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Migration and transformation of Pb in nanofiltration membrane
leaching and incineration fly ash during heat treatment
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Abstract The leaching and incineration of fly ash from concentrated solution of nanofiltration
membrane and the migration and transformation characteristics of Pb in leached ash during 400-
1000°C heat treatment were studied. The results showed that most of the chlorine salts in the fly ash
were leached out during the leaching process, and a new mineral phase Pb,(SO,4)O appeared. In the
subsequent heat treatment, Pb,(SO4)O decomposed into PbSO, at the temperature of 400—1000°C,
and then the phosphate with Pb existed stably in the ash , and the alkali carbonate decomposed
completely at 400°C. When the temperature reached above 800°C, the PbSiO; content gradually
decreased with the increase of temperature, and Ca,PbO, was generated, and the amount generated
gradually increased with the increase of temperature.
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BRI BERE IR CLAT SR BRe OB ) R I8 e 246 40 A 1% B I 3 A Ak B A v 7 A Y R T
ey, Wi B G E A AL B AN PR AL T E B 25 A R85 3245 R 1] 5 B0 U A DR A . O RS
e 1 U RE A T R SR TSRS e, B  FE RS . RO A AN X, X R A A
il e TR A A P F T, RO J2 AR T FUR 20 AR S A R A A b S R B ()
G R AT AE PR IR B ARG ), T ELAE AT B9 VIR WL AR LR ST A KA T i 2 B 0 i
Y, ORI W 2 L™ R A F4. i [ A L A8 R ) A D7 5O K e 7 R R Ak T, (ELAL
AR, WA TR OKRTEA K.

A A AR 25 SRR A, M DL AS A A B 00 T, 4 R A Y o [ A T i S R S U, T R A B
FEARALHE B PR ALY R84 H G BEH R ) Tl AR FH 2 A RERa g 1217, Hy=d: R R E 9
B XA ) 2 38 A, PRI 2 A R R AT A R S T b, AR R RO E ST AR L W B R T B Ay
FIARRE, 25 A A B ik, B T RO 55 90 U0 R R A YRR O R P ) Ak A X, i 3 P [ Ak 2 R A i
P 4 T 4 € L A A R A A BT e ) SRR V5 e W, SEBR T 4N 0 ARV A VRO TR T2 xfi Ak
BT v R A AL K AR e T Ak ) R AR R K, TR 2SR T RO R R SR b B nT 2 Ak 3
Ja SEETE FE AL S B UEAL A . H AT, BN AT R R A B R rh R A T Y b S R ML Y
ST IR AEAR 2210190, {H G 94 108 RS Ve 240 VR IbR 08 K i PR Ak P 5 2 v B 4 R AR AR M G E RO th TR
TR 2 DN 8 e i ORI 5 25 Bk T = B CL, (H8 N T SO,2 F1 PO, 45, AT RERS M Ji £k FA Ak P i A2 v
& & MRk

TR P S R R, e — Rl LR A 4R, X AR A s A SO i B XURS U AR TR AL U i
IR, K Pb 322k PbO, D4t Lk PbCl, JE A 7E, iX 28 Pb 75 J5 Z2 W b B PR 2 ¥ K.
TR U0 SXof LR A VR U i RO I i R A T AR A B 2 B, R R R A R R R A F B, A B
TELEE 50 T 800°C I, Pb A1 Hi e BE 1 2] A= 106 47 3 3B 4775 e 42 A 1 ( GB16889-2008 ) s 1 FRAE 22K
H X A B FE P Pb AOIE RS FE AL LB A TR AR IE. R T fir 490 0 S e 40 R MR D %o 6K v T 4 i A7
TE DA K 5 B3R B FE A SR B AL I B2 ), AR B9 LA P SR 8], R TR E S AR L DA R S A BEOR TR
T T Po MAFAEIE A L B R e Ab R, DA g R 5RO DI () Ak 9 1o R 48 R 1) ml A7 P A i ) 2
MR

1 M5 77 (Materials and methods)

L1 FESCRAES
RBCRAE T A TG R BEBE T A4S BR A%, SMULE IR, 2 SRR R G R P HEPHOR,
A PR G R P A B AR (SNCR) -+ 2% M I+ iy B i PR +4R X B A2+ SR (SCR) B 215 T
2 HFE Ry WA L.
F1OURETENRS
Table 1 Main chemical compositions of MSWI fly ash and leached fly ash

