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Effects of combustion conditions on the formation of polycyclic aromatic
hydrocarbons ( PAHs) in coal combustion process
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Abstract; The effects of combustion conditions on the formation of polycyclic aromatic hydrocarbons ( PAHs) in
coal combustion process are studied in a small tube furnace by controlling combustion temperature and the amount of
excess air. The experimental results show that with the increase of combustion temperature, the production of PAHs in
flue gas is increased,while that in ash is firstly increased and then decreased. With the increase of excess air coefficient
(a) ,the production of PAHs in flue gas is gradually decreased,and the PAHs production in ash is firstly decreased and
then remained unchanged. Under different combustion conditions, the distribution of PAHs shows prominent features of
three and four rings. The toxic equivalent (TEQ) of PAHs in the flue gas is much larger than that in ash. Under the
condition of ensuring complete combustion of coal, taking into account the total amount of PAHs in flue gas and ash
residue and TEQ of toxic equivalence, smaller environmental impact of PAHs can be achieved when combustion
temperature is 850°C and « = 1. 57.

Key words: coal; PAHs; combustion temperature; the amount of excess air; formation characteristic

E b > | Al Y RY BB 4 e P
UTSEAE AR I REVRI DA v AR BT o e 491 1 SREs

37 £ 2 1
2017 2 B

—HAE T0% ZiA , HER A S5 B 7 308 B
Be o SAMEAT R B RIE R B H 45 28 1, BRHERCE M5
HeWran CO, NO, SO, &, il ¥ HE il K ik A M5 Y
Y, Hh Z 305 8 (PAHs ) L E A =30 /E (3%
T BT B AR ) | [N IA S G B R BUE g e
RRTIRS ! R A2 e

2T RE TR A B YR, A58 2R
PR AE T T A R 8 A iR T A B 1979
AESEE AR R (EPA) i A 1 129 FAfg 51 W il ¥ e
Yy, Ho At 16 FhoRaly 43 SO0 2 30805 i e B
WP S WS e W, T I BRUIKS 6 Fh PAHS N
HARis Y, Jo 5tk 7 Fb PAHs 31 A o [5 5135 18
IG5 R, WF ST LA B B PAHS
(A= AR , A BT AR 43 A1 BB PR, X0 Rds il R
WA HLYTE Y A EEE L,

1.1 SREesfs
I TR A B B LIPS MR AR
Wi 100 H i, & T 105°C THRAHHET 8 h, %
MIRAE T BEAREROBE R E ISR 1 P
x1 ZERTHRETHEEHEREE

" . E P
Ko HRS WA BEBR B i
Qnet/ N v
Mad/% Vad/% Aad/% FCad/% S/%
(kI-kg™") (m*kg™")
0 23.81 9.59 66.60 1.18 31395 8.4

1.2 XWHE

MRS 30 A /N AE S BpP (SK -1200°C ) Hp ik
A7, a1 pR o M S TRAYLEAA R R 2T,
A A ] e A ) I AR B L EE 5 R PAHEs

i B HA 2016 - 07 - 04

YEE BT BHTEE (1990 — ) 2o, AR WIS O ] R R AT Y il AR, 1228227683 @ qq. com; £RHA (1962 — ) , &, Ml 1, B, FENFH KA
Ye s I R AFST M IREE R A ,010 — 68985334 , qianf@ th. btbu. edu. cn,



2017 F2 B

AT SR W5 B — IR MAT ™ T AT 4, W B A8 rh e
Amberlite XAD -2 ## i§ ( Sigma —Aldrich —Supelco )
TWRE A PAHSs , S RAESH T PAHSs 42 g1
A WAL W o WO AT CHLCL, T
WSRO PAHS; Bk i PAHSs AOUICEE K B AT
) I

1A AL 2— T 3B s — 73T
S— T s6— LR IE B s T— R
8—IR I (XAD-2 B 1l5) ;9— IR (CH,Cl,)

Bl #XLRPTEH

FERAPRI(2. 500 0 +0.000 3) g AL & T 11
LR SER ISR R P R AL E
s R, TR S AR RRE T B A S A A D4
FRTELTER DX R BE o 3k B AR N (], 45 47 T A IR
BERBEARAT AT 3 YCFAT 25

