R RES: 10384 SRE BER

25 20520141151604 ubC

B R}

B £ % M’ X

Au, Ag 3 Nd,Os L3 SHIREIE FE AR

The Influence of Au, Ag on the Photo-induced Formation of

Peroxide Species over Nd,O;

P FHITEL : B4 EHIT
7 REHIR
+ b & AR HEAF
B HH: 2017 F5 A
i LA #2017 S 5 A
FAzI% T 8 F A

2017 % 5 H






A thesis submitted to Xiamen University for M. S. Degree

The Influence of Au, Ag on the Photo-induced Formation of

Peroxide Species over Nd,O3

By Qian Wu

Supervisor: Prof. Weizheng Weng

Chemistry and Chemical Engineering College
Xiamen University
May, 2017






B TRZFFMREIE R

AN ELZW AR SGEANSE 45T F RS 58 I FT K
Ko ANERLEGEHZHHADN NsEER ORI TR, 1
FE3CH PAE = 05 sURAAR I, R SR AR AN (T TR 2R T A 2
ARFEFE GAAT) D

FHE AR ) PR (4D
HIBTTE R, 3R1T ( ) W () 2 2R =1
Bl 1 ( ) SEEESEN. GEEULESNIES
VRO B 2 11 5T N BRI S A4 AR, ARAT LT A1, AT RAAME

FIAN (%4 -






BiIXFFAI I EEUE R FRA

ARNFIRE TS (R N R ] 225 2 8 AT SE i
V22 SR E DR B A R S8 50, IR ) ) B E N IA S
AL CRFRAUT I T RO, RVFEAIRSGENE T E
T S PR AT Bl s A o AR NIRRT DR S 2 S 1 S N 4 [
[ N 1§ o X VA A &R SR VA7 S i g v B e S VA7 o W D v
B i, SRAFZEN . dREn sl Hoe y sl a B S w22 A0 18 5

REALRSE T

( ) LA ITRZPAIRE T A2 B8 RS 2018 3,
T FOH HWE, RGN BRI

( ) 2 AR, EH] BB

I 7E LA A R4S 5 AT B EHIRI S . IR A0 S
ROCAE TR ARERASH AR, REETTRAREZR

0 AR ST N AT EAL R S I RIS 1), BN
NFFEALR S, BEH BRI

-

Sﬂ

PN (%4 .
F A H






HZ
T oo e VI
ADSIFACT..... .o e X
g = S < | SRS 1
L1 Bl oo s 1
1.2 FEHEEIIFN oo 2
121 SEAFEIEIE A oottt 2
1.2.2 FEEEEIIFIIIZETY (et eeenn 2
1.2.3 VEHEEMFILEEALT IR oot 3
124 JEEEEIIFIIIZRAE oottt 3
1.3 HOLH M BRI EAN A RHIIT T o, 6
131 BB ERAI oottt 6
1.3.2 FH AT R oottt 7
133 HFE S AR AL A FIEI L oo 8
1.4 HERA AU BEAEFITIIIITTT oo 11
141 BRI AUBETEFIIEIBIZS oo 11
1.4.2 B Au FELFIZEE AL IR oo, 13
1.5 IR AGIEAETIIIIITTT oot 14
150 F AG EALFUHIHEIE cooereveeeeeeeeeeeeeeeeeeeseeeeeee e seesssese e 15
152 1135 AG HEALFULEREAL IR covvooeeeceeeeeees s sesssessseeees 16
1.6 AR TAE st 17
BEHETURR oo 19
BB SEOERI oo 28
2.1 FEFEIGTFRIATRT oo 28
2.2 FERIZRIIE oo 28
221 FBEHTHBE (TEM) oottt sttt 28
2.2.2 FAHEHBE (SEM) oottt 29



