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B1E FHR
1.1 SHFEOE R

1.1.1 HAARDOKKIGELLDIRI,

FTHRETIE, KMEFEPUATEAEL A A A XA EORNEROIRELZT, HIER
DIEEEIRE & AR OHERE 2 [ 2 7260 1967 FEICAER I AL HIE S, £ D,
BHEL « 70— D BRI RIS T2 72, 1993 FFICBRBEEAERHIE S, &
FRPRIEARTETRNEA~FES B S iz, BREEHEALE T, AORREOMHE & OVEGBREED
RBEHMERFT 59 A TEE LWEREL LT, K&UGY., KEHE, HEHE BEEIodd 2
T EOBKBETH D [BREERE] NEDONTND, Z0 9 HRIIFLICOWTIE, =
Feibfizs (SO2). —Eafb®=FHR (NO2) . —WefkikFE (CO). MfbFEAF & b (0x), #
WERLRE (SPM) . IR IR (PMas) . © OMEFE O A EC WS4 D BREE
HAENTED HN TS (Table 1-1),

REIGUA RO TIE, 1968 4FITHIE STz KRIGYP IRIEIC IS & | REIBYE
DOPEHRBIENEI STV 5, KRIGYRIEE T, THPHEE S Sh b K&T5
YeWBICOWTC, WO L | Mask OFERE - BB Z L ISP HERES R ED B, Zhid
RDEFHEFIC L DY R, #5 BIAIRIC X D KI5 Y O NG BURIE A3 T
bILTn5d, Flo, REGRIIRBET & L b2, T ORRKN TH0H Y0 b 2 it
DEHE o BB A~ L2 &% 9, BE#E L S 2 EHM{b (NOx) O
HITZ B A9, 1992 4EIC BB # NOx EHIE S 47z, 2001 121X, HEYEA OGP S
HRIRE (PM) ZHHISIZENT 5720, [FEITBEH NOx « PM E~EWIES
72

ZNEDORZIGY R OFE R, FAEOKRZIGIERE TR L (Fig. 1.1),
BREEHMED RN S | 2017 A EREA T, SO2, NO2, SPM, CO IZ oW\ CIRIZIFAETOH
A TER L TWD, LALARRS, Ox OREEAEERRITIFTE 0%0ORNTHY . K
KFRE LEIMEAICH 5 (Fig. 1.1(e)), TD7, Ox O X 572251 Z B, KRS
B ThHHRIEAREAY (Volatile Organic Compounds ; VOCs) Ok 5555 53 1
HHNTWND,

REBRBEILIEDTE D HI TN D RKIGEWE DT T, PMas & 2009 4512 B L ED I E
S, fMORZIGIME & g U TR LR SN ETH D, Tk, 2000 FRICA
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o T, FIERLIRYE O C BRI 2.5 nm BA T ORISR OB B & H /e - T
oD Th S, THETIE, PMes O RKTIREIZBABEAICH Y (Fig. 1.1 (1) . BREAYE
BERE D KIFICSEE L T D, BREEEHEL R L CW D IEROFE G, BB S WD
2010 2%, —fi%)m (Ambient) & HHER (Road side) (2B T, £ €4 32.4%. 8.3%
2o 7oy, 2017 FFEITITE NI 89.9%, 86.2% & KiF/ckENA L (Fig. 1.2) (B8
B4, 2019a) , FSEIZIT D PMes O T O ERER & LT, PEIZET 5 RK
B E P EORD M ER ST D (B% 5, 2017; Li et al., 2018),

Table 1-1 Environmental Quality Standards for major air pollutants in Japan

Substance Average time Standard value Establishment date
SO2 1 hour 0.1 ppm May 16th, 1973
24 hours 0.04 ppm
NO:2 24 hours Within 0.04-0.06 ppm or below July 11th, 1978
CcO 8 hours 20 ppm May 8th, 1973
24 hours 10 ppm
Ox 1 hour 0.06 ppm May 8th, 1973
SPM 1 hour 0.20 mg/m3 May 8th, 1973
24 hours 0.10 mg/m3
PM2s 1 hour 35 pg/ms3 September 9th, 2009
24 hours 15 pg/m3
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Fig .1.1 Trend of the annual mean concentration of the air pollutants. The horizontal

axis shows the Japanese fiscal year.
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Fig .1.2 Ratio of the achievement and the non-achievement of the Environmental

Standard of the PMs.5. The horizontal axis shows the Japanese fiscal year.
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1.1.2 PMas % ORI IRP'E D F AT R

KEPFUTFE L CW AR IRWE (Particulate Matter; PM) OFiX, hi+ DK & X (KL
B LSRR, IREE. IR EERORESE . 2RO FIC LD REND, 6 ORI,
fiEl 2 DRIF-5 b DA ORPEIZT TR BEE L L TOERORECIE, £, howE
LD E WS T B - AL FRIIR SRR SIT K D R Al 2 L3 LT <, Bl 2 TR,
S nm (109m) 225FHO 1mm (103m) £TE~6 MK, £/, HiER
FEIZBI LTl pg/m3 (1012 g/m3) 75 mg/m3 (103 g/m3) F£ TIHII LS, ZI5JRHE
IRRRPEDS . RETRL IR E OFHARC B SR 2 INEE T3 5 RERER &> T D,

(1) it

i F-DRFED S B, KAF TORAD5D ENWEIET 2 E i, RN EERK 1272
5o RIFIT—MRAZ 2258 15428 (Aerodynamic diameter) TEF LD, ZE5EN 1578
ElE RIGE T DRI & ERIEBE R AR U 1 g/lemd ORI TR E L TERSINLDE
R TH Y | ROk, M OFPRIFENOLE I L TEETH D, AWFIETEDY
5 PMas X, 2280 )57880% 2.6 pm UL LRI 1% 50%DEIE THRETE L hidkE
ZANT, K VRBEOREWVRLA ZFRE LR ICRIES L DR O] L ERSND, 72
B, SPM L, ZERE 1A 10 nm LA EDORI 1% 100%DEE ThrETE 5 0hidkE %
WCHHEE LR ORI CTd 5, KETREEEENRRE I TV D PMio X, 2258715788
23 10 pum LA EDORI 7% 50%DEIE TRRE LRI+ ThH Y, SPM &30 v b S H Rk (I
v NEFYE) BRI > TnA72, SPM & PMio & & i3 BRI, & v MEEDEWIC
HMETLOIVNEND D,

(2) Atk

KEHRL T O BRI L, R A L U, UKL AR HIBRIR R (L 72 & D BLG DB
R I b I RK T D, R OALFERRIT AR A B =AML o TRES B D, F2,
KR TIEHERERCIEBUT KV IRER D L, T AR ERCMORL - IRWE & T2 2 &
TIL P 7R PER IR A A &2 LB LT 5, KRBT O FEAL AR E LT, JeRiRRFE

(Elemental Carbon, EC) <°H#X3% (Organic Carbon, OC)., K& H TH A Ki1k L
THAR I D PR & L CORilE (H2SO4) - fitle e (SO42) | i (HNO3) - izt (NOs')
TrE=v LM (NHe), E& LTHBRFICHRT 2 Al Siy MR 712Kk $ 2 Na,
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Cl 2 ERd b, KAHKFOFRAIL, R rORiRIc L KE< £ % (Fig.1.3), 0.1
pm BL N Ok (Ultrafine particles) TiE, Wik 05 IR BRI -72 & D3 E ALy
Th b, 0.1~% um O/ F (Fine particles) TiE, EC % OC, "R+ SO42,
NOs. NHs*, Pb, Zn, Cd. As FEDO&RIEW ENEEM S TH D, Hopm L EOHK
i (Coarse particles) 1%, MR LHEki 7225720 Na, Cl, Al, Si, Ca, Ti., Fe
IREBERTERSTND, B, KR TIHIFEEA EDOILENBRIE E L THFEL TS
72, JLHMRE U TIEBE N OFEZ HH TS,

IFEOHEMNENCIT D PMes OFHH LRI OV TIE, £E O BB 54
Fhii L T2 HER RDVR SN TWD  (BREE4, 2019a), 2017 4EEEO—RRIZIHIT 5
B2 D EIE L, SO b < 26%, KWT OC 28 22%. NH4*2% 11%, NOs A
7%. EC 23 6% CTh o7z, —MHE kLT, BHHTIE EC DFEROLEmLS (8%),
v 7 777y R TIE NOs, EC DFIEMELS (Z1EH 4%) . SOZ DEIE Lm0

(33%) HFIAALNTND (BR5EH, 2019a),

8
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Fig.1.3 Particle size distribution and main chemical components (U.S.EPA, 2004).