MABES FRAS AU R XAD =2 R fig T — 5 be -
1E © e TR 5 WP e P B B, 4 IO R T AR
CH, Cl, Wi — e 28 ke e 7% & e 4 ik IS — 2R Ak 40
JERTAE AL e 4 2 2, A D8 M TR PAHs 135 0 RE
nio VO A B FEAT [RIAE ) i AL B R o K
AR PAHs RFIUARE it o AR URIE ) PAHSs FF i
T R OB AT AT o
1.3 PAHs WiNE 2 HE

FIHT Agilent 1290 i = S0 AH (35 AL (UPLC)
Kl 73 M1 26 (= EPA f S5 #7719 16 A PAHs, 40 4%
ek Jg 25 AR JE R B AT (a) B e R
I (b) DR I (k) 2 8 TF (a) BB —H I (a,
h) & 8T (ghi) 4B B (1,2,3-cd) B8 WIS
{4 :ZORBAX Eclipse PAH {44+ 2. 1 mm x 100 mm,
1.8 wm, ii# A 0. 32 mL/min, #:{i7K 25C , /M
PR 220 nm, HEFERN S plo VIR SN I
RBUT R 55% (G AKIRTR T ECN 45% ) , Jefk
53 min; £ 15 min, ZIEARRSEOEINE] 100% , 24
JE PR HF 6 min, PR EA ] E M SRR TR A L M
FKRBR =0.999 5 ~0.999 9, LI F TR 2
LSRRI ISR S2EG , s [l i<k 81. 43% ~
102.99% |,

RS R TR RIET 2SR ERRHERIRIE - 91

2 #R5WE

2.1 REEPZRFTRERESBS S HEHE
Fe JSUREAE b PAHs BEAT SR B0 AT, 6 o 20 2K
o ATRAE N 2 FiR
®2 [FIEHD PAHs RRENSBEHH

i

JENIS- s
g
AR (ngrg™') 118 7.81 8.46 2.91 115 21.52
Jo ki gl %

t

75 2 3 4 5 6

5.49 36.31 39.31 13.53 5.36 100

JRMERE 3.4 36 PAHs J& £, (5 B & Y
75.62% o FE TR R SR =3 PAHS Jit
TP T B, B DA AR SR K i v PAHSs BT 4
AR N UGS PAHs A w(peg™') o
2.2 BRISRFERT PAHSs & B AFAERI 220

RS SR 5 ) 22 BR O e AR L B L [ 2R, PAHs
YA BURFAIE BB P 4540 BR80T 2 RBP4 (45 AN W]
I AR, Ana Maria Mastral 251 gy fif 9% %
WY, M5 PAHS HE i S 1 B IR B 9 o v R A 2 B
JeIE NN FE U R B = BB PAHSs HE R S B TR
V(9 TH 5 4G 0. Kunlei Liu 2550 BF 5% % B, SR
JHAH PAHSs HE R Bl EE (%) T e 2 4020 I 35
MR, fF 9 R, PAHs A& BUHLPE 32 220 35 K IR
2% R E R AT

M PAHs & T4 8, 52 WA 3 [l e DL
il AT R ek /N Ml SR PAHs A R, T K
PAHs LS, AN 2 T4, Wi PAHs JSA]
BRETE R g rpeR A SN 0. 6 L/min,
BRIGEITE] Ry 55 min (MY Fid F =S KRN 1.57)
ST RABE T FE X AR SRR s v PAHS AR 52
2.2.1  MRBeR XA A T PAHs A s AR 69 %0

PRI BE T MRS A PAHSs 2E BUERAE 09 5% i 40 [&]
2 fime MNIEL 2 Wl LI BE A IR T, S
g1 PAHs Z#m3H1 . 7E 650 ~950°C 2 Ji] , PAHs A i,
GBI BT AIE R R, TEBAGRET,
PAHs 2 J5i M b PAHs $5 & 38 1. B & T B2 1Y
Tt D e oAb A B % 452 %) PAHSs & A il B
F TR O o e WA B B 7 A o S 1A
FHMBE, MK CEE, MRS T kA4
PRER B 40 5 7 7 A 2R R i TR & ™ 1 v i
950 ~1 050°C , 4 Hr PAHs A= Bl HG AL 25 . ik
B, B R B A 22 77 A2 — &R 43 PAHSs, 5y 5 B By
B [ e R AR IR RO iR