2.2.3 XEHEIIRATHET (XRD) oo 29
224 ERAMTIILTE (UVAVIS) et 29
225 HCREA (BET) MR oottt 29
22.6 CO,FEFFFHEME (CO2TPD) it 29
22.7 Oy FEFFFHIEILHT (02 TPD) et 30
2.2.8 BIEFLEVETE (RAMAND oot 30
2.2.9  JRAL RAMAN FERESZIE oovvoveiieieseesee ettt 30
F=E HFFEX Nd,O; Bt SRR FE AR ........... 32
3.1 NO2O3 FIHIA ot 32
3.2 AFEJTEM ) NdOs EX B MG HE FAEREH s 33
3.3 NO203 FIZEFIZRIE oot 35
3.3.1 AR LR AR DL AIARITETIRAE oo 35
3.32  COpMI OpTPD ZEAIE oo eeeeeeeeseeeesee s esssseee 39
B REEIINGE oo 41
BEFETLRR oottt 43
SFEVE  Au Xt Nd,O, RETEAFGE FEBLHIEM ..o 46
4.1 AU/C-NdyO03 A B FTGEFIFRAE oo 46
411 AUC-NULO3 FIHIE oottt 46
412 TEM J2 HAADF-STEM ZRAE ..oviieiieieiiesireieiesise et 46
A.1.3  XRD 3BT ettt 51
A.14  UV-VIS Z3HT oottt 52
4.2 325 nm O KU Aulc-Nd,O3 [ ARG 5 T A s i R 8075 42 .54
421 AU FIFE IR oottt 54
822 FEBEIETEFIELIH oottt 55
4.2.3  BEHCITNIZRITEL (oot 59
43 514nm FOGHSS T Aulc-Nd,Os L EFOCTH FAEMEE ... 61
4.3.1 AU TZEEIIEZM oottt sttt nees 61
432 JEBEILTEIITEM corvvooeeeeeeeeeee e sse s s s 63



433 FEJFEILFE LI covooeveieeseee ettt 63
B34 BEFIETEIIEEM cooooeeeeeeeeeeeee e 66
4.35  Au/c-Nd O3 RIS E T I RFREHEF T oo 68
4.4 Aulc-Nd,05 R T A BT T AL Bl ZEAR A IRAE e, 69
AAL FEHR ot 70
BA2  JF T oot 73
A5 TREEIINGE oot et 74
BEETLRR oot et 75
BRE A X NdO; REI EAF T FAERHIE ...ccoooooco 76
5.1 AQ/C-Nd203 HIHI B ANGERI R oot 76
511 AQC-NULO5 I worvreveeeeeeeeeeeeeee ettt 76
5.1.2  AQO/C-NUO5 B A covreeeeeeeeeeeeeeieiie et 76
513 TEM [ HAADF-STEM ZAE .oooooioooreeeeeeeeeeeeeeeeeeeeseeeeee s 76
514 XRD 3 HTeuuiveeieeiiiieiiesiesiie s esssss s 81
515 UV-VIS 3T ittt 86
5.2 325 nm HOGKUN T Aglc-Nd2Og R L E A6 MR R H % ......89
5.2.1  AQ FIREIHITEN coovvooeeeeeeeeeeeeeeeee e 89
5.2.2  BIETITRITIELM oottt 91
5.2.3  REBEIEFE IR covoivrveeieceese sttt 93
5.2.4  JBJEBEFEITEIM ovvoioereeeieie ettt sttt 93
5.3 514 nm BHOGK T Ag/e-Nd2Os R AL M FOGIHE SR ME R FELL .....97
5.3.1  BEBEIEFEIIRIM oottt sttt 97
5.3.2  IEJEIEFEITEIM ovvoiereeeieie ettt sttt 97
Bl REEIINGE oo 101
B TCHR vt 102
2] 127 OO 104



Contents

Contents

ADSEract IN ChINESE.......cuiiiei e Vil
Abstract iIN ENGlISh ..o X
Chapter 1 INtroducCtion ........cccccveiiiiii i 1
1.1 INEFOTUCTION ..ottt bbbt 1
1.2 ACLIVE OXYJEN SPECIES ....eveevieuieitiesieetesteesteeeesteesteeseestaeste s s essaesasentenneesaaaneensens 2
1.2.1  Peroxide and SUPEIOXIAE. .......cceruerrerueieieiieieeteste sttt see e eaes 2
1.2.2  Style OF aCtiVe OXYGEN SPECIES......ccveeereiieiirieetiriestest ittt see et 2
1.2.3 Application of active oxygen species in CatalytiC ..........ccocerverererenenencieeeene 3
1.2.4 Characterization of active OXYQEN SPECIES......cccueveviireerierreeeesie et 3