(3) KiJRE &R

R, BANC KD BALARRRICE SR DR oECecR s, 308 (Ef)
MEALE LTHWON D, Bl 2 IXERO LRI ITELBIRE A A - KBS TR FER
FEDS, R CITERRENEE RN L 25, LR LBy | REP ORIk~ o4
FORFR THE LT R F OB TH 2720 IRWFEIFHITRIAEDR 540 LT D, [EBARE D43 Am
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Tl EXKEFEN 0.0l pm FREICE—2 2L o— WA 2R L (Fig. 1.4 (a) . ik
FEREAAATIE, 0.1lpym BEICE—27 2 b o— 1M %2R~ 7 (Fig. 1.4(b), 7z, Hi&

() WREEAT Tl RIS 1 pm AHTICR 2> (A& R L (Fig. 1.4 (0). Z
DIED 5 H K E W ZF KR T (Coarse particles) . /NS W5 &Nk ¥ (Fine particles)
EWVWH, By MARA Y RS 2.5um Th D PMas iE, /IR & HLIRKL O —5 % & Tehi 1
DEGIERENS Z L THD,

152] Nn=7.7x 10
DGNp = 0.013
Ogn = 1.7

10 1

N, = 1.3x10*
DGN,, = 0.069 Ne =42
Oga =208 DGN, = 0.97

=2.1
e g =219
- bW
0 LI R | T T |

[b]

600 DGS, =0.19
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400

S, =74
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_ ]
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Fig.1.4 Number of particles, surface area concentration, volume (mass) concentration

distribution of particulate matter (U.S.EPA, 2004).

1.1.3 ZEATR

REEFRIF OFAEP T, NREEIR & ARER & ISR SN D, £z, KPR A DORLRIZ
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F 0 BAEFEDN S EEEH S5 — e & KRR TERS D “IRKLA L ICRBIEh D,

(1) —&ki+

—URLT 1%, W) DR BE S DKL CW DIRBE > THEH S 415, TA-ORF BE S 12
Ko THELZ —WhiF1E, RN 10 pm fHE A2 H0 & U7 HIRRL - 3EIBUT 075 L TV D A3,
PRIEICPE > CTHEH S AR, RIS 2 nm LU F O/ INRL - REIIZ 946 LT 5,
NZEWED D O—WRL 1%, K& < 0 CERERAEIR L BB AR, O OB 12550 6
N5, FERERIL, THSPFELGSICRE SN TV D RA T — 05 O 1R IR A fiRk
P DHERESF O Ry U A TR T 5, BEIFEADRITIE, BB HOMM. M2 ER B 5,
F7o, BIREIRRORORI 12, MR, KILORE, FER TSR H 5, EANDLE
PR S D BRI ORER & L THEDRH 5, WEYL L 72 ) & o 58k 1
DIEBRBARK K FED L 912 JREIC NBIERDEENL600 H D72, AR H IR
EIRDXPHE L WGE S H D,

(2) ZWHLT

TWRRIIE, ABRE, AREFEEOREEIC L 5T, SOx ° NOx, RILKFZED H AR
WENRIBEE /2D 2 ERE N, IR OREFNIHALFRERL T TH D, KR D
NOx & RALKFENEIMRO =R X =2 X DML F RIS EE Z 32 LI K VR AR
Do & DML, FED & F S VT2 5 FIRIRAL K IR & ok &3 2 AR5 O YKL b fF(E
T3, ZIRKIFIE, BAERREESD o AR TERENL (BR), FEALDE LT
SOz 7 & ORRERERL 7. NOx 7> b OFEEEERL 7. NHs 22 H DT = MR-, fRIEK
PO DOERLF 1o D, WK1, FITREN 2 pm LUT ORISR R /34 L C
Wb,

1.1.4 ARkbts & e b

R DERHENE & LTI, BIRRORE, BEEREFNH D, Kk L &UER & DRUSIZ & 5 ERR
Z¥)—hi14E % (homogeneous reaction) . fRDYE LFE % OURIRC RN 155 OEAR & #2
filh LCle 2 % i & A ki 4% (heterogeneous reaction) &\ 9, EEFERRITHE— i
INEERTHY | AR DHEH ST T ZAIRE O 53 F 3 75K TRGEENIC L 5 /28 &
RV IR L UL~ E BT D, BEEIT. BIBRIC K D A UTR 05, S B0 FE2
VIANTHET 2BETH D, BEIX, BIT-RLEDR TR O 7 7 7 @Bk EAEH & DM

9



HERICERY, E% - SR L TRET OWETHY . REY—FUSHERL R D,

REFNZHEH F TR R TR S R 1E, Bk S d KERERES ORIEES A 4
e, AP DU ARG O AR EDENDBRBEORIMFITIS U T, X0 LZERIRIE~ L 2T
%o KBS DA LB IR BN RE LR, T ARGy DRI P78 EAL R RBIREZE LS . R
A SN DB THE L D, Bl ZITHEE AW TIE, JeREOMEZE L E W2 S WE A
b4 85N TS (Table 1-2), SO A KEH TAE G L, K TIZOH 7970
NERIGT DT LT HeSO0s £72 5, HIZ HNs EJET 25 2 & T, BKMIITR L LER
(NH)2804 ~ & (LT 5,

EREWIT. BREED LT Re D, RO NO 1% 0s° ROz 7 V1L & Ui
L. NOz2iZ72%, HHIZIX, B L T OsZRAESHELN, ZEHIZOH 7V v X
J& LT NOs k79 5, HNOs X, HH7ZT T K MICbERSND, Zd HNOs I,
NHs & )i LT NHiINOs ~Z (b3 575, NHUNOs (3482 A9 272 OIREN L5 &
HNOs & NH3 (2720 . A &R+ DM % rliEIc (T 5,

Table 1-2 Presence form of sulfur compounds in the atmosphere (Galloway et al., 1985).

Presence form of sulfur compounds

Valence
Gas Particle
+VI (SO3) (H2S04) H2S04, HSO4, NH4sHSO4, (NH4)2S04
+1IV SO2 H20 - SOz, HSOs, CH3SOsH
+1I  (SO) -
—1I H2S, RSH, RSR, RSSR, CSs, -

COS

The form in the parenthesis exists in a very small amount or is uncertain.

“R= CH3” form hydrocarbons are predominantly present in the background area.

RLf- OB REAAL DR - ZEH A 7r— L b SRR TH Y | RAF TOFFERITE D 5
1 HERETH D, ZRBNTITE m 2 DHERBBIC L S, FIZ MO T v a7V —
BE AT TR 7 DRAERN L < 72 5, WH DB RFNINT TE, BERRKIE DT S L
D e ORI II-IRATTICE R SN D3, 7. HHIE, RROEENRNLE L 725720
RADIES EREILH) NEFEE L, HEMEIOHE LWk 128 LEA~BEd 5, Hh
(IR D I EIE, b P BOS 2 R1E U K70 ZIRAE R AR, FREiIRI R 2 kb RE <,
AZR (TR HGSHRE DR AT KD —IRAERRLF OEBENE Z ) LTV olcx L, ZFITIETL

