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TR RR . EPFIMEIRAEER S, R — B BIRE] . I, ASCHI T 8 R AT X 7 AW R 45 15 B T HEAT A o

REEE: Pd IR BB IR AR AT B ERE

1 N4

WEPTARNELT R 2 RBHAFRBEERILFRRILRRBEETRE C4-Co 5 C4-C8 45
BRI R LRV, PP AR EEE RRZ RAF RS ERREG YN, 1M AR SR I 464 8
TR LA e R A AMCR AR & R RAEAE, REEGR Lhd B ARA A, A IR 58 75 28 1 R R ANME LE AL
i, FHCEATERR A B, HrEEL RO, SN, B, kRO, O
FHFOR A 21 H Ak Sl 2R o 2 4k 231,

VAW RART B AR Mol BRI ER =, AE R B M be 2 B ATl B A 7 28, 53— 5 TV R
W B FLBREE K 3B SR LT AT A e B ks 45 L3 RAR B VB R A Dy 3 e R R, [ B PR Y 4 Sy Wi B
PR B N 22—, AR b PR K v ) < S A ), m R B s R Y R AR S, BRitb
b, VEMAAR A RIRROBERETERE, B R MR, e AUFEAR O, G ARET. BRI 2814, Xk
PO HATRE SRR M RE, 2 F TR GO, RAEHSE @ SR (B2 bk S A ARAAT A B % v A 4
I ERRF I R IF B R, T R TR R JRAE T E B4 S BT R DR A G Y AR 3R o
WA 93 % LA 1021, BRI R 4L i R 4 A BT B i ik 16 %1331, FRATTSZ 8 e S ef B 2 Joe v s Bt
TIAEL 77 1) 8 Al o DT T AR 1 v i H S Sk FR) B R 8 23 K VB I v SR AR A 15 B T, P38 SR 5 AR 9 Fe A B4,
PR b e PR 2R e v SRR A B T B DRI SRR & B T AN i 1 T A RR IR K AR R %, By
KT HWAAR R R SE bR AN . H RTRR SRVE I FA L & S A IS R BRMRERS) BRFEREROL
DR FRAREDS), 53 & R M AL B ARVEDRO), b B A VB VE IR M S R B SE I TR . A e PEAR s IRUATR %
FEVERA G e 2 i Db s By, ANFIT IR TRBEMRVE T ReAF EE B A T IR 5 B 48 TR M se 5 ] e, 3
U= AR H T B 508 0 T FURR B AR AN 53 s AL PR R 41, O T RS B AN I L TRUATR
NGB, wT AR B4 JE T BN ISR R R B R AR (e ) Pd N Fe R
Cw), [FIRZEEEARER (. —5AA0ED DUE TR 2 AR . BRI & M2 GFRR . RON SR AR A
Tt 5 T e P PR A K S I R A 5 6 A BT 7 - B R AIG . R R I, TR A BT BRI A R B
Pk oy EE,

LI, T T B A O A SR A 2 B T B A AL ), Horh P )R I B A,
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LA Pd 42 )& 5 H e 4 @ IO IC & A E AR A6 OGS FH o ZE A T 7 h 3RAT TR A — S A6 B ( ZrO2) #1431 MCM-
41 WFPEAR, S RITER R EA L SRR S B S EARE NS A SR, Il ) R A7),
IR AL S B S AR R Ik R 1 e R A NP b il 2 1 AL Bk — S L (200, &
FHiHS (SEM) MEIAPREE R IR G RHEEEH & T 4 MR (Pds/ZrOs. (Pd;-
Cup) 5/ZrOs (Pdi-Cuy) 5/ZrOs (Pdr-Cup) 5/ZrO); HIRLL MCM-41 431 Agkdk, SRR UL %]
%7 4 17 (PdssMCM-41. (Pd;-Cup) s/MCM-41. (Pd;-Cup) s/MCM-41. (Pd>-Cu;) s/MCM-41); £
FLR A S SR T A (BET). X HHRATHML (XRD) HIHLIEHAE & 2 80 iR R SHGHEX (ICP) FAIE, &
PX 8 T AL & D, 51808 Pd BILLRBURRAEAE, Pd Al Cu (SEPRFEEY 5 HR 7 BAl
[l FIFX 8 R Al FAIREME DS 2 T HHRA B Je 48 B, FEREMR SRR, ASIR] AR AL 7R 0 6 22 T AR WY e 448
EETRE T AR BB, ER R EUATI AR 428 Pd F Cu BEZREEA 1:1 1 (Pdi-Cup) /X (X
N ZrO, B MCM-41) HEALFIBEME AR T, Hd (Pdi-Cu) s/ZrOy AL T35 T4 B I IS,
N 248, BEAEFEINT389 % .