-1y Fit % -1y Fi %
Ingredient Content Ingredient Content
CaO 45.68+1.26 Si0, 2.72+0.19
Cl 22.75+0.28 ZnO 0.85+0.02
Na,O 12.17+0.12 AL)O4 0.81+0.10
SO, 6.16+0.11 P,05 0.40+0.12
K,0 5.20+0.37 PbO 0.12+0.02

290 0 e 20 YR M 1 I T R A 0 L SR 370 R A << DR R+ R IR AR W O A (MBR) +44 1
(4N )+ 215 (RO) LG AL BT 20, A I8 IR 4 5 R E 15 YL W) R L3R 2.
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R2 BB LTOK RS (mg L)

Table 2 Water quality parameters of nanofiltration membrane (mg-L™")

R Pt it A A o po-
Pollutant index Chemical oxygen demand Biochemical oxygen demand Ammonia nitrogen 4 4
YRUB IR 2490460 473428 191+12 3420£38 24918 5.88+0.37

WRUE I 2K 24 g POO M 2 kg 8K H IR AT I 25 90 I e 240 VR0 IAR D I 75 380 1 A

e B R 7 2 e RO D A s 2 B Ay E A, SR Ak a0 B 4l ) 2 A T B A B AR O, S
KE 43 iR H R :Ca0(25%) | Si0,(25%) | Na,S04(10%) . Al,05(20%) Fil PbO(20%).
1.2 SLER%EE HHME

WA 1 PR, WS i DO ILIE IS A 0 4 2 A, A P A K 80 em., P42 10 om, TS
A5 K R B IR SE I IR A1 5 ORI HE A A DL AL, Fi AR 40 S8 - R Ak B AR e
FE IR SR AR S5 R 8 L 9 UE B 4 W R A 7 IR 08, IR FF IR IR RSy 60 mL-h', F7 4 08 R 4 W ¢
SRR, SERG A R, BRI I B S5 R AT R AL LR A AR B S G R R A U R AKE T
TEE 433k 400, 600, 800, 1000 °C., #u4b FEAS ] &7 60 min, 2R Fl 45 SAE M2k R, ¥ &= 600 mL-min ™',
JBE AR AL 8 SR P 2 AN AT MR B R 5%HNO; T 5%NaOH YA A U UM M b BE. SE6 T, Se4 b i Tt
EIBRIE, PRI K 20 g ML HE T 10 g 43 SECE TR, 2184 AR X, 4R )5 ¢ Al ik
17938 A 25K 60 min S, BOH IR IFHCE T T8 a8 )R 0, FREE DR,

1]
- ILIGH Bottle
A8 IRk 45 Nanofiltration membrane
=

YRS Quartzsand  ~, AL
Glass column
_—
K& MSWI fly ash ) Tnput P.

IR

(il
J\l;i/
_ High temperature tube furnace
B 1R B B T LR
Fig.1 Process flow chart of leaching device and high temperature tubular furnace

1.3 7 #r Tk

K FH RN X S P0G PW-2404(XRF) 43 Hr S5 S0 A it (9 46 2 20 1l >R FH 5 e X T2l 5
X D/max-A(XRD) 73 #1 ) A 5 % FI AL SRR 45 25 B 7~ MR B 3% 04 2 23 M B 6 J& % &5 SR A Thermo
Kalpha(XPS) 7}/ 52 6 Ja JC 5 HY 1 45 SR FactSage BRI A ARl T Pb 25 52597 A3t 1 FE.

g G RYFAR A EALRCR, RE A S R E o S TR

E =22 100%
wXm

Kb, ENE SR E LR, %; o A0 B SR 5 Pb & i, mg-kg s m o AL B BE R T, g5
W AL BRETAE S P Pb & &, mg-kg s m AL BERTRE S AR, g

2 75 535118 (Results and discussion )

2.1 WRIEIHE FEALF AN I Py A A YIS T

M2 BT kK TR T PbO SRS, [R]EH S I 2] T 8 55 Pby(SO,) O, 33K 15 BH 499 3 15 ik 47
1 SO, 5 KK PbO K4 T W (PbO+S0,> —PbO+PbSO,+PbO—Pb,(SO,) O) . 244 11k s e 4 e 1hk
J&i, PbO i 1.30% b TF 2 27.36%, H Tl 546 g5 15 kg B i o & 5 0 R A ST S R R AR ),
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TR T R B R AR A i 5 EE 2.87%, LR A 58 g, TR A #5 PbO 5 a R AR M T 1 1 e R 12:1, FR A
PbO Fl1 Pb,(SO,) O [R] 7775 T bk 3k I i v . 225920 J] Visual MINTEQ kg B IR, 24 6<pH<8 I 54
WAl v Po B S D, HEEI AT BEAE L T Pb,(SO,) O; 24 7<pH<8 B PbO-PbSO, 23 & Wi /3 fift , Tl 1 35
BT A B Po(OH) 5. AR SE50 R FH I AN I R 4 W pH oy 7.1, 55 325 I 58 45 R LA AR L.