10



LG % FHER &35 PR OAERRDE Z 0 09, FBRICIE, HEPKLF ORKITE D
PIHATITR A RED ERARZOND Z L bIRBEDORETH D,

1.1.5 fEFEE

KA & D REFEREIL, R OFME L & HIS, IR ~OR - OILEC, L L
ToRLF DR E NI E OB ARTE T 2, R F O Tik, RIBECTIR, (b ia, Wit
78 & ORI BAROPEIRSC, IR ORI [EI 7 & O AR SEIR DSBS 5, ADOIFRERRIT,
AR~ O FRGE & AP~ MIERTRORE . [REXN O FPRIE. L Ol
H7eoTHY (Fig. 1.5), Wil Tix, BMME 4 L CHEE & “RMLIRE DT A TH
NTCWD, 1687 RIS pm LU E oK 113, EARBECEMEEZIC LY FRGEICET
B8, R um PLFIC2 5 & TRUECHfEICE T#ET 5, —7F7, FifE2 0.1 um L F D
PR 7R 13, PEHRIC K D RE D SBLRI & 72 0 RiREDVNE L 2 DI EREFRITIREL 2D,
ZD7D, 0.1~1 um BEOR T OLERENRH/NS 720 | OGS ETREETLHZ LI
72 % M~ Lok 1%, RIESUSOMBEEOFEH, KIEOYURMKISZTTES 5 2 &
IZ R DM ERT LA — MR R OB L, MR ZEYVE DR 2 @D D | F Ok A 2R
IEEGIERZFTEZEZOLNTVS (EHB, 2011), MERERATET TR PFRERICK LT
DL SR> TEY . WA SR EBE Y E B b o8&k = L
T R OMEIEZA LA ERE L2 0 | w8k & MEREEOFREZ R Z Lo <720, Lk
NEPER - BPEICEEE RIETEEZ LN TWD (EEB, 2011),

i OEFEEICEI T 2 P50 Tl Iy RARA Vv bE 25um &% PMas x5 &
LTRFZEDS S\, A A CIE, BT SRR EE o BV IC B 2 PR B 03 i b %
<, ZFDIFEAED PMes e L HIET OIEDOHBEZ R TV D, BAREZNSRE LI
FTIE, 2E 20 HIOE LT — X & AW ATIC L0 | FERERRESE CROERERR (B
ODZEIZ L D) B & PMas IREOBEMENGED DTV D (BREEE, 2007), £z,
MBRBEBETIE, KEO N N— = R e H TSRO TS, KIEH 6 #ilTic{ETe 25
~T75 1% D HAK 8,000 A& xIHRIT, 1974 F~1977 0D 14~16 FRIC D7z - TEHGHR
ELZRIHE ak— MFETH S (Dockery, D. W. et al., 1993), Z OHFZETIL, PMas i
L AT R OVUAIFE L O 27 L ORICHERIEOFHENED b TW5D, KifD
F9EClid, Cohen et al. (2017) 2% 2015 F-Z2 KR EMH D PMas 2 L DTV X7 24
L, PMas D80T, AHFTHER 420 T ADIEL L, HARZT THAEM 6.1 7 A0 HH
T LI EHmELTWD,

&

11
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Fig. 1.5 Diagrammatic representation of respiratory tract regions in humans (U.S.EPA.,

2004) .

1.1.6 BRESRE~DR

REFORLA1T, BB KB~ bR & 5B % RIT T, BRSO I 3oK S & 720 |
FRTHSCE OAERIZKE S BfR LT 5, Fio KKIGYAEL e s 2B ) i, Fifg I A b
INERIER DI L 725 Z LI XV MBMEDERLEN /LT, MENOER L 72> TWD,

BLPIEEEIC b RE B 5.2 5, ZHUTITRL - ORZFHRE DS ELS Bl G- LTV 5, B
FR SR O BRI 772 E 1B T ORI TV O TRIE A HELT 2, £D7H, i
O ORLADIINT D & KB FH 22 M ~PRIR S 4 CTHIR T ~BET 2 &30 . HiEk
FmHEHEND, —J, Bam#E (A A, Black Carbon; BC) Ri 11X DU FEND T, M
R~BIET 2 K2 BN SELRREAEO OIS ND Z 12720 | FERAICH
KREZMAT L2 LIRDEFZALNTND (HAZT 1Y LFe, 2004),

12



1.1.7 BARIZIT 5 PMas DFRF[H - 22 5540

FeETIX, 2009 4 OBREEELUER E . PMas OB O i 23T e (25 > T, PMas D
el « 22 AR DRFED B BN e o T&E 7o, Bl mstiid, S (2013) (24> TH
LT STz, REFS (2013) (. 2011 LI R E OB EHLSIZ B W TR— 72 FIETiE
R ST PMes BT — & 2T L. ZEIICIE, JUNCEETIIRESEN L EFITHE <
B0, BARTIE 11 AICEREICRYRTWI L 2R Lc, BAMNICIE, FERIZERE,
BRI & 725 NOx EHEBLOBENEE 2R LI Z Linh, ABRIFEOEELZIT T
HEHERI L, &5, BNEBOEMELE LCiE, Fle Y ZICEIRE L 725 NOx DA
LIFEBRDIER DS ToTod, — WAL DR E LR T TV D ARt R LTz, £
7o, RHIRREHRB OFEME S LTIE, 2013 FEMNS 2016 FEOLEO—RFHIZBIT D
B 2 T AR, — B U Cl @ RIROME A 2 R D00, BRI L~ UHAE 2 (K
TLTWL AR B, 2013 FEFEITEE 2016 4EFE 1T 3.5 ng/m3 FEE (2 E)5) (K TF L7z
L S (ENZEREEAFZERT, 2019), HFlC, £F (1~3 H) 1Z2EMIC 3 FIFREIRT L
TEBY., thoFH LY IR TENAKRE N7,

—F . PMas DZEMGAORMEL LT, EHbkE . EBEL Tk, JuNInz Tl v
IR CRIBEICR D LT VWEHBAH L C 2 572 (Fig. 1.6) (BREEA, 2019a), BREEE
(2019a) (T LAUiE, 2017 FEDOFEFEIED EAL 10 WER O 5 B 8 74 Wi~ R F 5 D
RIERRED TS, £, PIE - UEHST O NTEICET 548 RT3, KR e LCBRE
FAEFERCR DRV HIRMFAE L TV D, EEbE . TEEL 3 JONTREIC SV TR AR GG
EOFENRNEEZ HND Z & 7o, JWNEHED D OKRKIGYE O Rk o %
B2 RT NI &N PMes OEIREOFERK L EZ Hd, Ll BFE NIRRT
WL PED B O R FERERE 720 T < P PR ORREIETIN A, JEL T
IR SE v — I NV IRIB YRR L TV D & B2 b, ZORMEREHRFZ TS (K
Ji, 2016),

F7o. BREAE. BN IRE OEWNICE T 2 PEHMEIR OE Y FiconT e
D E LD BREAE, 2015) 2B\ T, NEA NER 0 CIIBEEE OB /NS LB 2
BNDEFFICBWTEREZBH L T AHEH L H D70 8, ENBAEROPEN R X
N5 ZEND, BRICET 2 MBIxR A ERICED L ZEBRETH D] L LTWD,
P> TP NIRFEENIC I T D PMes MR 2 MG 5 BTk, ERNRBAERICERZ ST
AR FEIC LD HROERMPEE TH L LEZHND,
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B 21~30ug/m*
B 18~21ug/m*
15~18ug/m?
Bl 12~15ug/m*
BN 10~12ug/m?
Bl 0-10ug/m?
O Ambient
] Road side

Fig. 1.6 PM25 annual average concentration distribution in F.Y.2017 (MOE, 2019a).
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1.2 BRI BEE S 5 BEEAFE

HAIZE T 5 PMas DOEREHSICE L Cid, B0 5 O R B o FEM<> PMas
(k3 D R AR AT GHERT ORF TR\, BFFERI RIS BE Ui, R FRRERE 2 3l 5 55
AATIE, EEEL T S EE 7R IR T, BB e B ARYEIC i L 72 R 3BT D 2
ENE L ENEEL T 256 101E. ABRIEOZETEO /- DItz g & Lz
WFFED L\, FRITFIEICB LTk, BT — 2 IS b, HEFHFEICE 5 b0l Ckkx
Thb, LTS, B ETITh T & 2T 2 56N+ 5,

Kaneyasu et al. (2014) 1%, JUM ORI Z2RE T TH D@0 & 4EITE T 2010 4£~2013
OB DTz o T STz PMas OIEFHRRA BT 2 Z Lk v HARDR Eil
B 3BT D PMas O R HRBERE DA T KRR A~G- 2 5 B ZF#E LTz, PMas O{LFERS D 9
5 S04z & OC OZEFHSHTHEEL L TW=nizxt L, NOs & EC (382584275 L
7oo FTo. WO SOPEEDELNFEIZI T D SO PEHEDE(L EH LI —FK LT
722 Db, JUMNAEERNC I 1T 2 PMes IREE I, A 208 U CR BRSO I T &
famft7 72, Ikemori et al. (2015) (X, HAR®D PMasZxtd % XY 7 bk KD %
D D5 729,2003 75 2004 FEITT TH R THIEE S 4172 PMas O FUHH R (14C)
BEZREL, 45RO 5~6 H EAIETO OC 2, HIRY 7 TRAE LKA OFE
BZIFT TS Z E&EB 52T LTz, Uranishi et al. (2019) 1%, 2014 4EDOHEE 5 & %4
2, v alb—va rETMCLY PMes IREAFHR L, PEHALO KBRS A A~ A
e (BPRES) DSRRE O PMes MBI BT 2 2 LA O T LT,