2 EWTTIE

2.1 K

DA VR AA Bk R AR A S A A X, oK SR R AT AE XA R R s A F], HP-
2MGL # R B =3 G R A, ARG B R i R A R AR, TR R B A2 1
I R KEWIRIE B 22 s R A F, SR B B T IR A IR A ], R R
Bozp WA AF, RAREREE LR HEARGRA R, SACHERIE B 2 5 R AR AR,
TR B R R, BRI B R BT A 3R 5 CuCly2H,0 SRIW B 220 75 4027 k)
ABRATE], LI s Be i R B 221 & AR A =], AR I B R T R AR, 2
TR E EEE AR AR RA T, 4TI MCM-41 04 B bRt bR A RR A BRA R, K BN
SR [ T T KA R0, SR I B i 5 e R BR A A, LR R RN E SRE R
FrAEMABR AT, F R AR T AR AR, BRI E RER WA, WMRERE HIL
P =)

2.2 VR RAR B ARG BT )

B2 kglt)P% 22 T RA R Kb 560 % i) LRl CRRREEA1:5) IREHIMN)E, Bill—®). SRJE1ES0 C
A EEENA6 h, AHI A SRS FUEA L RIE BRI, &R IRE AL E R R, ERECE IR 4
¥ =IRG85, B2 B LRG0 EIFR R RE S B R, AR IR R LR, BRI

K bF i) HP-2MGL W IR B P BN T 10k 7, FZTRKBE B T0mE vk, 5565 BFE. BRI SEH
KW, Pes A TFI AR IR B A4, AR5 FH60 % S BE HEAT MWL, 13304 2Pk mHRAM Je 4 & BT, IR G B
H9.5.

2.3 Pd/ZrO, Fl (Pd-Cu) /ZrO, AL il 2%

Pd-Cw/ZrOy AT 7 AW, 5EH] & H ik A0, A5 RAIEE K Pd 1 Cu fEk
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F| zr0, Lk, #il% Pd/ZrO, 1 Pd-Cu/ZrO;.

2.3.1 ik 7r0, Hihil#

TARELETR — /K &% 3.8 g» MR FGKIEMIL K 2 mol/L RIERI/KIEW, #H. HEFFRIL 3.4 g ZrCly,
FOIEMET 50 mL FFEE, KR K SWKE BRI LE RIS ZeCL R BRE R, BB S
min JGEFE 2 h, FEZEHKER S FEE. 4500 r/min 20 7 min, FHKF R AEVREIUE =K, T 55 CTHt
TR, HRERE. BERE NS ARO3 INES T, 7£ 380 C (2 C/min [FHRHE
) FMRFE 12h, REAHE R . HF AR S RS, 7690 CREN T 3h, BIEE Zr0,.
ZrO, Wil EE, w1 s,

1 Zr02 AR HIE E
Fig. 1 Preparation diagram of support ZrO,

2.3.2 PA/ZrO, AT %

K HESE R Pd 5133 2r0, 34k E.0.0895 gPdCL 180 ‘C 10mL3.2moL/L ] HCI ¥%#,
35] PACL H) HCl ¥ # 1 gZrOy 5 15mL MHIZRBKIE MR, BHRMA PACL HRER, HWE
¥J21JG, H 3.2 moL/L NaOH ¥H PH HZEATE 9 47, BRML 1 hy 3Ly 2)in s mL R, #iiH
30 min fFEJFE TR Sy, SRS HIIERY A AR K B R E DR 1 Cr, JEYHE 110 C N R T, B153
Pd/ZrO, AT (Pdwt%=5wt% ).