= (1)CaCO,
&K Lk PbO) ) (2)CaSO,
MSWI fly ash (3)KCl
(Proportioned PbO)  (5)| (4) (4)NaCl
®) (5)PbO
] @ M ) (6)Pby(SO,)O
Z \.....WL
Z
g
2 | ik @)
Leaching ash
\“‘ﬁuw
1 1 1 1 1 1 1 |
0 10 20 30 40 50 60 70

26/(°)
2 IERTE KA XRD
Fig.2 XRD pattern of fly ash before and after leaching

MR 3 R ST PO 11 KK 22 40 8 BV 4 RO IR ) AU o & A T BRI AR A, CL % it
Hi KK 22.48% [ 22 0.40%, KK CL BRI A F- 224k 2 o0 81 & 2 ks . 3k 4 FNIET 2 7]
L, WRH R R CLVR B 13k 3.2x10° mg- L', i5d B 76 94 08 IRV 4 VRO 08 RO i, RO R CL R LA
NaCl, KCI % 7] ¥ P G 58 T8 20 Uk I S0 98k 1 W . 7E MR D8 K XRD o R K . 98 908 58k 4 T
PO 4 SO Ml ClU /b, HRIKH I PoOs 7 S A5 0.4%, HED R IE I H Pb (1) S Ak W K s iR
LA AT REAAALE, (0 & e ILT A Hh PRAE.
3 OMIERTE CIR BB (%)

Table 3 Main chemical constituents of fly ash before and after leaching

I AR

Solid samples Ca0 c S0, Si0, PbO P,05
KK IMAPDO) 45.14+0.86 22.484+0.30 6.09+0.20 2.69+0.24 1.30+0.03 0.40+0.07
g it 33.63+0.56 0.40+0.08 2.39+0.23 1.52+40.05 27.36+0.22 0.19+0.08

R4 WIERTIS IR AR D I 2 T AR

Table 4 Main ion indexes in nanofiltration membrane before and after leaching

Vi X
. (@ﬁvriuu pH Cl/(mg-L™) SO*/(mg-L™) PO,*/(mg-L™")
Liquid samples
b AN R E R 1 7.1£0.1 3.4x10°+38.2 2.5x10%18.5 5.9+0.4
W 13.540.1 3.2x10°:1980.3 3.4x10°153.6 0.6x107£0.0

2.2 IRBEEXTIRUE K R P [E Ak R 5

B KK 5 R K i 7E 400—1000 °C R HEATHAL 3. M E 3 FT 0, KO8 JK I R Pb AY [ AL 3 L KO
Pb 1 [E 465 5, HEMETE 30%—70% Z[H]. 400 °C T, #hyg MK Pb I FR % 5, 4 96.87%. Bl L
BT, AR S L ME T RS, 800 °C J5 T R SE P Bl TR (032 W -, KU s vh Po (1) 3 i it
PRSI NS D B3, 7E 800 °C R IS5 i A 0.9%:+0.02%. 3% &K M 7E 800 °C 224y, WhuE Kt h A
HUTTIEASE AL B, BT RE 2 2k 20%, 1 i B %A 35 % Pb ] BEAEAE E LA (PbO J A5 886 °C.. W A
1535 °C), HRFR 25 (PbSO, # 5.: 1087 °C) FIHERR 25 (Pby(PO,) , 45 52 1014 °C) Wy i By 448k 15, P AL-& 4
P14 248 XoF J5 o A8 Ak /0, TR G B B R /NI G 2SR SR #1000 °C B, RIE K T Pb R R
% 0.6%+0.02%, & T-7F 1000 °C 5}, PbO FF 14 +5 & 2.