—J . BAOEWNEEIE R LI R bW oilEShTnd, #kb (2017)
(T, 2014 FREEICREAR IR b Ml & RIFIROBER 2 Him & THISE S iz PMas DAL AR
FEZfRMT U, RO T HHEE 2R T, EORER, HEE SN BAETRD O Bl s,
H 5 Y DR BN TR < | TEREACIEE KD PMas MREAREN D PMa.s i OIS FE O FHK
272> T 5 ATREMEZ fRH L 7=, Osada et al. (2019) (X, 2017 FEAZFICHA T 1 KeffE
(T S 72 PMes 100 NHa#23, CO,NOx, e 7Hy B4 55 (Optical Black Carbon; OBC)
EAEZRMERERZ R L2 Z &5 PMeas 10O NHa O i BEARIZ BB PR AN L
TWHZ AR LI, 2NHOWMET, BAROE T TIX, Kz 22 PM O H A &
BRTEZLOD, HEHOPR T A DB TRIZIC PMas DEREICR D Z L 2 HfkIC
RLTWD,

—7J7. Yamagamietal. (2019) %, 2003 FF~2016 F-\Z4 7 = THitE &7z PMas 1o
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EC IREEAMFNT L. 2009 F £ TIXHBHEOPR AT AXIRORIC LY EC IREME T L7z
R, 2010 FFELAREIZE DA THE 72 LM L T D, S HIZ, FBICHBIT 5 EC OERE
T ED D ORI ORELZ T TND 2 L, BICEIT5 EC O TAmadE o
BT TND e lic, A HBORENIZETZ2EO EC REDEIIT 2
MOPE OFBIIER S (2019) ML TH Y, HURIZ X > Tk, HEIEOPER AT A D22
PME R L72Z & C, PMas 10 EC (kT 2 Mk O RN L2 07 < 2o T WTREMED &
%, FT-. BFES (2018) 1E. Y Ialb—3i g U ETFAICEY 2010 EEED HAID

PMa 5 (2592 Ak O % 5- & HEGE U A28 PMas IR EE ~OARAHE O 1) % 513 7.6%
ThHY, HEHEPEHOTE (9.2%) (EVMEIZ 2o 7o L Uiz, BRI, Avidk
HIFBEBH L RFEUEOFEN D T Liflima o 7o, 2D OREIZ, AARDIBEE TIE.
PMa.s \ZxH 9 2 sl O BB FARLL BIC R E W AlREME 2 RIE L T D,

ZOXEIIT, TNETITME SN TWDENED PMeas (25T 5 ENFEEIZFE B L7
FIx, TUNRA TR, BUL, 4 HBEOHTHL, AARREAXIRL LIEbOTHY | W7
PR FEEBIC AR 22 I W TR SRR A B AL 720, WP PTG B30 CId, JEI DA 2 (L TP S v 7z
PASHAI 22 223 & 7o B R A 22 R B B3R A 0 = X M2 K 0 @IREEI 72 5 T D Al REMED
HDHTD, ZOHIRICERER S TR NLETH D, £, WTWNIEEZHATT 200
BHLPRINDZ LD, EEH OREZ LT 2 72O OFREMIENANE L Z 2 bivd,

1.3 A0 B EVFHE

ABFSEIE, W PIEA FEEBIC 1T D PMes O &SRS 2 EAT 5 2 ENEMTH S, il
FIEE, RBREOREEEME . (htee, e, 22257 & OEHOMmEREFEEL, ZZho
VI DS INE S DB\ KR TS S VT EHE IS A FE o, E L WM, ARl R E
i, AR A DU LS B L 7= BRSO 22 B T H D 7, PE EO KRB LT W\ EB 2
HILD, W NHER R OHE ORI L5 KRG WE OERITREN DS h T
7= (REAMTERT, 1984),

Z ZCARBITECIE, FEIRAR TR A g & LT TE A S5, AT, HET N
IBEBICAE T 2BAIEMRT THY . AOK 152 TAEZHTHRETT CTH D, BEIXHES
PNYED KBRB I L, RGO EERE ST H 5P B TFEET 5720, Il o
ARG T D, o, NHILUHZEDIT < £THS TWADHIOIT, HEREEEIZ X 5 RK
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DJFHFEER N Z 0 RLTVHIE TH D, thEfia R & LI a Efii§ 2 2 & T, AN
MR EER O T T D PMas miREBRR A HIET 572G MRMANHEOND LEZ D
o,

PMas @i EEH G & PRS2 723D AWFJETIE, @\ O R iR RE © PMas iR 2 8L
L. HNORFRIAEB ORI Z T~ 5, BIHE, TAETHEMS TV D PMas ORI ERIE
1% 24 R BAL S AR T 525, PMas IREEIE H NORFHIZLA R E WD, 24 I EALO
A RE TR e mR B R 2 BT 2 72O DIFRB AR L TWDH B2 bbb, £
D=, mOKREE SRR (1R EAL) T PMas ORI E 2 BHIFRIE L, B NORFRZ
TRFEA IR Z & T, PMas DNEIREICR D BEREZ BT D,

S BT, e DR EBANZFHE T 2 720 AR OB B 1T B D i
T L7z PMas O IET —Z I LE 7% —E7 V%M LT, PMas (BT H84E
R e ZDHEREMET D, LETF—FT T, ERKOUEMEN S EDIFE > THHERE
RO FGIREZFEHNHEF T HET LT D, LET X —FT L T—HKEITIA< W
BNTWADIL, {EFEEINE (Chemical Mass Balance; CMB) 1% & 1IEAEAT A K+ 45 fi%

(Positive Matrix Factorization; PMF) {£Td %, CMB &3 GO AP 7 0 7 7 A
b (BAEEDN Y SN KA DAL T —#) ZFM LT 1 Mo R<EHT
— 2RV DORIFINT 2175 Z L kD, —F . PMFIEIZHEORKBIHT — % %
BERTBNZAABE T 2 Z & T, FEREAR (R¥) OBEZORER T v 7 7 A0, FHRE
AHER T D Z L3k D, CMB {5 TITBUAIMUEIZ IS U7 R AETRIERB AR TH 27203,
PMF & CIERARK AT 2 HERB/{ O TORWESTYH, ZHOT =%y Fb
AUTIRHT 3 P RE CTd Do PMas (T WKL FORIG D & < . FAETICE T 2B MITIZIARBI 228
BN, CMBEL D S PMFENE L TV EBEZ LMD, 1> T, AWFFETIZ PMF
%A LT PMas ORI 21T 5.

BT, 2D ZHARICEHE LT, W7 NIRRT 2 PMas @ik EBIS O K %
RN EERT D,
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1.4 AFEICDERR

AGm L O A Fig. 1.7 12777,

%1 EIT, Mo s, BEEFSE. MFEER. FIEICOW TR LTS

55 2 B3, PMas O AOMHAIE K OB IR EE Ot HENIIE, k72 —E T T X D384
WRFRAT . REBRHTE D ARIFE TH W= FIEOMEE 2 /)7,

B3 FIE, 1 WA BIH L7 PMas ORIIET — 212X 0 . B NSO RN & AT L
TehE R E R~

W5 4 33, PMas ORRASHIET —Z 2 Lb 7 ¥ —FF A2 M L CTnbEE 0 %5 % &
BN HERT L 72 R 2 om T,

85 BIL, AR TR ONICRRERIE L, SBORERELFHEIIONTIERD,

Chapter 1 Introduction
» Background and Objective
* Outline of the Study

Chapter 2 Overview of the method used in this study

+ Outline of the measurement of the PM, s chemical components
¢ Automatic analyzer of the PM, 5 chemical components

* Outline of PMF model and Meteorological analysis

- -
Chapter 3 Analysis of Hourly Observation Data Chapter 4 Influence of marine vessel emissions
of PM, ; Chemical Components on the PM, ; around the congested sea
* Diurnal variation of Mass concentration areas
* Diurnal variation of OBC and NO;- + Overview of PM, ; and its maimn chemical
* Diurnal variation of WSOC components
+ Diurnal variation of SO,* and H' * Tracer elements of the marine vessel emissions

« Source apportionment of PM; 5
« Evaluation of marine vessel emissions

ot Y-

Chapter 6 Conclusion

Fig. 1.7 Outline of this thesis
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B2EF AHMRICAVW:=FEOBE