- 92 - LA AL T

JOE AW AN et T A SR A T, B A 4
Bt PAHs A2 18

5160
= 140}
5120- 3
15 100t
80
60_
40 1
20¢
0

oShvhoxoNbRrOIXOD
KRR PAHSA: R/ (ng - g7Y)

L 0
coocoo—~—~—~r~N

650 750 850 950 1050 1150
PREEIREE/C

S HPAHsA: B

1— < s 2— K it
B2 PAHs 4 px & WK e IR 8 2 L

HHA AR A% PAHS [ifi i B2 7 728 1015 20 G (5]
3 FiR. B 3 ATLLIA Y, PAHs & 20 51 it 43 AR 3%
ILHORRRRBE MBI . =38 o B 2 H AR L
I E A PAHs 55T 8 43 5008 b i AR —
ES QLS 87 N R 2 N e 2 N0 A 1 DO 2 Y ¢
3 AT LIE Y, 7EAGIR 650 ~ 750°C B, 32 i3
(Z..=23)PAHs, 5 B R &R 67.62% ~71.88% ,
Bl I R B TR, L S ER L e, Y RS
IR L5120 458 K, 150 B S B 1) - ) A A 40 i 1)
R A

T 701
&0 60
< 5ot
'@40-
& 30 3
i
&~ 10t

e ot , . T, .
= 650 750 850 950 1050 1150

RRESIRBE/ C

2

4

I =305 2— =38 3— DU ;4— 1 3R . 5— N 3R
B3 JEA P FE 34 PAHSs [ IR 00 R AL
®3 AEMEEETESPAREIFE PAHs &

16 7 PAHs S 2R E L %

L/ %

C 2 3 4 5 6

650 21.48 50. 40 17.03 9.92 1.17
750 25.38 42.24 23.29 6.97 2.12
850 15. 65 49.47 19. 65 11. 66 3.57
950 11.11 48.46 21.06 14. 62 4.75
1050 7.75 47. 61 23.72 15. 40 5.52

2.2.2 IRBEA &G T PAHs A R AEH %00
PRSI BE T I f PAHs Az BURFAE 19 52 1 40 4]
4 i, AEL4 AT LUE Y, JKiE h PAHSs AE o bl
TR EE T v e 3G 0 5 98/, #E 850°C B 3k I i KA
£ 650 ~ 850°C I, 5 (1) # i i PAHs AS W4 s 78

F31EE2H

850 ~ 1 050°C I}, Bifi 5 Ik B2 1 T i, MR B8 LL Al
&, P2 AE R PAHs 8/ T H s A T PAHSs % i
TR, BT DL B . B4 el LA
PUER PAHs J5i 2 708U 2 , HoUOh =36 TE#R e i 72
FRE PR AT AR A5 R BERIR | 2 O 2 A W 2
A2 PAHs, PAHs F 88000 A 5 A B 454 f7
KL = R B AR, N ER AR
BN, ZABAORII . R4 TR, K
O, FL. o8 ) PAHs fff B & Y 62.48% ~
71.16% , GBI 43 ¥ 5 it PAHs 5 T Bl 2 <AH
o, S F i PAHs By TRk B AR RIAH
T 0.8F
;a"gj;: /_\,/-
i 0.5
ot T TN
Zo2 .5 ] .
Foal Zﬁ . —
§°'° 650 750 850 950 1050 1150
HRBEIRIE | C

153 2 BR3P IR 4—FL IR S— N R
F 4 B F F 3% PAHs [ 38 69 % 1t
x4 FAEBRBETREDAEIRE PAHs §

16 7 PAHs S EMH L %

g/ %

i 2 3 4 5 6

650 4.40 2569 53.27  13.23 3.41
750 5.01 31,22 52.78 7.60 3.39
850 3.92 28.71 5154 10.96 4.87
950 5.35 32.17 4700 10.58 4.90
1050 5.61 23.23  58.00 9.86 3.30