1.3 Study of photo-induced formation of peroxide species over rare earth oxide 6

1.3.1  RAre €arth OXIGe......ccueuerieiiieiirieiite ittt 6
1.3.2 The synthesis of rare arth OXide...........cceeveveveeeeiiiceeeceeee e 7
1.3.3 Photo-induced formation of peroxide species over rare earth oxide...................... 8
1.4 Supported AU CAtAlYST ..o 11
1.4.1 Preparation of supported Au CatalySt...........ccoeeeevieiieiieriiiece e 11
1.4.2 Application of supported Au catalyst in catalytic ..........cccceeveveeceeceneeseieeenne. 13
1.5  Supported Ag CatalYSt .......c.ccueuieeeieceeeeeeee et 14
1.5.1 Preparation of supported Ag Catalyst.........cccovrveeveerireieririereseeee e 15
1.5.2 Application of supported Ag catalyst in CatalytiC .........cccevererenirenenierieieinns 16
1.6 Outline of the diSSErtation ...........ccceiieiiiiiiiie e 17
RETEIENCES ... 19
Chapter 2 Experimental SECHiON ..........cccooiiiiiiiiiiiiie e 28
2.1 The main ingredients and reagentS.........ccoceverererenenieieeiese e 28
2.2 Sample charaCterization ............ccoeviiiiiiieie e 28
2.2.10 TEM. ettt et sttt b e bt st ettt 28
2.2.2 SEM ..ttt b e b e st ettt 29



Contents

2.2.3 XRD ittt 29
2.2.4  UV=VIS ottt sttt bttt ens 29
2.2 5 BET e ettt e 29
2.2.8  CO2-TPD ..ottt et 29
227 Og TPD ettt st st st b e bt s e e et e te et 30
2.2.8  REBIMAN. ...ttt sttt e s r e e nn e nees 30
2.2.9  INSIU RBMAN...c..ciiieiieieiteese ettt 30

Chapter 3 Influence of preparation method on photo-induced

formation of peroxide species over Nd;Oz.....cccvevveiieiiiieniievee e 32
3.1 Preparation Of Nd2O3....cc.oiiiiieiiiiecieesie et 32
3.2 Study of photo-induced formation of peroxide species over the Nd,O3
prepared by different Methods...........cooiiiiiii 33
3.3 The structure characterization of Nd2Os3 .....ccoociiiiininiiniieee e, 35

3.3.1 BET test, phase and morphology characterization of sample..........ccccceevvvveenenee. 35
3.3.2 CO2maNA Op-TPD ..ottt ettt st e a e b e eeas 39
KB O Tod 11 5] o] SRS 41
R E =T =] 0TSSR 43

Chapter 4 Influence of Au on photo-induced formation of peroxide

SPECIES OVEY NOoO3 ..uviiiiii i 46
4.1 The preparation and structure characterization of Au/c-Nd;Os3.........ccvveneneee. 46
4.1.1  Preparation of AU/C-NO2O3...ccueeiiiieieieseeeseeeee et 46
4.1.2 TEM and HAADF-STEM ........cooiiiiiiecece ettt st s 46
O T I PSS 51
A U AV Y 1 RSN 52

.................................................................................................................................. 54
4.2.1 Influence of AU 10AdING......cceiiiiiiiiiceece et 54
4.2.2 Influence of calcination teMPErature ..........ccoeeeeererierereeere e 55
4.2.3  Influence Of 1aSEr POWET .......cc.oeriiiuieiee ettt e 59



Contents

4.3 Formation of peroxide species over the Au/c-Nd,O3 induced by 514 nm laser

.................................................................................................................................. 61
4.3.1  Influence of AU I0AAING......cocieiiiiieeee e e 61
4.3.2 Influence of calcination teMPErature .........cceveeeereeeereseeeere e 63
4.3.3 Influence of reduction tEMPEratUre..........ccccevrieeerieeeeeseeere e 63
4.3.4 Influence of sample tEMPErAtUIe ........ccvvveeeveiieeeeceeeceee e 66
4.3.5 The thermal stability of peroxide species over Au/C-Nd,Os.......eeevevivecienvienneiinnn 68

4.4 The requirements of the formation of peroxide species over Au/c-Nd,O3_ . 69

O N 1 101 01 LA o o O U SO 70
4.4.2 MOIECUIE OXYTEN ...ttt bttt 73
4.5 CONCIUSIONS ...ttt ettt sttt 74
RETEIENCES ...ttt bbbt e et nees 75

Chapter 5 Influence of Ag on photo-induced formation of peroxide

SPECIES OVEE NO2O3 . v ettt 76
5.1 The preparation and structure characterization of Ag/c-Nd2O03.....ccceevvvevennen. 76
5.1.1 Preparation of AQ/C-NUsOs...c.ccoiiieieiieiee ettt 76
5.1.2 Preparation of AQyO/C-NArO3..c.uiiuieieiicieieceeeetee et 76
5.1.3 TEM and HAADF-STEM ..ottt ste s tssteete e e sraeste e eneens 76
D.14  XRD ittt sttt e sbe e s aee e sabeeeanes 81

