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et AmEH 1.0 g/L.PS JREH 1 mmol/L &A% i REHN 10mg/L B, FAY B IRk SHMHRFETIA 99.47%;
Cu-Mg-Ce/PS % TH K4/ F /+9 B 494t R ERIETEE A 5~20mg/L,pH ;LA % 5~7. Cu-Mg-Ce L&A
AR RAFOOR T JARER 5 KRG, T B 9Kk F>97%. Cu-Mg-Ce £ AR EL PS 69 WL H;EIFIER , Cu
5 Ce AAWRAER, REEAZ T L A& b F 464, BALF F C/Ce* . Cu®/Cu'Z R #AT4AL 7 £ Cu', 3t &AL PS
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Activation of Sodium Persulfate by Cu-Mg-Ce Composite Oxides
for Degradation of Rhodamine B
GUO Tao', CHEN Yanxin®, JIA Qingzhu'

(1. College of Marine and Environmental Sciences, Tianjin University of Science & Technology, Tianjin 300457, China;
2. Linshu County Branch, Linyi Ecological Environment Bureau of Shandong Province, Linyi 276700, China)

Abstract: In our study Cu-Mg-Ce composite oxide was prepared with the use of a co-precipitation method, the effects of
different systems on the removal of rhodamine B by activated sodium persulphate (PS) were compared, and the effects of
catalyst dosing, PS concentration, initial rhodamine B concentration and initial pH of the solution on the removal of rhoda-
mine B were investigated. The results of our study showed the highest removal rate of rhodamine B was 99.47% at Cu-Mg-
Ce composite oxide dosage of 1.0 g/L, PS concentration of 1 mmol/L and initial rhodamine B concentration of 10 mg/L. The
Cu-Mg-Ce/PS system could effectively degrade rhodamine B in the initial concentration range of 5-20 mg/L and pH range of
5-7. The Cu-Mg-Ce composite oxide had good stability and the thodamine B removal rate was>97% after 5 cycles. The
principle deduction of Cu-Mg-Ce composite oxide activation of PS demonstrates that Cu and Ce have a synergistic effect,
with electron transfer occurring during the reaction and conversion between Ce®*/Ce*" and Cu®*/Cu" in the catalyst to pro-
duce Cu’, which in turn activates PS to form SO; for effective degradation of rhodamine B.

Key words: Cu-Mg-Ce composite oxide; activation of sodium persulfate; rhodamine B
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Fig.1 Structural formula of rhodamine B

A3k Al AR 8 AL RRE TS Y R, # Y
Pl Ay RS | 25k (Fenton %) FIOGAEILEE
U903 )y A SO PP AR IR 2 1 F 3 (COH) AT
YR EZEA VY LA FACR RN BB A 2
AL AR BT P KA B HGS, A EER A
I, BRERAR A H1 3 (SO; ) HA B m i Ak id S o
HUE B SRR 47, XM i S8 AL B H O,
INVEAEPE R 5 Flud AR B T (Mo Fe' Cu™' |
Co™"\ Ag") TEAL I3 i FR R o P LA R TR A , AR
K IAE4 R B T AR A0 T, Fe™ TR AR e
Uf, (K A A R U 90% , HLEZEDR A pH
WFHERIAE 5~ 6. Yang 251V IR B0 46 ro Ak
| Co/TiO, (MR H RN 1 10) 36 fbad — R R &
(PMS) , HIFALREJIE i T Cos04. FRikEEE i ]
Fe;0, {61k i B £k [F] 25 22 B 15 Ye Wi 3 vb 2L A
By, TERA 6 R IR B 2B AT A 90.2% |, 4%
R EBRR AT 99.5% , (R A E M 22, W A5
AL SEOEAL IR, 4 ARSI S RBRR R
A 40%.