ARIEEE T, M85 PAHs £ R 10.99 ~
145. 63 Mg/g,jf(‘}é‘qﬂ PAHs A=l h 1. 08 ~ 1. 56 pg/g,
HHH PAHS Bttt 42 S HE B rf PAHS B0 0
1 ~2 AR, TEIRE KT 650°C i, PAHs i
VB > JEUSE > TR AR i T PAHS
JFHE AP KO JEUE PA S M0 1.4 ~ 6.8 4%, 3t
R BE = 1) h 2 3R 542 — 5 IR THE h PAHSs f 3T
FREAL, , 57— 7 TR e it T 0 2% 19 1 2 52 7 £ 397 14
PAHs p=E 120 R4 PAHS 3% H TS b
#843 PAHs 5% B 7E[E A h o MR K th PAHS %5
FEPU = | DUBFR R RO AL

MARIEAHS PAHSs F £ BRI TT 0, R e i
FEAE M BT, 7E R UEMESE SRR R B0 T, R
BERRARIELRE , T JK i PAHSs AR 55 T4, 1o fi
Z 1) PAHs 5% B AE AR F SR X AR 920, i 3



2017 F2 B

JiH 850C
2.3 WREZKEXT PAHs 4 4SR50

PRI R v 23 UL i R 2 A L HE R
FETERIZR . o A S 3, 2 2 PAHs 194 fk
FRE i ECHERC R T S s AR e IR
1 850°C , BAKEHT[H] 2 55 min , %% 23 S % A <R
JK i PAHs AE B 520
2.3.1 dHEAFAEAF PAHs £ R AF/EH
#

S s ST T PAHS A BURRAE (4 5% 1 4
BIS Frone IS AIHL BEE o = R (o) 1Y
B, JHAH PAHs AR R B A 2 A el D i
ao v R R R IR N T AR AR SO R SN 2 (B Y SR
G AL O 5, IR AIG PAHSs 946 1

Tm65' -6'30
& 60 52
<55t =
] 14 I8
gSO- 1 X
45 2 I
£ 40 ‘ZE
£ 351 1 e
U306 10 14 18 22 9@

RS R R
1—A 22— K
K5 PAHs A REHMAFH A ENE L

M AR P B PAHS B o) == = i AR A1
DULANIEL 6 7. |1 6 al LAFE i M =35 PAHSs

3 2
1
5 r
.—.\'ﬂ*._-c
10 14 20 26

SRS EKa

2 150
ﬂ -

<

Ay

ﬁ G

& 06

1—23 52— =30 3— 3R s 4—FH IR 5— A H
o6 WA+ PAHs p MM =R ENT A
x5 ARASFER[ZHTESHRREIFE PAHs &

16 7 PAHs 22 E K
K
o
2 3 4 5 6

0.79 12.05 44.82 26. 35 12.29 4.49
1. 05 13.36 46.28 21.91 13.95 4.50
1.31 15. 07 49. 67 19. 83 11.83 3.60
1.57 15. 65 49. 47 19. 65 11. 66 3.57

1.83 17.26 46.95 22.13 10. 52 3.14
2.10 18. 07 45.03 22.56 11.35 2.99
2.36 20. 38 52.54 15. 68 7.33 4.07

RS R TR RIET 2SR ERRHERIRIE $93 -

JEEEURZ, = 0, T3 PAHSs Bifisd )25 SR8
(RGN B R, — SRR, Hi S Al
PLFE L ARIA PAHSs FF b7 BE 3] Bl 3o 98 25 A5 2R B 38
T, & S 56. 87% ~72.92% , JHA LA

