESRINEE £ 90bar #Y fZ MEER 77 2 1% - 78 b &R UM 25 i 5T
[ e g5 e &R BE (leak ) Z 1R IBBR LR (purge ) DLAPRIJEES
NEREYFTA FR o &b S HE DU s B HE 25 1Y PN B 0 28 2 S e
M (230C ) Z1& - MBI RFF @SR A BIRY S EEE T) (90bar) -
A TR E LB 45 (overhead stirrer ) > i K R & ¥ LL 1000rpm
B 6 NEFHY VT - B EAIEL (Metal filter) #H A [H &
JERF IRy E V) AT ER 1R (sampling) > ALFEE A N,O-% (= H AW
& ) =& SR (N,O0-Bis(trimethylsilyl)trifluoroacetamide >
BSTFA ) #1TH £k (silylation ) Z1& > FH B i HP-1 @ahtt (%
i > Agilent) HYSEAMH G343 (DS-SCIENCE &) ) ¥ EY) & # ok
FIEDEEST T ot » HEFORE 1B 2 LR TR 14 -

BI8H - £k 21 HEEWHRHAE)
118758pif1 45
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[% 1]
Tom A
Hd F/WY FRFW | NEGRA | (REPREEEHHRY | Sn/Ru | CHDM
il (mL/min. | (mL/min.g- = ARAE R | deE
g-Cat. ) Cat.) ( mmol- ( mmol-Hy/g-Cat. ) Eh (%)
Ha/g-Cat. )
] 1 20 1 14.4 7.4 1.02 86
] 2 20 20 57.5 148 1.04 86
a3 20 20 575 0 1.10 72
FLim ] 1 20 0 0 0 0.42 0.8
L] 2 20 20 0 1478 0.86 26

a) F/W: #EUEENELEAENREEMKE (nl/min.g-Cat.)

[0074] MRBAREHE ANERABVES - e FEHEEF
TEHY T EUE ~ &5 b ROT LR B B B8 ME < B HY 4R B Y (& 51
[0075] Ef8i - B 1 ;mth THRESIA T ERAVELE (Fi
B 1~FWEH 3) # STEM-EDX ( Energy Dispersive X-Ray
spectroscopy * HEE AT X HF&GOUEE# ) WA (mapping) 73 #74E
oo kBT E B (Electron image) FEIZE TG EHI R & Snm
LIN > JEME#E &%) (active component ) 3 & | oy fiifE ik & e | -
Ao Bt 1 FoR it T iE EDX B ( EDX-mapping ) &5 5 57 #f7
15t B A% B0 ME Az B Cactive site ) #Y Sn/Ru Jf F-Eb (atomic ratio )e
H DAHERY Sn/Ru BARTIE A BT B AH Ll > i H =] DU RS 2 B8 R 5 3%
BUSH T EER -

(00761 54 [ 2 /it T FAREFSIA T SRR AL (EhEf) 1

BI9H - £k 21 HEEWHRHAE)
118758pif1 45
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FOEC @ 2 )89 STEM-EDX( Energy Dispersive X-Ray spectroscopy )
W4t (mapping) 3 M7 4R - (€& T B (Electron image) H#E
FNEBFHH SR T 10nm DL EATEE 8 (agglomerate) > i A
fe s iR B M LLEr & £ (Ru-dominant ) » 1 % BB 3 4 1 A 77 B
( phase segregation) o fL{¢ EDX Miff ( EDX-mapping) &5 77
P&t HY Sn/Ru EE @I » Sn WYEL I » AL AT &I - RAEH IEE%E

(design) Bl H (LA -

[0077) #%1% - 7F b3k 1 % H CHDM UL Rt 7 A [E # LAl
BIRGHE TR R AEMELTEE Cactivity ) e BRI AT &
RAVEALEIRBTEH T 70%L L8y = CHDM W% » fHR L > FRES
AT EANELE AIREE T CHDM YE - e B R LEL
A O M BLE plE ME e B Y @ E LB HY Sn/Ru FIHE %0 2 B fEHY
[AREMNELL - BEARBFER T ER/NELELZ AR SNER
RfE TR R4 T BUR - 1€ 24 T UEME LB Cactive site) HY 7y
i (segregation) 1 Sn <:J@HY LA - AE %0 i R0 TR ES FT L 45 0V 2
FABEEEENY TP EESBNN R SHEESESB
AN ERBEEEFERNFE  FHIL - £ CHDA B{LKJEF

FAERERLEINEENEZRE -

(0078] DLl SRER - WECREEHY - HAZHET 7
A S5 BH - {H A 2% B AV L g BB Y #E B A TR Y 12 L8 B =0 E e ] -
it TR AN B IR Y A i B AR E B A - R AT 2 TE B 1) 2 [ i E Y
M5 o DRI DG > A 5% BH 6 % i LA A R ) o (B E P 3 B FR o B R A

20K - 321 HEHEHHE)

FFFF

[

118758pif1 fE&45
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B oK kg - G H B 2 55 (] B Ry i B N Y R il SRR E o R R
JB 7 A 3% BH A R R i

EEE LD

[0079]

P21H - £k 21 HEEWHRHAE)
118758pif1 45
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112464308 #HEXR