2.3.3 Pd-Cu/ZrO, f#ALFIHIHI %

TR BT (PdeCuy) 5/ZrO, (x Fl y AHl&EMELFIN RN Pd 5 Cu BIEE/REE: 54
Pd-Cu W& & 7 SR 2 A 25, B S wivo) HIMI& R W& 2 fros: EMFREL 0.0561 g PACL 4
B SmL 3.2 moL/LHCI 1, F 80 C R/KIBHEME, AHEZREIMA 0.0540 g CuCl-2H,0, 7o/ kAT
B & R AT IR R 1.000 g ZrO, BINKERH, IIN 25 mL Z808/K, BiHE85], 3t b 18 n &8
ARV, BN 0.05 g 28 Z IR Ll , ol 2445 4% 30 min: LA NaBHg J9id J5 70000 4 @ M) g AT 38 S,
W 2-3mL 0.35 moL/L ff] NaBHy, $it#E 15 min, #5757, BEEH 3.2 moL/L ) NaOH Z:& VW)
PH fHTE9 /24, Hidk 1h JEEE—K; Mikkr % L2E, HAM BRI ETEwH L Cr, 53
JEUEE THAE T 60 C Mt 120, EIFERE] T (Pd)-Cuy) 5/ZrOs.

A n (PD: n (Cw) =1:1 ML, By (Pdi-Cup) /ZrOx; 24 n (Pd): n (Cuw) =12 [, N
A PdCL, 0.0408 g« CuClL-2H,00.0786 g; 4 n (Pd): n (Cu) =2:1 i, HIA PdCl 0.0689 g. CuCl-2H,0
0.0332 g
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]
NaoHER \‘
— — J : - [5‘720
= = == =gl =
Sy (Pd,-Cu,)/ZxO,
PH=9

[& 2 (Pdx-Cuy)s/ZrO, W FIRIHI & &
Fig. 2 Preparation diagram of (Pdx-Cu,)s/ZrO; catalyst

2.4 PA/MCM-41 F1 (Pd-Cu) /MCM-41 fEALTIFI 1 &
2.4.1 PA/IMCM-41 f#4k551) (¥ il %

TERIFRIL 1.000 gMCM-41 ¥T 25mL £ —fgrh, BA Th r#us), 55 MCM-41 [ B
Wi 1\ 250 mL RSN 0.0895 g PACL . 0.240 g #75BRANAT 50 mL £ W%, =& F#i#HHE 1 h,
LRI MCM-41 1) & B BOBGZ R M 2P BRI S, 85 M 5 wit% KOH 14—
FEliss a3 PH EN 10 /24, EiE FHEIHEFE 30 min, ZJ5 160 CAEEREIA 6 h, 485 .0 3RBITEY),
28 FAK 2 IRPIE DT, FAE 50 CRES T 240, EIEEIT Pdy/MCM-41 (54 Pd ST
JREE AL B S wt%).

2.4.2 (Pd-Cu) IMCM-41 AL ] 5%

TR AN G J@ TR (Pdx-Cuy) ssMCM-41 (x 1y Nfl&MEAFIRRME Pd 5 Cu BIBEE/RLL;
54 Pd-Cu M &)@ 5 F T 250 B Swive) MIfladf2aE 3 frs: HERFREL 1.000 g MCM-
41 T 25 mL S EE, HAE 1 h E5H0Y5, 58 MCM-41 14 RS BOG: 19 250 mL P RGeHi
BIAN 0.0561 g PACL. 0.0540g CuCh-2H,0+ 0.240 g A7 RN S0 mL L%, =R ML I8iHE 1 h, 4%:
PR MCM-41 1 4 B A BO0E N 2P B R SV, A5 5 wi% KOH [ 2 i
WA PH MHRN 10 A4, =B N5 30 min, 25 160 CAEERIN 6 h, L3 ET0EY, M
LETRZ IRGBUUEY, JHE 50 CTFHEZETH 240, SR T (Pdi-Cup) sMCM-41 .

L&A n (Pd): n (Cw) =1:1 WS FE, BI2A (Pdi-Cup) /MCM-41; 4 n (Pd): n (Cu) =12 i,
A PdCl 0.0408 g« CuClh-2H,00.0786g; %4 n (Pd): n (Cu) =2:1 if, JIA PdCl 0.0689 g« CuCl-2H20
0.0332 g,
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3 (Pdx-Cuy)s/MCM-41 4L FIH0%HI%& &
Fig. 3 Preparation diagram of (Pdx-Cuy)ssMCM-41 catalyst

2.5 FRIUE
2.5.1 XRD MiX 7 ik

X SHERATE AT 3 AT R A RE T B O AR B SE R . AR SO H AP 2420 5] ) Rigaku smartlab9 7 X
SHEATIMY, WBEASHEIE A Cu Kas TAEHEAN 40 kV. BN 150 mA, 7E 20= 5-90° (10 N X6k K
FE S AT 20 Al

