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Abstract: Nitrogen oxides play key roles in tropospheric chemistry and have adverse effects on human health. In this work, we develop an improved
product of NO, tropospheric vertical column densities (TVCDs) over the Beijing-Tianjin-Hebei (BTH) region based on the operational OMI NO, product

from KNMI. In the improved product, air mass factors for converting slant columns to vertical columns are calculated using simulated NO, profile,
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pressure, temperature and relative humidity at a horizon resolution of 4 kmx4 km. The product is then used to reveal the spatiotemporal variation of NO,
TVCDs over the BTH region, and is fitted with a parameterized two-dimensional gaussian function to assess NO, emission changes over BTH region. Two
hotspots of NO, pollutions are observed over two city clusters, Beijing-tianjin-tangshan and Shijiazhuang-xingtai-handan. Elevated NO, TVCDs are also
observed over the Baoding, Langfang, Qinhuangdao, Cangzhou and Hengshui city. Averaged NO, TVCD over the BTH region decreased by 27.2% from
2011 to 2017. The fitted NO, emission rates over the Beijing, Tianjin, Tangshan and Shijiazhuang city decreased from 108.3, 139.5, 241.4, 178.6
mol+s™!" during 2011—2013, respectively, to 98.0, 108.2, 197.6, 85.8 mol-s™' during 2015—2017. Reduction rates of NO, TVCDs in Beijing and

Tangshan city are lower than other cities during 2011—2017, indicating that stricter controls are required in the future.

Keywords: satellite observation; nitrogen oxides; high-precision inversion; emission intensity; spatiotemporal variation

1 5| & (Introduction)

REAMY NO,(NO, =NO+NO, ) &% i J2 R4
FI R 8 0 0 ) Z /AR 9 ( Seinfeld et al.,
2016) , [] i H: 2L £ 5 35 1% 3 5% 4t BRE &% 0 ( Clark
et al., 2010) XF3i)2 NO, 8 3= SEHERUE A A6 A 08k
BRIE A ST BRAE FN DA R e R A R ) Tl AR A
mifbE R~ o E A S HER A 20 2 90 AR
DA R, IR X 3k KSR BT Y ) e 473
B O AT ECA A X TR S G B s A HE
AR B ) B 33 i A R VAT IR SR S it AR Y T B
BERH. TR AR R 3 o Y S v AR ORI 2 A
A (NO,) I EAVREF B, B2 B T RE TR,
fiE A% 4 Bh M v W T BEAT R G HE O BT AL
RAEAL W 75 e 1Y I 23 8 48 (Martin, 2008 ; Streets
et al., 2013; Seltenrich et al., 2014 ).

NO, TP A 72 B R 45 F 20 t 42 90 A= rh
9, BRI K J5y (ESA ) 152 [ T K &y ( NASA ) #H 4k
KE 4R R A M AL GOME ( Burrows et al.,
1999) KA 4 U R WO 1R SCIAMACHY
(Bovensmann et al., 1999) R OMI( Levelt
et al., 2006) \AEFKEL AR 2 5 GOME-2( Callies
et al., 2000 ) FIXT i 2 B0 4L TROPOMI ( Veefkind
et al., 2012) F&F [k BEAL RS, N #EE
3z I H NO, X3 2 T B TR Hh b X
HEAT NOHETBC S5 38 A S8R0 i 25 A8 46 43 B7. 7%k
TIE NO 22 A i A B 32 Wy BRAE S A i 52
Mm% 7N, A0 5 W 58 (Richter et al., 2005; 5K 50 55,
2012) 7%, L GOME A1 SCIAMACHY WL £ 1) NO,
TR U () 422 2 A1F b T HE R B 8 T b I b X
NO HEBLAE 1996—2010 4E[A] I 555K, LAb, &
WA (2015) 25T OMI ALJ&as | A N1 _EHE 0 5
FIXIZEAE 53 Fr 1 b E L IX 2005—2013 4E (] NO,
VR O 30728 A B R TR T o B8 A AU, Liu 45
(2017) JEF OMI A4 v B 50808 s 0 40045 A5 750 43 A
TIRE 48 IR 7 AABEH T 2005—2013 4[]