R W] Fenton 3£ SeAfbikl L) K dafb 2y
WU B PH B BN Y R K H AT 5 g A B AR
{HJ&, Fenton JE4 774 KRR, YeMAb I mfEIL
G P 2 S5 4 0 BPE B ek, R Ak 2k BERE
. IS R B B ER R TG AL B S B AR
I REARRCR. TP A R Y FesOd /K %
AL BRIRER P % PEIH B, B AT Ik 94.6% . 7
VLR Ce-Fe & A MEALHIIGLIS MBREL T T2
FHH B BOREfR, B 7 B 1E 45 min RIS E]
88.9%.

A SCR AL ITE L Hl % B9 Cu-Mg-Ce R A AL
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Wi AL s gk (PS) HITHEME S FHI] B, XFEE T AN
RZX P B B EERECR , BRI E
RGO | AR PS WRIE IR
pH XIZFH] B AR, I H A5 SAHEAL R pOAS
P, T AR RIE L PS FEAEZ FHET B MOPLIE. A
IF5E TAR D Ak POAUERE R AR AT ALK T 2%

1 HRSH®

1.1 ERSEE

TR K A9, dral, L sakE IRk AT
PR iHERE K B4, e b dli, R C RS 4 ik
TARGEIT s BRIREEK G . JOKBREREN , 43Hral, R
TR TR S A BT PS. LEE, 4rHral, Kt
MR A=) SR RN, s bral, b BT
THALBHEA BRA 5 fisiR , 43 #ral, Kt fhik
FIHT .

TU-1810 RUEAMA] WL 6 EETT, Jbnt 8 #rid
HNESA R TEAE A ] 5 Milli-Q system 14K 248 (FH
T i A T i W BT A R A R 4l gk ), FE - Merck
KGaA ).

1.2 EAeFIFHE

FIRALTIE 4 Cu-Mg-Ce &84k, Hik
Ml # B R . BHl 50mL Cu(NO3),-3H,0 |
MgS0,4-7H,0, Ce (NO3) 3-5H,0 )i 1: 1 ¢
1 IR A; Fiihl 50 mL NaOH 5 Na,CO; #1)5t
R 2 0 1 BTRARIEATR B KR SVAR A 75
JnE] 50 mL K, fE IR A A B L
fR+F pH=9.0, HERAIRR CHIRAHKR C
50 ‘C T BRfL 24 h, i B2 EAIESRRITTIEY) , DI
YRR ERMER pH = 9.0 YIRS 7E 80 °C F T4
12h, HE TSP, FEE A BT 600 C Bk
5h, 153 Cu-Mg-Ce Z & 1LW).

1.3 {EBERR RN

¥ Cu-Mg-Ce BEAY) . FFH B W Ak
| PS —ie A 250 mL W, B B eI
JFERWEE N 5 ~20mg/L, Cu-Mg-Ce &G40
w01~ 15gL, A PS WEH 01 ~
1.5 mmol/L. HUFEEIFE 15 min, BUFER: 5 mL (B4
1TRE) , BUREJG sl IR ok 2, IR RE.

1.4 FHAEBEBRENNE

FHAMRZEIE 554 nm K FEFHH B AL
FE. RSP B s g AR 2 P B
AR B, ETT R BR R (R)
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R=P2 =Py 100%
P

K po W FHI] B BIRIIGR B , me/L; p, )%
BLZE ¢ 2 PR B AR, mg/L.

2 HR5WE

2.1 RhBKEBRRMZMESE
2.1.1 RREKA

TEHEAL BN N 1.0 g/L | Y0 90) i o i vk
JEk 10mg/L ., EALH] PS ¥JE N 1 mmol/L FIEHH
T, B T 8 FORFEAR (U PS . AUm
Cu-Mg-Ce . CuO/PS . CeO,/PS . CuMg/PS . MgCe/PS .
CuCe/PS Fl Cu-Mg-Ce/PS) X} RhB [HFEMRRR, 455
K 2. % 1 PR,

100

Cu-Mg-Ce/PS

so b ™ CuCe/PS
CuMg/PS “e- CeO,/PS
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60 | -e- MgCe/PS

-4 {JiCu-Mg-Ce
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Fig. 2 Degradation effects of different systems on rho-
damine B