K34 PAHs 3,
2.3.2 it Hw A A &GP PAHs & 4R
A

M7 BT JKE H PAHS AR R AE o < 1.3
TR N 1)/t A N N e == B2 ) | DN
MBI, Y a > 13 I A TR EEAA R,
M3 PAHs A gl AR e /N e IR i T AS [R) 215
PAHs i3 7625 S A2 G OL an K 7 FroR .l A
TRl LLEH, KR — = .75 PAHs 7 a <
157 ZRi S E WD, ZJ5 28 A0/, VOIS Az 5l
MK, R 6 AJLLA I, K3 PAHs Jif (5 L7
27.76% ~49.83% , JK it o LB 36 PAHs 24 3, DU
RS N ZE I Wae I N A IS U <5

B0 14 18 22
HSER=[E5 B

I—Z3 52— =30 3— 035 ;4—T 30 . 5— A3
W7 K&+ PAHs p iR Z A EN T
*6 AEEFZ[EZHTIREPREIRE PAHs 5

16 7 PAHs MEHES L %
5
o
2 3 4 5 6
0.79 5.50 23.91 14.25 26.92 29.42
1.05 6.55 21.21 15.46 25.63 31.15
1.31 4.87 27.48 19.40 22.27 25.98
1.57 3.92 28.71 51.55 10. 96 4. 86
1.83 5.53 44.30 30. 46 13.24 6.47
2.10 6.19 34.81 43.03 11.15 4.82
2.36 5.21 25.39 47.51 15.38 6.51

Al 2 S & R, A T PAHs JiT & 43 30k
33.75 ~ 64.07 pg/g, JK i 1 PAHs & & 4 0 b
1.42 ~5.87 pg/g, S PAHs J5i & 40 5 L R i85
PAHs J5t 5 73 850w 1 1 S $50iE 9, JA<0F K s
PAHs BB 4380 > IR PAHS (1) 5 57040

FEAE AR R B NS P LT, Al 38 A 38 ek
P75 S 9d /> PAHs 4. 7E o > 1.3 B K



- 94 . LA AL T

PAHs ZAL AR, AR P PAHs WL 276 %
JEME MU PAHs AR il s LR i A i A i R
2, a N L ST IR IREE RS M AR 450N o
2.4 ATERAZESET PAHs IS TN

PAHs PREPERERNZE L S B B 4540 1Y 728 Al T 28
o — 8 PAHs FRRE R H A% D7 i i) 5 VO, 3R
BT T NFR PAHs BEPEARXT = =3F 8P
M5 PAHs DR & W) B AR 7R, PR I S8R &
T A B A 18 TS A SO I B T B A AR T
BeR TR G (TEQ) RIMEE, Homad 1 1k 2 i
T (TEF) SR FE

AFIRRBEILE T, BABE ™ 42 19 PAHs 351 24 i
W7 P M TEQ BRI Y TH g M k5 K
i h TEQ 7£ 950°C b K, i PAHs A= A &2 75 850°C
5K, Ui PAHs U 0 AU I A BIRE F R
M TEQ HLIRE T TEQ Wi 1 ~3 ML

®T ARMEEE THESFIRES PAHs i) TEQ

(pgrg™)
L/ C 650 750 850 950 1050
=, 0.39 0.89 2.79 5.15 10.70
K it 0.07 0.07 0.07 0.08 0.05

ANl )25 SR BRI A2 1 PAHs 5 PE 2
AN 8 R, M TEQ B = LR LG K
/N s B TEQ 1 « < 1.57 I, o BYH 3L
TEQ W3/, a > 1. 57 I, TEQ “EAL 1/, T A 1Y
TN, TEQ 75 « = 1. 57 WHe/INo S TEQ F i
TEQ it 1 ~2 Mg,

®8 FRSFESEH TESRKES PAHs f TEQ
(pgeg™")
e’ 0.79 1. 05 1.31 1.57 1.83 2.10  2.36

MW 4.31  4.49  3.31  2.79 2.29 2.32 1.16
s 1.33 0 0.95  0.35  0.07 0.12 0.11 0.16

AFIRBEAAE T, PAHs F5 4k S i TEQ FE A
PAHs A5 it E LG, 48U PAHs SRRV K T
Kt o

TEPRUEIE SE S RBE I DL T, 2345 5 JE XTI <
FOK# T PAHs Az s & LA S s 2 & TEQ #Y 4%
i, WA A5 850°C o = 1. 57 I, PAHs X FRIEHY
MR