2692 7N 54 1t 2 2 %

80

R R A
% MSWI fly ash
g 00T - gt
= Leaching ash
E — ek
3wl [[H=a/3

Proportined ash

"""""""""

400 600 800 1000 1200
Temperature/'C

B3 400—1000°C T Pb YRk
Fig.3 Curing rate of Pb at 400—1000°C

23 PbiERFALIIALEE

FIFH XRD 2001 T b 38 5 i $AAh B 7= 300 1) S AH 43, DAIEL 4 RTRT, 400—1000 °C i R v, ik Ik i
H4EE75 Pb S EHET XRD K H FR; (H7E 800 °C T, CaO 5 Si0, BERBGHTHIH MIAH Cayo[(SiO4)3(SO4)5]F,
(BREEBR KA ) 5 S HLBERY 1] LU IR 4 CaF,+Si0,+CaS0,—Cayo( Si0,) 5(SO,) 3F,+Ca0O+H,0; 1000 °C
MARBLT Cas(SiOy4),(SO,) (BRARERES ), #EW Si0, 256 Wi w PAH, £ 800 C LI E R /HbG
YIEASHEWOR, KA T 40 T3 Wi 24 A a5 A i, AR G 38 U7 Tk uE s .

— IR A

K “) B Tt bk 2K #Proportioned ash
Leac}llng ash (6( )4) @ (1)CaCO, O E;gccaaz(l;b04
1000 C : (2) CaSO, (3)PbO
®) (3)Si0, 1, @ (H)CaCO;
800 C I I (4)CaO
o NP WV o
1000 °C G
g} 0 PRI ) @
< ()RR ERRES R
z z
@
= 600 C @) 3) 2) g
SR W TR0 B O |
800 C
400 C \
M—MW
| 1 I I 1 1 | 1 1 1 1 1 1 L
0 10 20 30 40 50 60 70 0 10 20 30 40 50 60 70
20/(°) 20/(°)

4 400—1000°C 8K i K e Lo I ) XRD K]
Fig.4 XRD patterns of leached ash and proportioned ash at 400—1000 °C

ML 3 AT, 800—1000 °C 4544 T, e b A 55 bk ug K s v P (14 [ 4k S5 AR a9 31X O fig
S8 4 W R I 1) 2 B B A3 R B 4 38 LSRR R AR A, (R AT AN IR 8K s v P R ) AS 2 LA
FAEIE XA, W H ARG AR SAELEIS, A ZUEAMSIES S RN E. L8
800—1000 °C XJ bk € I #E4T XPS 34T, WAL 5l %, 7EkE s v H B0 T Pbaf U6, KB Pb 774 I LA
TR IR AFAE TR IR K i v, 1 5K 245 & . Poaf IEAR I A HEHLIE 73 24 0] LA 4 Pbafs), Fl Pbaf;),,
ST 139 eV il 144 eV, PbO U455 BETE Pbafs, FI Pbafy), 1515 T 70504 138.85 eV il 143.75 eV, &
B PbO ML & 38R e i, Pb LA PbO WYIE 2SI L. Sk T 8 B A R 2R AR A o v o 8 A i o Pb 1)
AL ALEE, FH AL 242 PoO (S B4l ) S5 4 Wk 8 I 1) 38 2L 1 o0 He 2R AT N TG B SI2 56, B A2 2% () #Auak
HRTFR A R JLAS 1 FE SR SR.
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PbFsp 1000 C

f\ pbo PbFrn

N Sl [

’UX )
'y 4 A ‘

?“fu’\AKL,,' s

132 135 138 141 144 147 150
Binding energy/eV

5 800—1000°C F#kuE K Pb i) XPS 4347
Fig.5 XPS analysis of Pb in leached ash at 800—1000°C

A 4 A0, FiE b R B T P B9 8T 0 AH Ca,PbO,. #7459 5T B, 75 800 °C T, M T hkdE
Yy w RGN, B 4R R e AR RR AR S A5 M rh . Lu SR 74 % B2z R BRI (DFT) K487 |
JKH Pb 7E CaO FTfi 45 AR Ml B2 v &2 B, RIK P Y CaO B 2 B PbO Al PbCl, H PbO Ay HL F B3 15k
B, N KK P (4 S, S EE 4R 0 IR [ E SR T SRR IR BC O T Ph Y AL AL B, A
Bl FACT 2%, i b P 555 1Y Gibbs H R REHIHE K 0 M 2518 T Pb B9 45 & 88 UM R e k.
AG<0, AT A#EAT. AG B/, U B F1) T SO0, 9 1F [ 647, 2R B ) ot R

2Ca0O +PbO + 1/20, = Ca,PbO, (D

800°C AG =-31.2kJ-mol™", 1000°C AG =—10.1kJ-mol™'
PbO + SiO, = PbSiO, (2

800°C AG =-17.5kJ-mol™", 1000°C AG =-21.3kJ-mol™'