NO, HEk (s i) A2 A

IRBFFEINR T BOR 6 E AR E NO, I5 YLt
25 AR IR (HAE 434 B AR T2 Wk AR B 2
PR AR . TR 8 B ORI 2 NO, VR B 1Y) 32
BN MR TR X 2 R ARBT R (Air Mass
Factor, AMF) [ 11 % ( Boersma et al., 2011; Lin
et al., 2014 ; Lin et al., 2015; Lorente et al., 2017).
XTUJZ AMF A NO, % i J2 AT v B 7 4 2 e B AT
YR FE (%) LS R, T H AR 4 SR A BB 4L ) NO, 2
ISR MR IR RIEBOCFIRE m & B,
L SRR X B 2 45 M S e TSRS JEE 110 5%
AT BE(Palmer et al., 2001). 24 H NO, X i )2
FEW L 554k 7= SR AEAE NO, JE I B 28 2 B R A%, I
R R 2 b 3R S A5 1) S kRO IR Y
], LA K 2 R NO, S I R SOIRA N — 35055 ] R
X AR, K2R T OMI AR T & T 55
HE HBIX Y POMINO X2 NO, T ELAE W B 7= i,
HIATH X Z AMF B NO, B 56 i 4k R <
JE RH G B 5 S 500 25 8] o HE R TE = 25~ 50
ke, 7] s X6 A JE 2 550 R 1 3 52 5 45 ) S ke
7T B % E(Lin et al., 2014; Lin et al., 2015).

SUHEL N X R A A A TS e B A X
Wz — FECEZAE R 7 ) (FR
AR ) ARSI B iR AT BRI (R
CRATHRT) TSN B X S AR S T
DOMINO v2( Boersma et al., 2011) M &A= 5 )
Xof i 2 AU A POMINO AMFv6 H428 i FH 543
HEA WRF-CMAQ U %8k A XA )2 AMF, H &
55 UMb DX ) ARG NO XTI 2 T B R
Wi IFEE A R T T 2011—2017 4F UM
X NO, v B F1 S 3k T NO, HE il 5 B2 A B 2 7
A5 DA STEXT NO, T5 e 15 I RUR . O 5 3
W, FIR R B NO, X I 2 AR B BOE AR T S
HR AT AR < BTH-OMI” | “ BTH” At b 5t- R -l L,
OMI A v 5 % o7 11 22 24 I
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2R A . T 3 SRR B st B X 2011—2017 AR AU AL T5 Y81k 3799

2 ##ES5 7% (Data and methods)

2.1 BTH-OMI NO, X B E A ARk E T E K H

BTH-OMI j= it J& 7 KNMI DOMINO v2 Fiidb 5t
2% POMINO 7= i () 3L 0 LT & 1. DOMINO v2 &
FET OMI ML %25 (Levelt et al., 2006) 423k NO, %
T JE A B VR B 55k = R E R AR A . D
LM RE R (Platt, 1994) 43R NO, & AR
R s @50 B - U2 A Tk B R X O )2 AR R vk B
OV XTLZ AMF Y X060 J2 S Tk 3 A 4 Ry T B
FEUR .

POMINO % DONIMO v2 i 7 F keitk . 2% %
(AR AR PATHR G 58 B RIE TR
VA FE 27 3557 R ML 3R S5 S5 ) S X NO, SR T8 1) 5%
M) 5 35 A ) K AR ZS ST = S0 NO, RE IR

BTH-OMI %t T POMINO AMFv6 #4 %2 ( Lin
et al., 2014; Lin et al., 2015) & X FiJZ AMF, &
SR THE A PE NO, FE Mk B i 25 AR (R G BE 7, 1
FHR /P8R WRF-CMAQ #5%! (4 kmx4 km) & AMF
THARE NO, Je s BR LR MoK UK RE FAR
X BR 2 #k 4. BTH-OMI , POMINO F1 DOMINO v2

f) AMF B 8000 BLE 1R 2 AMF i35

XL T
Y SW xx
ES
- Xof i J2= T ( 1 )
X
Mok

b, SW LSRG E 2 1L B AU AR X 7, i 48
SHERIT AR, R VR RREE a5 o
i RO B 55 R TR o S AR B AR AR
SETE H A E W NO, F B, i WRF-CMAQ 4% #Y
fefit.