PMoz5 % & T KR D 2D RAY 22 BT 3R 2 it 9~ 2 LTl & £ 2 sk o4tz

WHETH D, AR LB Y KKK AR A DB EEN TS 2D R ET DR
SIS U TR B E FIEE BIRT 2 0EN D D, o, KRR, RS

BEOWIREE b & Ev, FIARKOIRE - WSO RELZ 03, IEfE72 1 EE 4 15
H7eOIZiE, MEOHEFERNEETH D,

REARLA DRI IREE OISR - 9B, RRER L 7HETREGI L TT 4 V& — RITHF

AL L, K DMEE SN2 7 VX —% 2O F F | TLER LR % i U C&FEy
HrEges Cotr3 5515 (FEHT) DERE RS, FEOHTCIE, B O @O o b
2O D T2 DT R AR AW E O EWE ORENRFTRE T 508, BFAIIZZE
b3 2 RE TR OB 2 FRHEIET 5 2 S ZREETH 5, T4, I KRR o3
FAL AR 2 AT ok D BBV TS E O BRSNS TRBE T HEADERSOH D (BiBE
4, 2017a),

— 7. BRATHE TR U 72 KRR DAL SRR 53 O 1 2 20 B 22 HITROR SR~ o 1)
LH1DIiE, Ve =T VERME LI RBAERBT BN AE N CTh D, LE T F—ET VI,
FROTBIE T — & Z fat Wit L C. BAEROFEE & 20 R 5E 2 EEMITRD 5 FIET
bD, Flo, RAPRLAIT2ERIE & bITHEIND T2, BAERDOMEIZRET 2 FHHRES
DT OIITREIRIT R AR Th %,

AREETIE, BOETITHOIL TV D PMas D RAIE & ORIERSE OE B 5, RO
HADE ATV D KRG AR Oy e B B AT E (2 K 2R ERS R & FEVoHTIC
HREFRER L OBFEREZRET D, SO WPRET — ¥ 2 AW L® 7 ¥ —FET T

K D FEAPRIFHT O RGBT D T 1L 2T D

2.1 PMas DS HEIE

2.1.1 PMas Ofite

KRR (IR 2 RFEEPRN DAL, KF OB ZRTH D, £, A& T D8
PEORLAZ LT 2 72 DITIE, 22K ) FRITHE, PE D BiRIC B C & Dy hidiE %
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MWTHIET 2B EN DD, PMas 13, 2258 RN 2.56nm T 50%55kL & AL 7o/ VR
DRFTH D=0 (Fig. 2.1). T DOpRIFrE THMETE 20K E 2 V5,

Particle Penetration Through Inlet (%)

1 10 - 100
Aerodynamic Diameter (um)

Fig. 2.1 Particle separation curves for inhalable (IPM), thoracic (TPM), and respirable
(RPM) particles and for PM1o and PMz5 (U.S. EPA, 2000).

RLF- D RITIE, FAIZDOA 37 & 5 ABHEE IR @Y 1 7 v 53 GEO 2 BERD) |
ON—=F ¥ A 7 2 HFEABRHCLND (Fig. 2.2), O > 37 2 J5R0L, $hiE FhH~K
REMMIES , ZAve 2 AW L CHEMAICEE SIVZE RN 50 | ) A HIg
H SN KR DME 2GR & 7= o TR A~ 23 2 BT IR I ME 12 X 0 284K
EZET D DIUINRL LRI e o THREF M ~#3 5 2 & 2FH L Tokid 5, @%A
7 a7 0E, FRERR UK O PRI ST 4 JElR] S & 510 KR D[RR T4 Ui
LN Ko THRRL 7 & BE I~ 22 S TR O F S8, UM HIIRIcE > T
T 52 L THRES D, @NN—F v A 87 2 FRIT, A v _ 0 2 FFROBER DO
P VAHANCEL LTz ) A2 B0 AT, 7 A BINE & i k- 13 m 2 XL~
R ZH D DU INRL I EGRIC T - TxfH AV OIMA~TEN D 2 & TRl EtE 5, PMas
DO TIX, SPRIRFERN I BRI TV DI RERNH D10, 7 4 NV Z —DESHEED
BAIZ L BF, REEEORFHREZ R CE 2 HEEESLETH D,
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@ Impactor @ Cyclone () Virtual impactor

PMi, Aerosol PM.s Aerosol PM.o Aerosol
from Inlet to Filter from Inlet
Nozzle

F Collection Cup from Inlet
with Antispill Ring to Detector
for FINE

- _— Impaction Surface Particle

to Detector
for COARSE
Particle 4

PM.s Aerosol
to Filter

Grit Pot

Fig. 2.2 Main methods for separating particles (Toyazaki, 2014).

SYRIHEE TR S IV A% SINTRIGR DAL IS L T2 7 4 v Z —I2 AR T 5
R T4 NE—OHEARMEREE LT, 0.3 um ORIFITXE LT 99.7% L EOMELREHT 5
VNS 5, PMos DFREIZIL. —f%XFIIZ Polytetrafluoroethylene (PTFE) 7 ¢ /L% —¢&
FYMHET 4 V2 — NS D, PTFE 7 o /L4 — 3R D 720 0 TE R
WCHWbN D, £72, PTFE 7 4 V& —I3MEHTE AT DM DD 72T | R 72 S
TR OMEIC S HVEND, ATET ¢ L2 —13, TEWER & 25 72 DINEE £ 5 fRFR
B OBPEIZHN SIS, Eio, KRITBIFIMED B 5 72 9 K H O RITLBR S LB 22 KA NEA A
YRS OREIC S VDD M, BN EH T 2 B TR N L\ T2 TRy O RIE
AR E Th D, 723, AIMHET 4 V5 —ZERDB DY | H ARERDORAE B L7
D, FERRNTINELL TH ARAEY) 2 1 5 ST LMD D,

2.1.2 BHERE K OFEERS ORIE

(1) BRRE

PTFE 7 4 V& — T L7 PMas (X, fHIR, [ER FCT7 4 V¥ —% 24 KLl L= 57
AV a=r 7 L REERBEICLVBE L THEMZROBERZELRD, ZOMARERKD
B 2K TRT 2 Z LI VERRELZ KD D, PTFE 7 ¢ v & —3IEFI2HE < (30~
50 pm ) | GREEAMEW 2D BEREREIIZY R — M) 7 & D PTFE 7 4 L% —
ERAWDRBEND D, £ PIFE 7 4 VX —ZHEEENE W20, FFERICIT 072 %RE
WP METH D,
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T 4N B — O EGAFL, FERTE TR T 20N Y | PMas OREHERIE L CILIRE
21.5+1.5°C, HXHRE 35+5% & ED LI TV D, 7235, KE EPA OHEFIEHEL (Federal
Reference Method; FRM) THIE ST 5 16.7 Limin OFiiE T 24 FFEFEE PMas 2
L LG, MESNORTOE®RITE pg~HE pg BETH L0, BEITHND KIF
X 1.0 pg L FOBENER S TVD,

(2) K¥EMEA A By

IKEMEA A i, — R CIEPMe s B &R E 0040~50%% 14 % PMa 5D = E A5y
T %, PMaslZE ENDKENEA A a4y (F. Cly NOs, S04, K+, NH4*, Na*,
Mg2+, Ca?%5) OWEFIEE LTE, SO A 4 v ZRBFIEN ATl A 4> 7 v~ b
757 4— (IC) BDILLfEHEINTWS, ICV AT LOWME4#Fig. 2812, 7 u~ ~J7Z
LD % Fig. 2,427, ICTHONTT25A1E. PMasalitE L= 7 4 L Z =D b A A2k
Oy B BRI TRt L, AEEORIEW % A L TSN EAT 9, A A 2 i mdricidsl
KUEDENT 4 N E—FHNDUERD D120, — KRNI A S V2 —B NS
oM, PTFEZ 4 V2 —# HWAGAICITVEO=S ) — V% PTFE” 4 V2 —IZIRINL
TINBARIMET 2722 EOFIERE DD,

IC TiIA A v RHIBEETA A D NBEERAT O3, e Ay (T=F) HEBA A
v (WTFHY) AOAF RN T bERIAIMERT D2 LT, WEDOGHNAETH D,
A F IO EEEIL, BRI L T DA A2 TGy DA A AR L BRI e D M BLE A
(ffifk, A AR, A A DOBHUKEZR L) OENI L > THET 2 FETH L, 7Ly
PR IC NEF T, B H B HEREE o4 — M7 Lo BRER LTS, WHERIC
1L KOH, A% AR VEE, KeCOs, KHCOs b v | EFIT I — MU v AL S i=ig
HEIRUR B AIK & s L. BRI B AR EE O WSHER & B B AR AT RE 2R BRI S = ¢ L
—ZPEHITEKR L TND,

IC HIEDFERIC L DA AL NT U ZADHIE, BREHED B R L 725, — KK T,
AFUNTUAPIZERY IO Lt REMRREA A2 (Cl, NOs, 8042) LA A
> (K*. NH4+, Nat, Mg2+, Ca?) OYEREOEFIL (FBA A HEREAGE A 4
VU EREARH AR L, 0.8~1.2 ORMHNICH HEEIINEILOH HFER &l T X
Do
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Separation ~ Detection Analysis

o

o S °

Injection o Conductivi

b= onaucuvwvi

Eluent valve = R
= cell
v

°
'y

Work station

v
Column Drain

. AN J

Fig. 2.3 Schematic of an ion chromatography.