800 °C T Ca,PbO, ¥ & 1 S b B 5 & HE, 1000 °C 1) Ca,PbO, i A% 415 SR £ 76 . M &l 4 7] 1,
800—1000 °C & #&H, B L K H Ca,PbO4 43 Fa HUG(E W W3, H A= ol it Bl o T B2 A9 FF iy T
W K. Bk 2 R IR SR T, B 1 N 2 B s B ST I AT e T . B T CaCOs 1E 800 °C LA 5%
W5 Iy CaO Fl CO,, {15 800 °C J& CaO Ay 75 5t i 4 o i K, Bl JBE 34 N il Ca,PbO, B 55 #r i
Yang %2 i 57 B, 800—1100 °C H Ca® 2 5 kA DU i /A SE 4 B 2 1) OF, P2 A Z G ML 1, BE 5
M H SRR HEM Ca? 35 57 0505 B 55 5 Pb & A2 W A2 Y Ca,PbO,. 7E 1000 °C T, PbSiO; A H HfiE/N T
Ca,PbO, 1Y H HiAE, Hlit & 5) 4= i PbSiO;, {H7E XRD I A H. H1T7E 1000 C T A H Jcis H K5
53 Si0, 5 ALOs 45 & Az BB B BE BR TR - /\ Tk A7, #E DN R A7 78 2D 38 4 Si0, 5 PbO &5 & /B T
PbSiOs, {H AT BEFH T 5 5 AR A 1.

PR B T BN T 08 B i T R R AR L B R AR SERRIE K . ZE B B R D, P T S AR AR IR
| BERR R AIE A, FHUGE AP ASFAE [ Gibbs [ HREZS BEHIHEBFSY 48 Po 1L A bk R )
fift XA BRI R BB S R TR

2PbSO, = 2PbO +2S0,(g) + O, () (3
PbCO; = PbO + CO4(g) 4)
Pb;(PO,), = 3PbO + P, 05 (5)
PbO + SiO, = PbSiO; (6)

H 2% 5 AL, 400—1000 C 3 i1, PbSO, [ #43 [ W AG>+40 kJ-mol ™, R Wi A1) H & #E47; {2
XF T PbSO, K, Hor it A B4 & A= M . 600 °C J5 SO, By & 1B W T, S i T /0 PbSO, 764
FE Z5F N 43 i nPbO-PbSO, #t 1Mij 43 f# it PbOR". 1 F Pby(PO,) , ) 43 [ 7 3 A g A & vE 4T H.
P,O; Y% 2 B 5 I BE 1Y T i v n, BB P05 & = AT 55 Pb BB IR R 551k & 4 TG H . bk g
AT BE A AE 98 Bk 152 £h AR S #R S A2 P L EE S PbCO, 25161, PbCO; 7E 400 °C 1] A A FR40 fif S 2%,
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3

2%

AU B P (Y Bk R $h 8 8 Z IO R 5 43 %, SEBR I PbCOs 19 43 fif W BEAE 225 °C, H S g R
PbCO;-2PbO Fll CO,, 4R Ji PbCO5-2PbO 43 i i, PbO Fl CO,. H1 2 (4) A1, PbSiO5 i A i S5 b — . 1E
1T, 800 °C J5 H B T Cayo( SiO4) 5( SO,) 51F, (F2 Ak 8 JK £1) . Cas(SiO,) ,( SO,) (i 47 R 45 ) &5, fiff
PbSi05 A& A 2t B L T e 1T 9/ ).

&S5 F AT F HE AG(KI-mol ™)
Table 5 Gibbs reaction free energy energyAG (kJ-mol ™)

WE/C . .
L R(3) () #(5) (6)
Temperature
400 446.4 -12.6 454.0 —16.1
600 340.8 -39.6 447.5 -16.2
800 238.2 —64.4 435.8 -17.5
1000 138.5 —89.3 412.5 -213

3

zE15 (Conclusion)

(1) G 8 B 447 W bk 008 58 s ROk vy, mT A P SR B R B S 1Y, Pb 55 SO, 45 & B B Pby(SO,4)0

(Breg).

(2) FEE LR (A T, RUE B P 19[4k 5 KK P 19 [E4L %05 30%—70%.
(3) Bifi 25 ¥ B 4 T 3, IR O vy vl e X i TR T B R, T B T v 3 T 0 0 L 400 °C T SE R

Pb LIBRAR L . SR Eh B B e AEAE T i vy 4R 15 3] 800 °C LA LB, Pb IS ALWIH% &, Pb I HETR
R B TR T = R AN R B A B T B BT A Ca,PbO,, A= Al i Bifi 5 5 A8 FF 5 1T i 1 K
Ry IR BT AR B B R v [E AL 20 P BRSSO

(2]

[4]

[5]

L 6]

(7]
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