AWFFEXF BTH-OMI S 345 R b7t il - 78
RV B2 I 25 35 A8 53 Bt I 59 B3k 52 3] L T8 S R
(http ://www. knmi. nl/ omi/research/ product/ rowanomaly-
background.php) |z & 5 T° 0.3 FIHL R i R T
0.3 MGIT s FEAEMR BE BSUEIEAS R NO, HEOR 8 B 45
SR A BH 85 JE A KT 70° B i S5 AN 10 571 (1
B s P 58 U, AN B ZE A IR T BUI A 7 1
(Kharol et al., 2015; Geddes et al., 2016) FrAEikE
B AL 2 0.125°%0.125° WA H.

AME 551

%1 BTH-OMI,DOMINO v2 POMINO X} B AMF %5 %

Table 1  Ancillary parameters for deriving tropospheric AMFs in the BTH-OMI, DOMINO v2 and POMINO product
B BTH-OMI DOMINO v2 POMINO
NO, U IR B FIAH XS B B2k WRF-CMAQ(4 kmx4 km) TM4(3°x2°) GEOS-Chem( 25 km~50 km)
HFERSE WRF-CMAQ(4 kmx4 km) TM4(3°%2°) GEOS-Chem( 25 km~50 km)
M S IR R OMLER v3(0.5°%0.5°) OMLER v1(0.5°x0.5°) MCD43C2 ¢5(0.05°%0.05°)
SBBIFESH — — GEOS-Chem (25 km~50 km)

2.2 WRF-CMAQ 1t 2 1% #4441
WRF-CMAQ £ R fb 24 % S B 400 FH F 32 4%
NO, AR FE S i P 2 AMF A P WRE AR

a.

74 (http ://www. wrf-model. org/) f#i F§ 3.5.1 R4S,
CMAQ #& %I ( hitp : //www. cmascenter. org/ cmaq/ ) f#
FH5.0 1A B T3 2 = A% (1B1) 34T,

El1 WRF-CMAQ3 EHEMIMRKIIEE (a. i 2 X 22 |IFLF, 75 5 DOMINO v2 NO, %t i 2 T H AW, b. 55 3 ZR i E X k)
TE 5 — R X U 3 L IX (68.3°E~ 151.7°E, 10.4°N~54.0°N)
Fig.1 Domains of the triple-nested WRF-CMAQ simulations (a. spatial coverage of the triple-nested domains with DOMINO v2 NO, TVCDs as

background, b. domain 3 for the Beijing-Tianjin-Hebei region)
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51 2E ST EIX KB 36 kmx36 km;
552 R s E R TRHIX K HER N 12 kmx 12
km ;2 3 )27 35 AR X, KE RN 4 kmx4
lem AR T L7 ) DA 1 SE A X E T, 43 Ry 14
2 AR BE R 2011—2017 4E, Hidh 2013 4EFE 52
BT 3 R E AR AAES 1 BT W RIE
23 (8] 43 BER I — S0, ASHIE 53 b BEAGE R0y H A K
2013 4550 3 2 MULE R H 23 (A5 A5 K HAb 4R
D56 — 2R R 2 4 kmx4 km. HAAEFY
e A Bl B AR 7R 56 E 2 RS R 9T ( Zheng
et al., 2015).
2.3 NO HE#CEE RE

A Y i 2 804k — 4 & it R 2K ( Fioletov
et al., 2011; Fioletov et al., 2013; Zhang et al.,
2018) LI T & Bl NO, FE 1 B (0 i il ™ OB 25

MN02
Slx,y) = x
2w o, U),m
(%_xo)z (9’—9”0)2_
1 o’ o’
exp| — 3 ' * 2
2(1 =p7) | 20(x — ) (v — y,)