F£1 RMNZE 120 min BARERIT T BHERKRER

Tab.1 Removal rates of Rhodamine B in different sys-
tems at 120 min
RRAR  RhB EBRF% | RBIAR  RhB ERE%
{ZH Cu-Mg-Ce 20.14 CuO/PS 50.23
m Ps 22.04 CuMg/PS 53.18
CeO,/PS 22.53 CuCe/PS 96.97
MgCe/PS 22.98 Cu-Mg-Ce/PS 99.47

HE 2 FZR 1 ATA1, [OW 2 120 min B, RhB [
% B R Al H A & . Cu-Mg-Ce/PS > CuCe/PS >
CuMg/PS > CuO/PS > MgCe/PS > CeO,/PS > 1 il
PS>l Cu-Mg-Ce. ANl PS B FILA PS A}, RhB
F BRI HRPEHSIA Cu BFEJIA PS, RhB
FHR B ERTE, RS Cu B TR R IR GHIE
fk PS. JFH., #E CuO/PS AR FIEIA Ce BTG
RhB ZFEFM 50.23% F+E 96.97% , it# T Mg BT
K&, HIL, Cu 5 Ce [RIBFAATERT, RE 47 HE 1k
PS, F4f#% RhB.

2.1.2 Cu-Mg-Ce A8 F T

Cu-Mg-Ce E &AM FINEXTFEMF RhB A
HE. 78 RhB TR AN 10 mg/L | 407
PS MM EE A 1 mmol/L 1T, 5 H 4 DA R4
A (0.1,0.5,1.0. 1.5 g/L) %% Cu-Mg-Ce &
EEABIN R RhB A5, 45 5 3 fr
/5. HE 3 Al B Cu-Mg-Ce &R ALYHIN&E
M 0.1 g/L BEm#E| 1.0 g/L, 7EJ2)% %] 120 min i} RhB
() 25 % oK L 3% 7 3 hn, RhB 25 [ K % i ik 2
99.47% . XFIHEEH TIRRN Cu-Mg-Ce EHHM
WiZ WEHALSZE  HE2R PS BiE 7k SOy,
{23F RhB F&f#. 24 Cu-Mg-Ce BE-& ALY
ik 1.5g/L B}, RhB MYEBRFIRE] 99.67% , ZBRaEHE
AN, 90 min FT -3 52N TR B AT BN, 90 ~
120 min IP-X SO0 A 1.0 g/L BHAHZEA K. 3XA]
e Cu-Mg-Ce EAA MY Z 2B NAAR T
Cu BT, {24 SO MK, FN Rk 2% ,
H Cu &51%1k PS 7409 S0, Mz A b PS ik
BE R I, Cu-Mg-Ce K& AL 71 1)
I FERmEN 1.0 g/L.
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Fig. 3 Effects of Cu-Mg-Ce composite oxide dosage on
rhodamine B degradation

2.13 PSHkE

TE RhB 5N 10 mg/L, Cu-Mg-Ce &
GBEMAYENIE N 1.0gL 44T, KE 4 MARFEM
PS ¥ (0.1.0.5.1.0. 1.5 mmol/L) , #{5% PS HeEXS
Cu-Mg-Ce/PS 1A Z[4f# RhB RCRAYSAI , SEH4E
ik 4 Fras. MK 4 AP PS WREEM 0.1 mmol/L 1
2] 1 mmol/L, JZ )W 120 min B, RhB [ Rl
ZIEIN, R BN 99.47% . X Al 2 2G4k
B —e e, ARz, - AEr so; M, ik
T RhB MREfE. 24 PS WEEAE] 1.5mmol/L A, PS
Behnad &, LA 32 RhB W B2, SE0A R8T



+ 30 -

RhB 5774 1 SO, Kbt e by, fif B 2 2 0] & A= 5
GFTHFE, RhB RFEfBAA I A8k, L, i i
4 PS ¥ A 1.0 mmol/L.
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80 |

Rt =9
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Fig. 4 Effects of PS concentration on rhodamine B deg-
radation