2.5.2 BET MK 7 ik

FFEE I 0.1 0.2 g FEALFIAE MR A, HATNERMSE: HEFEMKTRE. 4. 120 C,

E=Z, 6h. TERAT AR T EMEAF LRI, JLEMALER.
2.5.3 ICP MK 7 ik
R JRRE A S5 B AR R O s ml I s AL A R e R S bR ks, A S O R ICP-OES

725ES, RF RN 1.20kw, ZEEFAME. MBARMENSMASRES N 150 /min .« 1.50 L/min Al
0.75 L/min, B30 3 K. FEAC HIRIEIRAI S RERE M, SRaH3E1T ICP-AES k.

2.5.4 SEM MK 7 %

FI H B T DL BRI SR AR S0 AR R T T30 S e AR AE, S A ol R 5 A5 B e
L HhE S, JRAETNR, A B AONE B HY N 5.00kV, Y6 EGEE AR, T/ERR B WD O~ 10.2mm,
PAFRALE A 30000 50000x. 60000x+ F1 100000x; HEATHH: .

2.5. 4 AT X5 E ot An s &% T 89 IR

HERRFREL 0.1000 g M2 VEM AN 2 46 & 51 CPYREREEE 9.5) # T 10 mL 60 %1 ZEE3 it , s
{EHVERRTE 5y, 17 10 mL [ 28 H 8 N6 & B 7 1) LB VAT 0.0500 g FOMEALT], ARG TRl N
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S, FREN H 538 Ny Hit, 7EREEZ 140 'C. ESJE7) 4 MPa, 5644 500 r/min 19514
T R 3he FFISIIRA EI 250 43 8 M AL TR B ARV, U0 A VIR 1) T35 R JEE R 47 4 PR 1 A B A R,
BRI~ (1D F(2) T,

PR = PRERTTRIREGE - BMSTFYREE | BEFHIREE X100% (1D

2.5.5 XZEr B AL TFHRE M Tk

QPIVII:S Jiie- o732l i AN

DAFEE NP BB 25 mL BUERE 600 ug/mL )L & B, MAHECT. 20 3. 4, S5mL T 5mL
BEMT, AR, MRS LA F RN 25 108 1204 240, 360, 480, 600 ug/mL. 43
FEREYERE PN R EE LR 5 I BEVAT 1 mLy % 4 % HCl F1 0.5 % & SR B S mL, 30 CF
#E 30 min, #ESMERAEE G 500 nm), f3H BRI B, I REUR /DN R EL ] LR R
B E—ROG A2

RN AR RS, BILARREKRE y (ugmL)5HOLE A KRR N: y=0.0004x-0.001,
ME 4 TTUUES], HLPEEE 100-600 ug/mL, ZE7E% & R2=0.9976.

(2) L3R R IRUR P B HlT 25 (1 2

i 1 mL HEEFE /MM 6.000mg JLRER, FHZRERT 50mL FEMH, 5 8LKERIR (0.413
umol/mL), MEHEH 4> HIEL 0.5 1.25. 2.5, 3.75. SmL &, HHIZRERT 10mL FEMF, BEK
IR LR TR IR IR FE Sy 3124 0.0207 0.0516+ 0.1033. 0.1549. 0.2065 umol/mL. 435I 7861 H
ANFIRER LA R CBRIET | mL. & 4 % HCl f1 0.5 % FHEEEN LRI S mL, #ER%H%5), 20 C R
B 5min, FEFMEROCE K 500n0m), i ZBREREE A, HRIURD ZRIEL 6] LA R BRIk
JEE— R ' P A it 2k

0.25
¥=0. 0004x-0. 001

R?=0. 9976 /

e

—

52
T

[}

absorbance (A)
o
=
]

0.05 F

0. 00 . ] . ] . ]
0 200 400 600
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4 LEER REHRERLZ

Fig. 4 Standard curve of catechin mass concentration
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R*=0. 9999 n
L2

—
(=}
T

<
(o]
T
]

a

absorbance (A)
o
o

=
S
T

[\

0.0 " 1 M 1 " 1 " 1
0.00 0.05 0.10 0.15 0.20

Amount-of-substance concentration (umol/mL)

5 JLEREBRIRE AR ERZE

Fig. 5 Standard curve of catechin molar concentration

F /N eV E R [, 1545 4 37 BE AR yCumol/mL) 5WOGEE A (95 R N : y=6.1111x+0.0156,
M s TR R, HHETEREAN 0.0207-0.2065 umol/mL, £k & R2=0.9999.