0,0,
(2)
K, xy , vy FHECTO AR 0, , o, WRES
B, FAEAE AR B N HE R P 1) DU R B RS s p A
FAESHR, FRAF 2 R 3 37 X Bk b A o A5 7 4
PR R RS S RE 5 My, FAEWTTHERAY NO, 23+ &
B, BIHEC R 5 S 8 0 R BB A4S B Y NO, ARV
BE e A sl IS AE £ A1 BTH-OMI #5508 2 1]
AT/ DAL MBI, IRk NO, HE i £ i vl A
FPE S EA5 LUK e AR 5T <7 1E R U], NO, HETi
AR IS E: 5= | Ra et B LR <SS L o A o
NO, HE e Bl 42 fsX (3) 11515 5
M

NO,

(3)

K, Eyo, #78 NO HEHGRE ; o 278 NO, I NO, Z
[0 22 56 e 4 I 1, B 1.32 (Liu et al., 2016); 7 N
NO, P A2 A= i JE 9, iy RUBE 2 45 0 249 XLl
(Zhang et al., 2018) K15 (3 (4) ) S35 KU B8 H
H ERA Interim ﬁﬁ'}‘ﬁf{ﬁ‘ﬂ-( Dee et al., 2011).

T (4)

v

JEHT KA BRLALA KL NO, X R T E A

ENOr =
T

VR P T DX o O R A, 7 DAL T R AR
RS PR B 28 R AT A5 T X — i 4 1 AR5
FIFH RS 500 — 2k = W7 s 250 BTH-OMI AT ik i
B R EOX 4 S FE T 09 NO HEROR B R S
HERCIR 5 ) B (] AR 1k 73 A, AR SR AE 2011—2017 4F
[ L 3 453 20 735 05 AT HE R 3. [RIe, 2 2
NO, b2 A i JA A%, T NO, HE R Az Ak 2 i
VOl P 85 s P, Ol T R v ik T R TR N O, R R
JEAS AR B B R 3 AT B T U R R P B A 2 T
(Beirle et al., 2011) . K, [ iR FHE 2 (6
A7 A 8 H) FEuk BE AR AE Ay i AL S S 5 v e
4 A HERI AT 5 ASBF AL E H (2011—2013 4F
2012—2014 4F 2013—2015 4F . 2014—2016 4F .
2015—2017 4F) , 3t 20 WAL G#4FE. = 8 B bRk
T NO,FEHR BE AR 2P RAT A S HTAF9E ( Zhang et al.
2018) , Fe/N T IRAUA T 1 AYAR B E N 55 km.
T T 2 RO T NO, HEBGHE R 1 AN
BEEEORH AT 4 A~ J7 1 ( Beirle et al., 2011; Liu
et al., 2016) : LA E 1R/ E ; @55 B K
TR @M TS ; DNO,/NO, i [ 1246
L. 2 v B IR A v ) 4 SR X UL T RN
BUR AT R TS 6 D BRI, Xk AT 25
km P IEAHLS, IFTHEAG B 11 AR X HE T H 2R
TS5 T AT 5 . e/ I 0L I AN B M AT
Y FEERSLALL 45 5 BTH-OMI S8 I 22 5] 4 #H XoF s 2 1
T AT XU BRI NO,/NO ., HE ] IR 1 B A ff
PEZ: BRI RO B SE (Lia et al., 2016)
53 209% 1 10% . AT AR 25 A 2 P 2 [7]
AHEL A ST, S SRS 5 TS BRI 5 15 20 HE O %
T (B A B AN 22
2.4 M NO, M & 2 B A K E B iR
AHHFGEFI ] 22 Bl i 2% 43 1% ( MAX-DOAS)
NO, AT e 8 WL %5 8 % BTH-OMI i#F 47 36 1F. MAX-
DOAS $5 A8 13 A AR 5 BE AR gt RARUZ BE
HivTAT 9 R B YGRS B2 IO 3 2 05 e i =E JE 5 B 02
— PR A RLEIRTRZE NO e B - Bz, B
FHF T2 1 45 30 A0 36 TE PE A% ( 14, 2014).
MAX-DOAS £ 45 H1 8L B K <4 3 0F 55 B 75 1]
(116.95°E,39.75°N ) K AHRM 254 1 50 o $2 41k, %4
P if B 5 2012 AFRAAE | HARI i JE 3 R i v 2
DLAHSCSCHR (T84 2014) . MAX-DOAS %48 76 24
H I TE] 13:00—14:00 BOEECE- Y, If 4l a7 A
k& Ak OMI %% 4} Fic v
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2 A, TR TR R U m I BRI 2011—2017 AR R B AL YT5 YL s 4k,