2.1.4 F 90 B 9mds MR E

%% RhB PR B FEXT Cu-Mg-Ce/PS K&
Hr RhB ZEBRA A2 , e E LA Bomah 1.0 g/L,
FALF] PS WK 1.0 mmol/L , B il A [Rl4) i B e
JE(5.10, 15,20 mg/L) ) RhB &, S0 120 min,
FEXIAEZ PIH] B )46 ot s vk J3E 1 S AR R A 7 50
J1250 R, SEBREE R L3R 2.

x2 AEZHE B GERERENEBE NS

Tab. 2 Degradation kinetics of different initial rhodamine
B initial concentration

IR o RhB 1% s .
3 -1 A% e -] £ 1/min
He g/ (mg-L™") EBRE% 80/min
5 100.00 0.066 6 10.4
10 99.47 0.0312 22.2
15 98.13 0.024 6 28.2
20 93.64 0.0179 38.7

M2 2 FIA: Y4 RhB #IRREE N 5,10,
15mg/L B, RhB MEBRFIILE 98% L b Mwlh i
HWEINE 20mg/L B, RhB B EBREKER
93.64% . RhB %) Ifi it & W& & AL Smg/L 3§ =
20mg/L i, B J1 25 BN 0.066 6 min ! FEAR =
0.017 9 min~ . F=AE X ARG 14 i RIAR AT AE 252 51 PS
WeEE )52, RhB e BT KiF, RhB SiGE MY B™ AE
T4, BHASHE AL 7 AN A Ak 70 22 (B i 2 i, PS T Ak Az
BH, DRIt A B I 7= A 1) SO i/l , DA T S 350 s oy 3ok
KNG, ERRREF
2.1.5 @A pH

FSVEW pH 25400 RhB MM RCR 1 C B &
Z—. NN E BRI pH X RhB [ 1452
me. FCHl T 5y pH 435104 3.5.7.9.11 ) RhB &
(10 mg/L) PEA TR LG, 255400 5 Fios. K s

AEHEAREEE H378 Foll

Al AE pH N 5.7.9 WIRNAK R, &
120 min K, RhB AYZFRFIIATIRS] 100% ; ML,
pH & 3 B NA R RhB [ EBRE A 57.29% , pH K
11 BRNAZR RhB MIEBRENR 68.94%. kLA
FHRTESIR 5L, R R EE R N, Cu-Mg-Ce H A
ALY RENS R YT Hh 22k RhB.

100 o S—

80

S 6ot
e
&
ﬁ 40 - p —=— pH=3
—e— pH=5
—— pH=7
20 F g pH=9

0

0 2.0 4.0 6.0 8.0
I ] /min
B 5 EiREh pHXI S I B FERER R0
Fig. 5 Effects of initial pH on degradation of rhodamine B
TESRIR T 20T, H &5 42 i SOy LA K& -OH
FORiP S0 SRR e 41 T KRR Ha0.™), %
A (D) Brs RO, 1 T AR SRR AL SO
[)-OH , Jf Hif 244k S,07 /=4 K 1) SO, , T3k
SO HIH. VK , A RhB A Y,
S,0;” +H,0+H" — HSO; +H,0, (1)
TESSIRYE . F90RMEAI R AT, 2 pH /D
TA L (CuO B8 HL RN 9.5) Bk 1k, 4l 1E
Hi, PS A B e, DRI AbR) 5 A ) AR i e 5 ]
Bk SO HI-OH B2 A, 3458 XF RhB (R ARACR P
TEBPE ST, Cu B4R A A A, 3L
AL IEHERRIC. FEMBE AT, A SOy &y Kk
K Q) Frs i, AR5 T -OH By il s i
£ Lk SOy M IR I HLAAIG, 53k RhB YREARRE )
TRE.
SO; +OH™ — SO +-OH (2)
22 fEUFNIEENE
R T HEEME R R E M, FE Cu-Mg-Ce HHH
BN 1.0g/L.PS ¥ N 1.0 mmol/L . RhB
VIR BT 10 mg/L VIS pH o~ 5 BYA1F
XA T 5 RAEASLES, 45 R K 6 iR, &
i 5 IEAERG , RhB (I EBRRIRER T 97% .
SR 5 WEKJE Cu™ R H BRI A ET (R
1.23 mg/L) , (A% T & ZEHE bR E (2.0 mg/L) .
I, Cu-Mg-Ce &G E MY IA R EF BFRE .
2.3 Cu-Mg-Ce EEENXWHEN PSHIVE
T HUE Cu-Mg-Ce & & FYNEIL PS BIHL
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A X LG THERE (XPS) M RUNRTE R Cu- 1B Ce¥ A T HT, i3 Cu® B T Cu'
Mg-Ce HAAMPHEATRIE. Cu 1 XPS jEEI WA 7
BT 7. e A R E A AR R S P BB A B Cu FE
934.05 eV 1 933.0 eV LA WEAE , (SR Cu
GEERETE T MRS, 1E 934.4 eV il 933.05eV AL P
WM. KT 933.1 eV [ Cu 2psp IS Cu® il 5B & 4:
fiElE. 932.2 ~933.1 eV AbH B Cu 2ps, MYIEESE Cu’