B R e G B P8 R FE I

0.0200 g FEFIF T/ RFEEERSE 5 mL FEMPENEER, WHL 1 mL BERFRXH HEEFRRE R S
mL FEMA: BHC 1 mL FRE S R R R, R A B — 2 BRVE DI E RE S OGRS, AR LS R
IR AR E IR E A S R T R S 1 mL BRAH SR T 10mL A&, AHEC T mL FHK
HZBMBEE SmL FEMA, HAPHR ImL BT 10mL BGIREF, %) L7 EE R FE ARk i 28 v 00
WG REAE, AR LS 3 BERIR FEARHE i 2207 R H S48 & 0 I BE R =, LA () tHE 4R ST I 73

HX A
xE o

PG DP=m/MXn.....ccoooeeiiiinn, (2
Het m: FERTHRE, ug: n: FERTHIYEE, umol; M: B JLASER AR 7 T & .
3 E&R5®
3.1 )P AT AR B 53 #

3. 11 ARALT 69 25 My fe ki AT

MAEM G (SEM) Xl % 1 ZrOy BAKEAT ZHRALW) . 20, AR WA 6 () - (D) i,
U BB T ) 46 1R ZeO BAAR R TALRE RT3+ aftuiihn . 1 HAR T 238K, AR T i eeE; 1
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AR ZrO, FAk b 2 52

6 Zt02 #9 SEM Elt% (a) - (d)
Fig. 6 SEM images (a)-(d) of ZrO,

FIF BET 43 5% W Fft 4504 ( ZrOo« MCM-41) LA R3804 73 73 67380 4 e I 1) )\ i A 700 5 A0 5 43 A
o, J\URMHEALTRII N WRJBL B SR 2 in ] 7 B . A4 TUPAC (43 2K5K%E, Kib/2L ZrOy NEUAIINY
LT (B 7a), IE2LL MCM-41 NERM PR (B 70, BEAT3)E T35 IV A FUARH W
SRR, MESITE 0.4-1.0 Z (A, P IR ISR, X BN RIS R, TR Pd Al Fe
UKL 43 590 F7 A R A o I B AT B R R SRR LR 1 3, R A R A R A FL AR, H
TP RE ST TP 8 PRI EARI LR TR, FLERILARENE LK 1. ANRF LR H: Zr0, #iEN
ELREA ., JLEFAFLAE N 268 mYg  0.21 cm3/g F1 4.06 nm; Pds/ZrO2 IR . FLAEFFIFLE N 103
m%g. 0.12 cm¥g 1 4.52 nm; ZrO, #HiAFE T Pd. Cu W& &5 AT LR AR AL AL R, =
FLEEFT BT, XA 5 4 BURLE N BB ARFLIE NS, B 4 4 UKL AT R DUBE AL IR T A AL
BN, MCM-41 LRI JLEFAFLE N 968 m2/g. 0.95 cm?/g M1 3.94nm; Pds/MCM-41 i ELR T
R, FLBERRAIFLAE N 163 m2/g. 0.57 cm3/g F1 13.90 nm; MCM-41 #H &% 7 Pd M Cu W&J@E, H#E
AR FLA BT B, ARFLAR TR, T DR A BB 348 0 4 B WURLIE N L P9 17T 5 — 30 94 8 SR ZE FL 3R THT TR
SEELAESE . RILTR, itk Zr0, BARIERE MCM-41 ik, EHAFKT Pd Al Cu &EEHHEILT
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(Pdi-Cup) 5/ZrO,> (Pdi-Cun) 5/ZrO,, X5H|GHIRINA PACL HIKR/MRFAHTT; Cu BYSLhsf1dk =HF
FH: (Pdi-Cup) 5/ZrO>> (Pd;-Cuy) 5/ZrO>> (Pdy-Cuy) s/ZrO,, XMW EH| &M CuCh-2H,0 1
KNG AR FF

T2 SMMEMTET BRI RE
Table 2 Actual loading of 8 kinds of catalyst active metals

£ =
AL Pd kit Cu Gkt
(Wt%) (Wi%)