(a) Anion (b) Cation
.00 =y
uS 1 HS
500 ,
1804 +
4,00 o] K Mg2+
C32+
2 10
3004 50,4
1204
200
- as0]
o0+
1,00+ njl' NO; el
0.00: ”'ll ! M’—v’ 1
min”_ o min
) 25 50 75 100 125 180 115 "ag Y

Fig. 2.4 Chromatogram example of an ion chromatography. (a) Anion, (b) Cation.

(3) HEREITHE Y

PMas FOMERITRE L, RRPREIMROAEFERAERO LWEREE 25 Z L b,
B TTR OB MEIE B Z T LIz L 7 ¥ —F 7 VEORAFRMBTICH D, 2R
A 72 AT SR 2 e o0 DI TR AR D F G REAKE L SHEEFHT 28 ENH D=0, L%
< DEEREITCHIIT 7 @B E TOMT R D HIENLETH D,

LR L RIS OT Rk 2 Fik e LT, O Z LE L T 5FEH-E 77 X~
'H &8558 (Inductively Coupled Plasma-Mass Spectrometry; ICP-MS) £, FERZEE /AT
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HECH DN XBOITER D 5,

ICP-MS EOFHLEREE LT, JENREIC LD 7 4 v —3 B OB iEED L < AW
bND, —fXKEICIZ. PMes B LT 7 4 V& —% T 7 0 U BOE R AL, HNOs
& HF, He0: H0ifltz —ERmT M THEMAL, ~A 7 2B L T 2,
JE SR8 % i H ik . R8N O S FRVAIR % INEVRFE S CURME L, 78479 % HF 24554
Do ZAUCHATEEEZ N2 CRBRIAIK & T 5, [E R L D0 MREBEITER TH 203, IR
MEBEIXB R TIT O /AR L < . ZORMERITIEYREAEZ T RVWE S, 7 ) — v R F%ED
TG RRETIT O MER H 5, EFEITHERMEEREOM W~ A 7 a7 2EE b ik S
nTns (Fig. 2.5),

Fig. 2.5 Microwave digestion equipment (Anton-Paar, Multiwave PRO).

BRIz ICP-MS ISHA L THERILHEDEARE DA A Iy > MEZJET %, ICP-
MS Tix, @A aA VICEEEEZRL b —FEICEREBESE, FWXT VAT A%
MUBMESEDL ZLICL - TTF I A~vzElsED, ZOPICHFY VTR EEBITHER
B LTeREBZEAT 5 & RBFOTHEBA A 1T 2, A A bl nFEiT, 2R
ENTeA =T = A A 2@y . HESHESIC TERE B (m/z) (5BESh, fRit
CERE T L LTHEBEINZA A v hand (Fig. 2.6), ICP-MS T, f7r#
LD~ MY v 7 ZAFWORBEEZ T 2560805, FIAITBERF1RZ< GENnTnD
BEliE, WREFN T T AERHAOT VI L L IiEA A EAERT D7D+
RIEBENLETH D,
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interface

mass spectrometer i inductively . solution
. coupledplasma | Introduction
lens i | system
| cones
guadrupole \ :
detector —— \ S
|
==K l I
&I sample
solution
vacuum pumps torch
o 1M
| =i spray chamber

) ) and nebulizer
signal conversion

Fig. 2.6 Schematic of an ICP-MS (Gilstrap, 2009).

PMzs ORI HTCIE, 7R A (Na), 70vI=0Ah (AD), #V UL (K, Iy
v A (Ca), AAYUL (Sc), NFTYTL (V). Z7rh (Cr), # (Fe), => /L (Ni),
figh (Zn)., vF (As), T FEY (Sb), $a Pb), F# (T, v~ H» (Mn), =N
vk (Co). #i] (Cu), EL > (Se). VEYT A (Rb), EV 7T (Mo), B DA (Cs),
N A (Ba), 74> (La), BV DA (Ce), ¥~V DL (Sm). ~7=U L (HI),
22Ty (W), #o2 (Ta), PV UL (Th) %% ICP-MSIZXEV T 5, 20
55, BlZIE AL IR Fe 1380 T3, V IZHEIMRSEL £ AR & ¥ 2 i r
(FERFER) L LTabLNTHY | fFEtECEOWEM 2RI L 72 R AT AT TV D

Wk X OHTEIE, X R A UEHC RS U7 BRI i S 2 eI EA O X M2 E
L. Wt EZ2 i T 2 Tk Th 5, BofRe & ORTLELZ VB L LR W IEIEESHIE TH
Do, BB A S MIERAE A KM CE 2 2 Lo OB E2BIO ST ICHEH TE 5
EWVWHFLER DD, Fio, BULEIC HF 23 2% ICP-MS Tix7 A F# (Si) O
SEARVEOE X BOHTIE TIRTRETH B, Si 1T HEO TS T 5 72 O FAEWMHT O L
FERE L 72D, 7272 L a0t XBOATEIZRFHE B DO RE WV IEHROERIEICRER &V PM2s
DA L 7= B M i 0% J 3 A TOR WO BBLRTH 5,

HERE TR IR, B O SN DFEME & LT, PMas OFRAERMTICHN O
D ENZOR, TABED PMas & %15 & LI AEREEO RS TIET — X 13D 720z, K
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E BRI T 23 5 L7z SPECIATE 7 —4#X—2 (U.S.EPA, 2019) TAR I TS
FANE ORI HRIEHR E2SBIC U TIITT 5 Z £ 0850,

RIFZRLGY

KA IE, — R KTIE PMas B &EIRE D 20~40%% 58 5 PMaes D EERL T TH 5,
KEHFORFR L, OC, EC, KEHEIRXFE (Carbonate Carbon; CC) @ 3 FiHFEIZ XA &
nNo, KRG TIE CC OERRITIEFIT/NIEVDT, ZZTiEOC & EC Ooriikic
DNTIRD,

OC X, AHMICE ENDIRFEOZ LT, RRPRFICEENLHHMIIBEHEEH D &
Whitd (Turpin et al., 2000), OC i, AP G EEYEH SN D — KRR 7217 T7e <,
REHTERAED VOCs 235EME L Chi b L CTAE L D KRR b FEET 5, RRPR 128
ENLH A OREEMZ ST 25813, RKRPRLF 2 AREESEICH LT A7 < b
7I7RmMBEIE s v~ N 7T TR ETHNT 2 HENE BNL, RO &) REH
KA IZE ENDAHMITEE R L Wb, RIEOWME HZ N, T D7Dl x OYE %R
EL, EESNTHZ LIFFEFICRETH D,

EC X, RALKFEDN @R CATERREET 2B SRS, AORITIZESAXHZ L
MOBEIKRE (T 7 v - B—ARy) LHEEIND, EClX, A 7=z VR ETO
{EABRELOIRBE TR S 115,

KREHRLTDIRFEHHTTIZ, OC & EC & DEEFIRE DOZEZFIF LTty 2 BrBELEN
IR Wb D, BVGEHETIE, T T ~Y v A (He) RHHKUICE I NTZT 4V

— B D AR A RIS CHR S5, RIC, T RRICEREEZMZ ., EHIC
THEAT 2 Z LT EC ZRBESE D, R UIREE L Tl S ikSB LG MITR bR ~
EHiL, Wb~y (MnOs) (bl LT @bikE (CO2) ~EHInbd, £
D%, CO T A Z AL~ LEBI, = v 7L AKFH (Ni(NOs)2 « 6H20) % & rfil
el L CA XY (CHy) ~EmENb, CHa lIKERA A bHigs (Flame ionization
detector; FID) THith =412,