3801

3 R 51318 (Results and discussion)

3.1 BTH-OMI A% % J& B9 36 3F iF &

HCHR 2.4 35 4 I EIR L 1 D7 125, 2012 45 0]
Ui MAX-DOAS %% ¥} Al BTH-OMI, DOMINO v2 &%
POMINO A9 B T A BRI 58 R 17 R 28 DR D, H:
O R PO 2R (&R 4 R BER 6 IR VEE2
WK S ) R AR ATE L R 5.9%10" ~7.04 %
10" molecs + cm ™. B EZE S i/~ , BTH-OMI, DOMINO
v2 Fl POMINO £ 45 ¥ fig 458 4 b 47l 2 5 Wl i MAX-
DOAS L 25 5 9 15t 18] 25 4k (&l 2a) . BTH-OMI #71
MAX-DOAS WL I =z [6] # € &R 203k 0. 74, & T
POMINO I DOMINO v2 = & (19 0.72 Fi1 0.39 ( &
2b) , UEBH A v B S 3 A T 23 B WRF-CMAQ
BEAY (4 kmx4 km) B ZA05 HAE X Z AMEF
THE R A RIS T ™ S HE NO, AR BE B[] 22 4k

I HE 1. BTH-OMI %8 MAX-DOAS Wi il “F- #47 fi i
21.7%.2011—2016 4F ( POMINO {38t & 2016 4F)
BTH-OMI £ ¥ i &8 POMINO V¥R 11.5% , &
DOMINO v2 3k 24.5%. Fikgs W, OMI 7=
AT MAX-DOAS UL A5 B =22 [8] i A8 XF s 22 ¥4 #F
+30% L FE Z N, Fl4 3Kk 55 16 7 5 NASA OMNO2
TEAEAE b X Y B0 IE 25 57K A 2 (Trie et al., 2008).
L5 b AW 9T T R 20 BE R (4 kmx 4 km) WRF-
CMAQ B wE kol A KA i [ 7 b ek & 1
DOMINO v2 4 41 50 HE B b X NO, A 9 J3 Bisf ] A8 4k,
FIfE 1. {H BTH-OMI 1535 AMF B} & B 3 % &<
JE 27 5800 AR M 2 B 3 45 1) S P A S i S L
FOEAE B2 #¢ POMINO JG i 3 3 T+ ml e JR ), 76 75
O3 R T B A ' 24 RN FN L 2 2 5 4% [ 5+
PEEHE A AMF 115258 T — 20 1 5 e
J5 Il

H

a. _b.
o~ —4—BTH-OMI ——DOMINO v2 —e—MAX-DOAS —X— POMINO 100 o BIH-OMI
= 75k + | » DOMINO
5 £ POMINO
2 cob
K] a Slope=0.82
g ~ R=039
s P [
= § oo
= 8 a ~ o Slope=0.61
b < o Slope=0.82 R0.74
# £ a0 R=0.72
m R ; &
W s L
I S 2
i 3 |
%,
= L
z L, oL . . . .