Pds/ZrO, 5.57% --
(Pd1-Cuy)5/ZrO; 3.32% 1.56%
(Pd1-Cur)5/ZrO; 2.35% 2.09%
(Pd>-Cuy)5/ZrO; 3.50% 0.86%

Pds/MCM-41 5.53% -
(Pd;-Cu;)s/MCM-41 3.34% 1.95%
(Pd;-Cuz)s/MCM-41 2.36% 2.38%
(Pd2-Cu;)s/MCM-41 3.56% 1.10%

FIH XRD St xof fr il 4 1) )\ PR AL 7R EAT 9 50 Al TR 25 A0 (0 0 AT 1470, ] 8(A) N # A MCM-41 43 F
iAoy 7 6k Pd &J8Jf5 P/MCM-41 ] XRD K, EA17E 20=10°-30°F L T 75 I%, X2 MCM-41
HARMATE G 24 Pd F133] MCM-41 #HA LJ5, Pds/MCM-41 AHET MCM-41 R, REfFssA v &
Ak, BB Pds/MCM-41 H1(#) Pd AW BB IREE MCM-41 [ 845H . PA/MCM-41 7R | 505 45t
Pd MFLAMEREATEIE, 435008 Pd fI: (111). (2000, (220). (311) A1 (222) F4H, 26 {H 53514 : 40.21°,
46.78°, 68.30°. 82.34°F1 86.87° (hr#E£Fr: 01-087-0639 ), XFEHH Pd FIhHi#EkE] MCM-41 #Hifk L,
H PA/MCM-41 fR¥FRIFHHE. W 8B)ATR A Pd. Cu XW&EJEFE MCM-41 4Tl /i XRD %
K, BHERTLLE H, B EAGRITE 20 9 15-35° B H I T —Nig, X8 T MCM-41 MRHERE, X8
Pd 1 Cu MHEIFEAHIL MCM-41 BB, HIEXSBM#EAFIF XRD #§EF, Pd # LR A7
7, B 26 4 40.12°, 46.66°. 68.09°. 82.10°[f 73 7% M E 4K Pd [ (111D, (2000, (2200 A1 (311D &
T (b A 00-005-0681 ), {HHA  (Pd1-Cu2) 5S/MCM-41 fALFIFE 20 A 42.336 X B (U AT BE & Pd-
Cu &4 (bpifERF: 03-065-9675), HABPIAMELFIKT Cu BBIIEAH] &,

A (a):MCM-41 B (a): MCM-41
(b):Pd5/MCM-41 (b):(Pd{-Cuy)5/MCM-41

(¢):(Pd-Cup)5/MCM-41

(d):(Pdp-Cu))s/MCM-41

~ d ( ~ Pd (111 Pd (2000 Pd (2200 Pd (311)
3 | z (d)/\},\“
~ Pd (222) 1~ Pd (111) Pd (2000 pq (220)
2 Pd (311)
2z Pd (200 =
£ ( B S0 oy s £ () i 1
3 |(b) g
= = b Pd (111) Pd (2000 pd (2200 pd (311)
” ) N . @/\\
10 20 30 40 50 60 70 80 90 10 20 30 40 50 60 70 8 90
20 (°) 20 (°)
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(a):ZrOy D (a):Zr0y
(b):Pdi7r0 (b):(Pdy-Cuy)5/710
(¢):(Pd|-Cuy)5/Zr0Oyp
J‘ (d):(Pdp-Cu)s/ZrOp

JKMJUW I = gy

Pd (111D

Intensity (a.u.)

Intensity (a.u.)

()

(a)
a

25 30 35 40 45 50 55 60 65 70 75 80 85 10 20 30 40 50 60 70 80 90
20 (°) 20:(°)

& 8 (A) MCM-41 B XRD i, (B)Pd-Cu/MCM-41 f#5IA XRD, (C) ZrO2 # Pd / ZrO2 B XRD ¥i&, (D) (Pd-
Cu)/ ZrO2 #E4L57E XRD
Fig. 8 (A) XRD spectra of MCM-41, (B) XRD of Pd-Cu/ MCM-41 catalyst, (C) XRD spectra of ZrO; and Pd / ZrO,, (D)
XRD of (Pd-Cu) / ZrO, Catalyst.