SBEE TR, A OMEDOEE CT—HOAED RIS EC ~EZH L, EC il
KIZ (OC 23/NZ) T &b Z ERMbN TS, 2D ECEZMET 572, straket
(==t A L £ O USSR 2@ i) E =~ LT, L— Y —

DEZEHEHA L TOC & EC D4 EIREZ#i1ES 25 Sk BB - L #EIE Th 5 (Fig.
2.7), MEGET O OC R LT EC BAEKRESIAH D &, L—F =S RIE N
L. BOFYESREE & TRE b5, T Ok, W RAKICERRE N DL EC A AKE

HE S
F[E

A
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LiaH D &, 7 4% — koD EC i3 LT L—H —OWINAHED U, SHERE &%
WEHRAE BIEINT 5, 2O L —P—JesREEAHIER AR O (W) (2R % R Rz 5 By
L LT, EIRHEE TIZH Lz EC ZfkEniz OC LA LT, EC »HELAINWT
OC Iz THIET %,

EC/OC split by
reflectance/transmittance

l T Organics

— Quartz filter/oven vaporization/thermal

:> decomposition

Ambient air
or He carrier gas MnO; oxidizer | C,HyO. — CO

U

Methanator CO; — CHy

U

FID Detect as CHy

Fig. 2.7 Schematic diagram of a thermal-optical method for the measurements of EC and

OC (Takegawa, 2008).

B INET 5 5 & L, KETHRIH S 1T & 72 IMPROVE (Interagency Monitoring
of Protected Visual Environments) 7’2 k =2/L & IMPROVE_A 7’2 k2L 3% % (Chow
J. C. et al, 2007), MW~ v b 2/LDO5A% Table 2-1 12, IMPROVE_A 7’1 k2 /LT 5
nbr7v~ 77 MMil% Fig. 2.8 1277 T, ZiLH 2 o071 bW XL 08 RERIE. OC
L EC, £fk# (Total Carbon; TC) TIEiT & A EBEWRAH LI, FIRFMFOK B
THRAETDHTZ7T77 v a FEOMREICITEVDRRBOD LN TS, 777 a LT
R A T BRI RN LETH B,
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Table 2-1 Temperature plateaus for the IMPROVE and IMPROVE_A protocols.

Temp (C)
Fraction Atmosphere
IMPROVE IMPROVE_A
0C1 120 140
0C2 250 280
He
0C3 450 480
0C4 550 580
EC1 550 580
EC2 98% He + 2% 02 700 740
EC2 800 840

1000 ..................................................................E ............................ ?,.

800

600

400

Temperature(C)

200

1§

0
DI 200 400 600 800 1000 1200 |1400

Laser Time (s) FID signal

Cl1 0C2 0C3 Oc4 Ec1 2 e f

Fig. 2.8 Typical chromatogram obtained with IMPROVE_A protocol.
2.1.3 REEEH

PMe.s DRHIE TIiE, SRR 250 L. HOZ I ENOSHTEE ORRE L~L
MRELS BIp>T0D, —EOREEEEDT-OITIX, PMas OFEN OO, ERE TOX
WRICB W OBESH AT O LEND S, 22 TIE, BREEE (2019b) 253 PMas 545
BT OBEEREAD Y b, FEPEERLE X LA 25T 2,
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(1) HEHEEEFIRE (SOPs) DOERSCERES O RLEk
REOESLHITICEAT 2 Kk, BEFEHIZOWTOEEEETFIEE (Standard
Operating Procedures; SOPs) #{Epk7 5 & & b, HEBREOREEHICET 2 EH %
Rl 5. SOPs DARRKIZ Tz - Tid, filifE 7 1 /L 7 —DOHECH Y v - IRETTE, Hilith
LEE OEE - IRIEE, fERE O MR ORI IE, oW EE O ESMEDORE « IKIE -
BAEIT IR EIZOWTHRARRNTE D . TS E R TOBRMBIEN RO D,
HEBAEORLEIZ OV TIE, RUBHAIERSRME (BRI PSR, AR, JEEE, Ja R
HEOFEA G E) LT AL ER B E O SRR DL, AR ER IR OFEIR DL, T AEE ORE
FICHE L TOF#mR Eaitdd 5, MEEFH ORI OV TIT, Bl FIRESCE & FRED
HIERER, HrTEEOKELE), BE7T 7 7R, NIV T 7738k, 74—V KT
T o7 BROME, ZEHUNEOMREFELTE L, BH - RE L TR LERD D,

(2) M T RRAE K& OVE & T RE

O ZEERR TR, HEER R

FMRRESC L0 K LS EEICB O T, FOICRWBEE THETE S 2L %
R T DI, EERI TR, EEEE TRERD D, RERIERRFORARIRE (C&EE
B NIRAHE) OREAERIRIZ DWW T, FTEOEEIZ LV RIEZITV, 15 5 L7 HEME A R B O
BHAIC LY RRREICHEAE T 5, 5 BILLEHEL T, Z20EERAEZRHE L, 20 3%
R TR, 1054 EEERNRET D,

@ FHiEME TR, FikEs TR

T4 NH—RRIRICH KT DT T 7 ORTLER B E R OVG YL K D o E Eo TR
WCERTHHDOTH D, 5B EOBIET T > 7 3B ORI DWW CHTE OEEIC L
BIEZITO, DN BEME 2 REOR U L KRIREICHRE T 5, € OEERAEZ R
ML, 20 354 HFIEMRE TR, 10 54 FiER FRET 5,

OB LV@THLN FIRMEZ L, KEWHZHRE TIRME, E&FREET5, 29
L CRO 7 FEREAS, T EH B o B FRIELLFIZ2 2 &9 —#Eo sl z
BT 5, ZOEAREELEZ 25013, WIEHERCSRM 2 A AR L T B AR T IRMELL
Teb X217 5, Table 2-2 12, BREEE (2019b) 23E D 2 /3 Hr2H H /50D HAZR H TR
R OARNIE (4.1.2 Z8) THONTHRE TIREZ ST, AFZEOMRL TIRIEIZ, 2To
M FIZ 3V T AR FIRE A TE > T2,
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Table 2-2 Target detection lower limit, and the detection lower limit in this study.

Target detection Detect.lop
Item lower limit lower limit
in this study*

Cl 0.01 0.0026
NO, 0.05 0.0041
S0,* 0.05 0.0059
Ton Na* 0.01 0.0033
(ng/m®) NH,* 0.05 0.0017
K* 0.01 0.0012
Mg?* 0.006 0.0010
CaZ 0.02 0.0066
0C1 0.03 0.0090
0C2 0.09 0.019
Carbon 0C3 0.07 0.038
(/) 0C4 0.04 0.011
Hg/m EC1 0.1 0.014
EC2 0.05 0.013
EC3 0.03 0.0055
Na 10 2.0
Al 6 1.8
K 10 2.5
Ca 7 4.0
Sc 0.04 0.0057
Ti 0.7 0.15
A 0.2 0.0078
Cr 0.4 0.16
Mn 0.5 0.029
Fe 10 0.87
Co 0.04 0.0021
Ni 0.2 0.049
Cu 0.4 0.069
Element Zn 3 0.26
(/) As 0.09 0.0042
ngim Se 0.2 0.0092
Rb 0.03 0.0044
Mo 0.07 0.020
Sb 0.09 0.0053
Cs 0.02 0.00088
Ba 0.3 0.037
La 0.02 0.0011
Ce 0.02 0.0017
Sm 0.03 0.00076
Hf 0.03 0.0052
w 0.05 0.012
Ta 0.02 0.0067
Th 0.02 0.0036
Pb 0.6 0.019

* Median of all lower detection limits.
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(8) o oo R ZE B D HERE

RERCT T 7@ 10 REFZ &2 1 [BILLER Y, EMRIEERIS 2 00 L, Rk
VERCIRE & FE AR TREA BN R E WIEEIC, EMIEC I & 2595, BERMESC T
% Fha 9 D EIEER O HIES SIORENTEY (BREEA, 2019b) | HIELELNTH S
T L aERT D, HEREL I S WGE, FINZIRY BRE MERaemEFER L, 20
LIRT OFELD FRRE 21T 9,