1A 23 383 43 SH 683 785 83 943 108 114 128 0 20 40 60 80

MAX-DOAS/(10"° molecs-cm™2)

E 2 OMI NO, i B E B AR E SR I IE TG (2.2012 4F MAX-DOAS $0H H1 OMI A3k B SR RGN ] FE 1 %) 1L, b. 2012 4E MAX-DOAS

SR AT OMIFEVK B VERHG B He )

Fig.2 Comparison between OMI retrievals of NO, TVCDs and collocated MAX-DOAS measurements ( a. time series of OMI retrievals and MAX-DOAS

measurements during 2012, b. scatter plots of the OMI retrievals and MAX-DOAS measurements during 2012)

3.2 FEFEM KX E NO,FE B AL IR E B 2 E R

FEF BTH-OMI, A< 58 X 50 3 1l X 2011—
2017 AEXFEZE NO, 3 B A VR B2 1Y) i) 23 3 A8 E 47 0
BT R B AR T AN A P R ), A A 2 s i 45
HNT 1.0x10" molecs - em™ [ RIS A G A 23 B 3a
5. N 3 s, st X NO, X it /2 10 B I
FEAL - R 1L KA RT3 i 7 A A%
DTG Y AR BT (28 5L R M RN K S A
FEZR B HB AT YL T S A8 T G Uk e A DX T
PEALEBFNILT A 5K 5 10 FAR A X 55 My 3 3k, AN A
o 7 B4 T 3k DX HS ) e 75 e U (L. ot T B DX
FOFRAETT A1, %2 NO, 15 Y T far ¥ 45 7, 7F

2011—2017 4F[AFE R & 72735 10" molecs - em ™%X
FYL AN, BUET X NO, FE R 25 6] 43 A5 A7 6 3k
R85, TR X AL B 42 0 HE TG sh AR vk B — i
= TAHRR I ARIX.

SUREL ML X NO, X It 2 3 B R vk B S E A
2011 4EAY 1.02%x 10" molecs - em™ T [ £ 2017 411
7.43%10" molecs « em ™ | BEAK IR 1A 27.2%. Z BN 1T
S )RR G At B 328 2% F (2.1 719) 5%, BTH-OMI
TEORHE 5T HE L 1 P 34 B4R 1Y A R8O8R R B R
74 d. RS AR AR B[] SR A g 2 5 e BTG
Mr a5 e WANH 8 M, ASBIF 5T LA 3 48 i B[] 7 11 3
2011—2017 4F RTHEFLHL X NO, A vk B 1) B[] 24k
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2011—2013,2013—2015 F12015—2017 45U E T}
XA 1 B P 43 13K 9.7x 10" 8.4x 10" 11 7.6x 10"
molecs+cm ™, %A FREEENE 3d 7T LAE H A
FERT Bt NO, AV BE 1) F B 228 % AR e b st - R -
LA ZR BT 5 -HR B A A% s YL sl X 2R 2
B AR S T T X R DR T ) P R S, o 2
R B 7K S5 e 14 A0 8 T 5 - 380 1 L IXC 3 i A,
O 3 AEXTZ NO, T B IR E SRR IRk
PR AN IR AT B S N R v B A4 A st ] AR Ak
FETE—E 22 5 A 4 FR, sUEEsb IX 13 NIk
NO, X Jit )2 3 5 A vk BE 4 fH 7E 2011—2017 4R [A] 1)

FHXT T IR EAE 4.0% ~40.9% 2 [8). P & A%
JE | HISEE i1 7K [ i 57 51 T 4 07, SF-44935 38.19% 5 NO,
15 YL JIE SR AR 7R A T P X B s e /N R 4% 5 IR
2 5 I T T A DX R VR B TE I 9 I BB T B Oy B
F L EITT PG RGP N BRI, S BT UK R
PEARREIRFAR (6.1%) , AL FN BB — ok A BT
(75 Y] fE 2 FBOX B S 1Y R XL Ak i 47
BB DX R0 PR Ve B 44 1 B i 2 052 T 10% ~ 30%
RS, Jb At LR ok R R e B A T R
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Fig.3  Spatiotemporal variation of NO, TVCDs over the BTH region during 2011—2017 (a. NO, TVCD map during 2011—2013,b. NO, TVCD map

during 2013—2015,¢. NO, TVCD map during 2015—2017,d. Differences between (¢) and (a))
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