TN I O LY TP 86

5.2 325 nm laser induced formation of the peroxide species over Ag/c-Nd,Os3 ...89

5.2.1 Influence Of AQ 1080ING......ccccveririeierieeee et 89
5.2.2  INFIUENCE OF [aSEI POWEN ..ottt 91
5.2.3 Influence of calcination tEMPErature ...........cceecvevieeeeceseeeere e 93
5.2.4 Influence of reduction teMPEratUre.........c.ccereeceeriereeeeseeeee et 93

5.3 514 nm laser induced formation of the peroxide species over Ag/c-Nd,03...97

5.3.1 Influence of calcination tEMPErature ...........ccceeeerereeenereeiese e 97
5.3.2 Influence of reduction teMPEratUre..........cccereeierereeere et 97
5.4 CONCIUSIONS ...ttt bbbt 101

\|



Contents

R B B BN CES .t 102
PUDIICAtION ... 104
ACKNOWIEAGE. ... 105

Vil



i

HE

AR E AR AR T H] & 5 1E LU NI Au BY Ag X775 NdaOs(c-Ndo03) 3 i
A (0T ) 54 TR0 EN I T RN AR J ik S R (O27) (s i e FE AR 1
S HB A TAREH SRR K IAFIIRBEIE I 4% 7 =R Nd2O3 B LA 325 nm %
SERBOIE, TE RIS R FE G Bl SR 6 55 S AR U LA T 1
B8, HHRF 2 RS U0 B AR R TR A i 2 T AR A R A DG B IR 3R
ATTRIE. . =40 TAETRANZEUEE Au 3L Ag T3k 4 1)
c-Nd,O3 b, TEULEEA FIE4HH %2 T Au Fl Ag X ¢-NdO5 T A 1615
A R T DL K St 4B B B O ThER . RERIELE . S BRiR R DA IR TR
TSR Z AT ¢-Nd 05 R A FE S AR, 454 XRD. TEM.
UV-Vis SERAELE R, 0 5t 4 BALHEE AT THRBR T . E R IRWT
(1) KA KRR 5 1) Nd2Os (1 3 BHIMIEI N L) NdpOge JRKE
& AR Al f i, KRR K ARG 2 AR 3 B D BN T NdoOs. 1E
AL 325 nm BOEIRG S, KR KRR BEVE S 1 Nd,Os £ -
S5 A 3 SRl ) A s AEURR vk ) 4% RO 3 SR 1) A i 2 S 2 R
FHADFHFPRE S . Op-F1 CO.-TPD HIRMFLE TR, SHKARFIK LS & BT
Nd,O #H L, BAbevE il 4 B AR & 3 2 AREC AL I S S, b S ik
R £ O P NI S S S 5w v sl NS 7 20 S VA S¥5 SR 2 K 8
(2) fEPKN 325 nm 1 514 nm FIBOLTEF T, @I Au B Ag J5 #RREH 2L
{213 77 NdoOs R IR A WA 6 FAER, H Au 8L Ag 5 ERETE 0.25% /7
A (IR B R T S A . TEM I UV-Vis RAFSE B2, 5 Bl 1 T
2 FEAUBLAG YK KL T IR R K - SR IR 5 S 1) Aulc-Nd,05 5% Agle-Nd, O3
Bt E 54 R RLAR IS /N T IRNE T 2 PR Be i RE i . 272850 200 °C K beali Al
/5,200 °C i JE ) Aulc-Nd,O3 B Ag/c-Nd,Os #F: i i A7 R -5 S AR B Bt 435 4%
P B R P B T v, B SRR DGR S A U R ) Raman 1% 5 A
WG, HRR AT 4E T Tt m R e s R FE T80 Au B Ag 9K IR ¥ R A% 1Y

VIl



Degree papers are in the “Xiamen University Electronic Theses and Dissertations Database”. Full
texts are available in the following ways:

1. If your library is a CALIS member libraries, please log on http://etd.calis.edu.cn/ and submit
requests online, or consult the interlibrary loan department in your library.

2. For users of non-CALIS member libraries, please mail to etd@xmu.edu.cn for delivery details.



http://etd.xmu.edu.cn/
http://etd.calis.edu.cn/
mailto:etd@xmu.edu.cn