HORFHIEIE. 2 IR AIRE P8 Cu” 74 Cu”, Cu'lh 920 915 910 905 900 895 890 885 880 875
TLSALHR PS 7742 SO, i RhB. Yt tbley
100 [ ERE 00 Co R WD R () SLEIHI
2 Z 7 7 2 4 j)
& % {4 =
40 % i
- 1>
20 % _ "=
o L m 2 A, ~
RS 920 915 910 905 900 §95 890 8§85 880 §75
6 BUFNESFEARTANE BHEBRER Cu™'3 Hatkev
FRERE (b) Shije
Fig. 6 Removal rates of rhodamine B and leaching con- B8 Cu-Mg-Ce S& S Ce 3d XPSiLE

. 2+ .
centration of Cu™ with reused catalysts Fig. 8 Ce 3d XPS spectrum of Cu-Mg-Ce composite oxide

H L TR LUE H, Cu 5 Ce HATEMRIEA,
Cu™ 8 E B, Ce™ S B Ak 7l v LA
Mg® AL Cu” IV R, Db B0 PO AR LA I
G307, HE Y Cu-Mg-Ce EAEMYIIEIL PS HIHL

B 9 Froi.

965 960 955 950 945 940 935 930 925 H.O HSO;
4 frikleV
(a) JZViHi

965 960 955 950 945 940 935 930 925

Hi G fEleV
(b) JhifF
E7 Cu-Mg-Ce S&EMME Cu2p XPSiLE 9 Cu-Mg-Ce RERWMTW PSIEMZ M BHLH
Fig.7 Cu 2p XPS spectrum of Cu-Mg-Ce composite oxide B
Fig. 9 Conceptual diagram of rhodamine B degradation
W BTG Ce 14 XPS 3 & 40& 8 . RV EBIE mechanism by activated PS with Cu-Mg-Ce com-
Ce® A Ce O iAW ARk, IS S i AR R R posite oxide
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Cu-Mg-Ce H &AM Cu*™5 Ce® BATHMRIVEA,
Cu’' CeTRAM TR, EM CuliEiL PS
SOy, SZP RhB AUFEAR. RhB FEff A T 822 M
IR, Jede RhB % (0 ] 46 2 JE R 22 1] e e
RIBER, , 2 J5 IR TP R R Ak, cOl 281,

3 & i&

Cu-Mg-Ce & G E AW REWE B RITE (b1t B IR B =
KR E PN B AL BN | W) 4 T e
FE G BRER AR EE VEWRI LG pH XT B FH B REfRA
i E 5 Cu-Mg-Ce B HHAMYFINER 1.0g/L
FALKIHEE N 1 mmol/L , KW i # A 10 mg/L
i, B P B EERFREIL 99.47% ; Cu-Mg-Ce/PS 1A
RARUESRHEIE A 5 ~ 20 mg/L, Hoii B pH 7L
5~ T AR RR AR E M 5 AL, HEATRE
(TG PE. Cu-Mg-Ce & & ALY HA L7 LTS
PR RAF RS, il A8y i R A ELSAS IR, A
Ja bR A YRS ok RS T2
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