[ 55BH H a5 B A5 E )

[s5°kH1] —EEsEa @B ERLZ K> gFEUT

A B
A fEss PHEAERE FEREE S BLsYIVE LB R
VY4
T 6 R M [ FE 25 AR Y [F B (L 45 B R RAS - DA Rl (L A
il EeEeB e ETEE -
Heoppi AR E R RABNREERNNNENEGEHIER
WRIZLEEE e E e S B(LemEEE -
[FEokTH2) WEHBEKHE |z EsBS(LELERNER T A &
f s
RSB teEasE—oBNE &8
FilE— & BaKEREE Ru- Pt~ Pd~ Rh LR EMEYLHE T HY
Aiatss B EiESEE Sn- Fe~ Ga~Re LR EMBVHEFH
(kT3] W RH 2 s EsBS (BRI ER T A &
f s
FIsE — B pI A sE Ry S HEE R 1:0.5~3 -
FEOKTHAY WIFEOKIH | il 2 ¥ B S b EALBeEF % K
Eeg

FiiEk RS AR EH S W (Si02) -~ f({bdn (ALOs) ~ &
{B#& (ZrO,)~ & {bgk (TiO,) ~ % ( Carbon) DL R EMAV4H & F
1y E

S - 4t 4 B (4 R S A )

118758pif2_fHEH|4%
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[ERTHS) WERHE 4t > EeBEBIERNERT A H
1:[:1 )

Azt ( Carbon) HIFEEEE EMEMR - kB ~ A% - GEH A
%1 #LE% ( Ordered Mesoporous Carbon > OMC ) ~ B %5k % ( CNT)
LR EMBvHEE FIYE

[5KTH6) WEERMHE 1 it > e BEABILMERT A H
1:[:1 )

HE 100 BEHIVETME R - A1
5 ~20 EEA -

[ERTH7) WEFEKRHE 1t > Ee B LBIERNERT A H
1:[:1 )

(ETBHEER 1 H

%
il

gt F 2B LA 1°C /min~ 15°C /min BY 28 f§ #E 1T -
[FEokmH8) WEE KM | iz B E(LBEIERNVER TA &
f s

A7l 72 R & 2 R 2. ( Fixed bed type ) ~ Jit (LR ( Fluidized

bed type) ~ B #KZ (Moving bed type ) E(FFREFE U (static box
type) HYZE (kiln) -~ fi§ (furnace) E(K JEHS (reactor) HHHETT
[FEkTH9) W KHE | iz EsBS (LB ER T A &
f s

MEFRREEFEEES SR (H)» —& bk (CO)~ “&H AL
ik (CO2)~ Bl (CHy)~ &R (NH3) ~ FifbE (HaS) DLERE MY
HEPHRE -
[EESKIH10) 5K | pruli 2 8 /@ SAL B RBIEEF )7 7%
Hd

B2H - 4 HEEHHEREEFEE)
118758pif2_fEEl4s
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(B LECENER T ZE-TEEBLTIERE

FE R e TR M ATt S L SV ETE R Z1& - R
Al 71 £ € 28 B O & -
[EESKIE11] q0E8°KIE 10 frat 2 ¢ B S b (R E R A
Ho o

e DR 357 HY FIT 2 52 25 BY Ol & Ry 200°C ~500C -
[EFoKIH12] #0E83KIH 10 Ayt 2 % 5 & @b bRy & R )7 7%
Ho o

Al 71 B2 I 2 B 51 Okt R0 OR 357 O 2 Y B ] Ry 30 07 38 ~ 24 /NE -
[EE5KIH13) 058 5KIH 1 fral 2 % & S (b B ARy &2 R 7 7% -
Hp o

A A (B A SR IE -

%

[EE5KIH14] dEE°KE 3t 2B (bR ER A
H o

i 2 b B e i 2 8k B - BB E R E R E Bt HE R IR
ERH -
[EE5KIH1S) AEEKE 3t 2B (bR ER A
Ho o

Al S L FERE 32 % E e E (dicarboxylic acid group ) #=
B B E A E (dialcohol group ) °
[EokiH1e] —HEEUSIR O _HERE A Hf o
(FHEMRGERE 1 e E T LB ER 7 AmiE
EtWE B S LELE » ETERE K & K ( cyclohexane

B3H - L4 HEEHHEREEFEE)
118758pif2_fEEl4s
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dicarboxylic acid » CHDA ) W R (L& E » DLBEE C e — B iF
( cyclohexane dimethanol » CHDM ) -
[FE°KIH17] WEEKIH 16 prit 2 BiS R Ol “HERRY 5% » K
EFI )

HUOEHAVIE e~ HE (cyclohexane dimethanol » CHDM ) HY

U By 70% DL [ -

BFAH - 4 HEHHEEHEFEE)
118758pif2_fEEl4s
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20

i

[ 558

STEMTE 1 [ 1% EDX B 5 [ 1% Sn EDX B 5 [ 1% Ru

(& 1]

3 1H - £ 2HEED
111103194 FREHESE A0101 1112004669-0
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STEM 1~ Fl {% EDXH 5 Bl {%Sn EDXH 5 {2 Ru

e 1

(& 2]

5 28 3t 2
111103194 B AOL0L 1112004669-0
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