3 e

(1) BAKEIH < rb PAHs Az Bt B Il B8 T 3 17T 49
Tl B P PAHSs A2 i B FE T o S s i),

£ 850°C I ik 3 B KA

(2) Bt b A s A 3G i, KR PAHS A= i
T, K PAHs AR S W] s T s
FEARAS

(3) ARVRBE 4T, PAHSs 2H B4 A th = . 1

(4) W PAHs BP0 (TEQ) i K F Kk o

(5) EPRUESE S8 R IE LT, 276 25 X
JHAFN B H PAHS AR i DA B X 1 TEQ 1
Pt BREE S5k 850°C o = 1. 57 I}, PAHs Xif 57 3%
IS AL N

S 30k

[1] Tino F,Imagawa T, Takeuchi M, et al. De Novo synthesis mecha-
nism of polychlorinated dibenzofurans frompolycyclichydrocarbons
and the characteristic isomers of polychlorinated naphthalenes[ J].
Environ Sci Technol 1999 ,33(7) :1038 — 1043.

[2] E&EH:. BRI HTHARIM]. B B RUR A AL, 1988.

[3] BA Y. WEPA A FAY RS RS [ M]. Jeat. &
SRR At , 2001 119 - 21.

[4] Mastral A M, Callen M, Murillo R. Assessment of PAH emissions of
coal combustionvariables[ J ]. Fuel ,1996,75(13) ;1533 - 1536.

[5] Liu K L,Han W J,Pan W P, et al. Polycyclic aromatic hydrocarbon
(PAH) emissions from a coal-fired pilot FBC system[ J]. Journal
of Hazardous Materials,2001,84:175 - 188.

[6] Mastral A M, Callen M, Garcia T. Polycyclic aromatic hydrocarbons

and organic matter associated to particulatematter emitted from at-

mospheric fluidized bed coal combustion[ J]. Environ Sci Technol,

1999,33(18) ;3177 -3184.

AR W REIR B o T v 2 BA 0 0 A AL 3R 4 o) S 36 F 5

[D]. #riL: $riL k¥ ,2003.

[8] WA, ARG, LT, 55 MAMEHR e i 7 o 2 B0 07 e A= JlL
FELI]. h E R APLLR 4R ,2002,12(22) 128 - 133.

[9] Shukla B,Susa A, Miyoshi A,et al. Role of phenyl radicals in the
growth of polycyclic aromatic Hydrocarbons [ J]. J PhysChem A,
2008,112(11) :2362 —2369.

[10] Shukla B,Koshi M. A highly efficient growth mechanism of polycy-
clic aromatic hydrocarbons[ J |. Phys Chem Chem Phys,2010,12
(10) ;2427 -2437.

[11] Lo, BEAE, 30, 55, P PR A R b PAHSs (10 B O 1
[J]. kbAoA ,2013 11 (41) ;1281 - 1286.

[12] ik MR AR b R S FAE AL 2L AL D . Ll K
HIT k24,2013,

[13] Mastral A M, Callen M, Murillo R, et al. Assessment of PAH emis-
sions as a function of coal combustion variables in fluidized bed. 2.
Air excess percentage| J]. Fuel ,1998,77(13) ;1513 - 1516.

[14] Petry T,Schmid P,Schlatter C. The use of toxic equivalency factors

[7

[

in assessing occupational and environmentalhealth risk associated
with exposure to airborne mixtures of polycyclic aromatic hydrocar-
bons( PAHs) [ J]. Chemosphere 1996 ,32(4) :639 —648.

[15] You Xiaofang. Polycyclic aromatic hydrocarbon ( PAH) emission
from co-firing municipal solid waste (MSW) and coal in a fluidized
bed incinerator[ J ] . Waste Management 2008 ,28 ;1543 —1551.

[16] XU, B, ot 2 4, 4. FRIE BREE b 22 36 05 2 9 4 B XU 7
MR )]. R S e 24, 2014,31(12) 1104 - 1108. I