ZrO, M1 Pd/ZrO, H) XRD & WA 8(C)fr, HA#EAAK Zr0, N7 ZrOy, 26 fEHN 30.12°,
34.92°, 50.21°, 59.67°, 62.62°. 73.75°. 81.67°11 84.27°HIKFEATHFIE ChrvER . 01-089-9069), 437l %t
[N ZrOy [ (111D (2000, (2200, (311D, (222D, (400D, (331). (420) #hifi; 4 Pd %3 Zr0, L
Ji, Pd/ZrO, HEALFIEI/RT Pd HIHFMERTHIIE, 24 20 A 40.24°0F ChrdEF ) : 01-087-0639), XfR#& Pd
(111D ST, Bk ZrO, WIRMERTHIEAZ, Xl Pd MIIHEE] 2r0, b7, H ZrOy #HifAfR¥F5
RS ME . E 8D)Frax, Pd M Cu XE/@ 5 ZrOy B XRD W EIBRE VIRA ZrO, BARH i

UG, HAE 20 9 40.24° 40 HHIL Pd BRI, XPNIESLTT Pd B (111D g, XYW Pd BRI LS5
BREE] 720, Bk b BHTFET Cu MIEKE DS 70, BARMIEE S, SEEZHNH Cu £2E R,
EARYE ICP MR RE, X =FMUE R HE Zr0y MAEATITH Cu HFEET .

3.2 8 AP LT L2 K et AN UE e T R S 45 R

W 3 8 8 FhHEAL N V& HHAA B R 4 & B 7 (R e AR R . (RN, 8 i Ab )3 R v it
W R 4 BT A R R BE B AR SOR )\ EAL I B 8C 9 (Pd1-Cui)s/ZrO2> Pds/ZrO,>(Pd;-
Cu1)s/MCM-41>(Pd2-Cus)s/ZrO2>(Pda-Cu)s/MCM-41>(Pd;-Cuy)s/Zr0z> Pds/MCM-41>(Pd;-Cuz)s/MCM-41
Hr Pd A1 Cu FE/REEA 11 B (Pdi-Cup) s/ZrO; HEATB BRI Bt I AG T AR B 52 4 & B T 1Y)
FIREFEEM 9.5 MR N 2.48, ELLREJE Pds/ZrOy AN A LA fh 4b 77 B A AR BE B — 28, X W] e
KA ES 8 Cu KEERINeI 2 Pd &8 HIFm R EREMIERPE, Pd &8 &6 T Cu MfE
H, Pd &EKEAE AR IEEMIER, B Pd Cu b 1 1 BHE AT B AR 0% B
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Table 3 Degradation effects of different catalysts on condensed tannins of Larch

AT B M2 PPC WG OPC W FIRETE PR (%)
Pds/ZrO, 9.5 2.63 72.32%
(Pds-Cus)s/ZrO; 9.5 2.48 73.89%
(Pds-Cuy)s/ZrO, 9.5 3.38 64.42%
(Pd,-Cus)s/ZrO, 9.5 2.89 68.63%
Pds/MCM-41 9.5 3.43 63.89%
(Pds-Cuy)s/MCM-41 9.5 2.93 69.16%
(Pd;-Cuz)s/MCM-41 9.5 3.45 63.68%
(Pd,-Cus)s/MCM-41 9.5 3.21 66.21%

4. G

LR LRTIR, ARSEIGEE TR R ) A T )\ R T A SR I RAARE B e TSR EAR A ST IR AR AL

#, 43I Pds/ZrOz. (Pdi-Cui)s/ZrOs+ (Pdi-Cuz)s/ZrOz. (Pdz-Cui)s/ZrOz. Pds/MCM-41. (Pds-
Cu1)ssMCM-41. (Pd;-Cup)s/MCM-41. (Pd-Cup)s/MCM-41; H. 35l FI B ATHEAT X5 A& HHA 5 52 rh 3R B 45
BT AT ISR, SCI0 R B RO 2R H (Pda-Cui)s/ZrOg feAY I B Al R fe ey, B ]k
73.89%, IEWA T HR& R S SEA S, HEURECA 10 1 IE & WA T PB4 A 20 7 1
B, RN TR R Cu KGRI Al R A Pd SELF I RIERARIER, i Pd S EmNIH T Cu
MIVER, Pd & B fRE U R DURFERRMEAER, RIS Pd Cu by 1 1 BRI PR MR R B . ANSE
Boxt Pd Al Cu 254 B A TR E A AL I FON B vt 5 3 AR B 46 75 28 10 5 e 25O
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