(4) BfE7T 7 VBB N T~V T T 7R R, 74— KT T 27 W B D FEfi

BIET7 7 7B BRIT. 7 4 v 2 — ORTAEEE, SR OFRRL, TR~ OB DA
BREEICRR T D75 2 MR L, 3B O 3T IC SR D 2 WIE SRR 2 3% 83 5 7212, 30k
DREIZFETE > TITHI bDOTH D, —HOMERIC, 5B, LOBIET Z V7 4 14
—IZ DUV THTE OEAEIZ L0 B RER Gy DBAET Z v 7 %R 5,

NNV T T o7 RBRIE, SRR BUER R O 3B TR E COVG YOG 2 R 5
ZHOHLOTHY | FEHERIELSMNIEE & < FRICRWRHEATZ L OE S L, F T
NT T EET D, AHECOTI ARG, Wk SO RS S & Al S D —
DRI T, HIEBD 10%F2E OB TERid 2, 3L LD NI~V T7 77 {7
A IVH — T AHEEELSMIHER 7 o v 7 — L A FRRICERY 5 . FEBRESE T L7z
NTANNT Ty T 4N — a2 EME S L SR T 4 v Z — ORI E A~ DS
VEEPICBRE U, 25 EER TRICH O U CHEHLS CRE T 2, IERK TRFOMEH
7 4 N —DOENEREREC RS U, EEEK TRICHEEMR L T MER 7 1 14—
& BICEREANHET D,

T4 = RT7 T 7RBRIT. T4V F— 2 BB T E 5 LD IR 2 fif 2 7oAtk
WEOLGE T 4 NV F —03 EBIFIEEENICRE SN D Z LT 5720 AR
53 DWAE PR N OGN EIC L HHREHET 57212479, 2 b il A&
IR s RSO BRI SR S A2 & 7 S — B OFHEIZI N T, HIERD 10%F2E
OHEETHEMT 5, SEELEDT 4 =V KT T I 7 4 VE—% | ERIELIMNIHE
M7 an =2 FRICIROE S, FREFETHEH L7 4 — VT T I 7 404
—Z EH R AL T S, WEHATIT MEM 7 v Z—L L BICHB T 4 L7 — L
EICEy ML, EMT 4 V& — LR U —EHHRMELEENICHE L2 #%ICEIN LT
T %,
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(5) FERHATZHEMEIC X 2 MR E P
—HO NI T D EHEMEZ R T D72 0121%, FRFHEHEYE (Certified Reference
Material; CRM) Z JHWCREREEDN AR Th Do RRTRLA T EHETH 0 | JIE T
GEANRZ D, WERNZROK T (2 ZCid PMas) LHEEIOILTFRE b O EYE %
AT, BB DT E TO—EHOBAEZATV, OATEDEEMEARGET 5, K<V
NDREKKBFOFEEWE L LT, KEEZAEESMNFZEAT (National Institute of
Standards and Technology; NIST) OFSGEEEHEYE (Standard Reference Materials; SRM)
T& % SRM1648a (Urban Particulate Matter) <> SRM1649b (Urban dust), SRM2783
(Air Particulate on Filter Media) . HADENEEAIFEHT (NIES) OREEEEVE TH
% NIES CRM No.28 (Hfi KZUEE) 72 ENnH 5,

(6) T EAE 0> 2 24 M D FFA
PMzs O HIEMZ VT, PIERBROZLGEEZ TG T2 FEL A TH D, RidboA
FoRT A (21.29) 1Imz T, I~ AZ 11— % — (Chemical Mass Closure;
CMC) ET NV HIASFIHSN T DL FETH D, CMC ET ML, & 52 U RK[FH 1D
FERR A IREED D B BRI 2 AR D 2B A RO Tl & | MIER T D - EIRE
AHEE L C, ME SN CERRE DR L EZBRFET 5, MAHIER RICE 2 2R580%, %
Doy HThs R OEFITHAD < IR LV IRE SN RER e S OIZid Harrison et al. (2003)
DET IV EKERER#EITICL 5ET L (USEPA, 1999) TRENIRENH D, L
. B ITESN OB RIEME D BB S TARBT H D720 D E O PMas BRI
8 U7R B &3 2 220, BRERE 1, 2018 4R 5 2015 ARI2 )T TIEN THEMi S 4172 PMas
RS I E RS S B B O M & HEE I O BIR &2 et Ic i L, &%z ko Ta
FLTWD (BB, 2019b), BREEE D RT PMas B EIEE OHEEHE M) & AROMEED
BRAE R (2.1 TR,
M = 1.586[S042] + 1.372[NOs7] + 1.605[nss-CI]
+ 2.5[Na*] + 1.634[0C] + [EC] + [SOIL] (2.1)
Z Z T, [nss-CI1=I[CI1—18.98 [Na+*] / 10.56
[SOIL] = 1.89[Al] + 1.40[Cal + 1.38[Fe] + 2.14[Sil + 1.67[Til (Si JEMEMNH 5HE)
[SOIL] = 9.19[Al] + 1.40[Cal + 1.38[Fe] + 1.67[Til (Si JIEMEA 22 EHA)

HEREOEAME L X 2.1 Nk oHElE M) L2HET5 2 L2k, ToREN
HE LR DR HFRL - DREMEZ A L TWDMNE S INOHEN D HIREFREL 72D, 12712
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L. PMas DRAHBITHIBRCFHIC L > TRAR D20, REMEOHWICHET 2LENH
Do

2.2 FRATIEEEDESEHENE

ATETIE, PMas ORI R T O F L GEHERIEE) & R B DU Tl 7223,
FEAEWEYE TR D REEZ |\ O 5 DIXRE S Tl D7, BEHERIEE TIThid
PMaz.s O 4HE DR RIHNLIE 24 RN EARTH D, —J7, IIFE, RRPR O L E
EIREEIE, EERORERE 2 TR CHBTIT A D 00EE (B EHIEER) ORFEAEA,
BORETHLERPIELSOH 5, BERIE, PMas £=4 U > ZELIKHI O E H I,
fEIREfE 0O PMas iy 0 H B HIEZEE A 2017 2 H2E 10 FEATCaRE L, 1 R ot
BIEZBIE LTS BREEE, 2017), AR TIE, BEAVRET 2 HEITEEELF L
BEREA VT 1 el D PMes R ZER Sy O e 8L A BRI 520 L7z, AT, Avi
HEEEE ORI EFEE L | HE DA FEM LR ERETE & OSSR W TR 5,

2.2.1 HIEREL

AWFFETHE PMas iy O HERAEREE X, KR T 7 Ak #iif B 8o ir ik
B (fLA7E T T.%, Continuous Dichotomous Aerosol Chemical Speciation Analyzer;
ACSA-14) Th2 (fiAb, 2013),

ACSA-14 %, 16.7 L/min OWH|#E#E T PMio DA > L b REERFI L, SA—F v
A X7 2K Y KRERT-% PMr (<2.5 um) & PM. (2.5~10 um) 20k L CT7—7
W7 v BBRT 4 NV F—ICENENET D, B LR 2= HIRIEIC LV E
BIREAFHT 2 & & b1 EHREZRIET 5 2 & TPMe b PMas (2 2 TIRIRE 21.5
+1.5°C, 1B 35E5%DIEMWERIEILEDOKMECROIZEREE) Z3HICLVRDD, &5
(2, PMelCiEARAMER & BT L C 870 nm I B O KSR O L FHAIT 5 Z L2k v OBC %
HIET %,

BREIRE L OBC ORIERIC, 7 vHEBE 7 4 V2 — LDV 7Y v 7 ARy N &t
(ZHE) S, 50 pumol/L DR T > =7 LAKER Z I L TAA 7 Lb— & TIRE S, kL
TR DIREEPER Sy A T 2, i L7 KSR A I E B VICER L CLR T —k o —TC
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LOmLICART v 7L, ¥t/ 07T vvaF s T aNRIc~ VT F v o IR TA
XY MVEET D, SO UHHE L TBW MR OAZD AT v OB
JEEA KD, 250 nm UL DEEIMRILEE D> B K TEME AR £ (Water Soluble Organic
Compounds; WSOC, ~ L A VEEHEIEEE) ZHIE L, 200 nm U1 D EEIMEW I 2> & il
feA 4> (NOg) ZMET 5, WRIT, pHIERFE (T rET7 =/ =)L T7)—) ZIRIML T 441
nm & 591 nm TOWSKEARY | 77 > 7 KOREME & D7D HHEEOZE{bE AH %

B2 (BHDB, 2016), Z Ok, BEZENAl (R e=1rtnw R ) LAY T
2 (BaClz) ANz Thilg/NY 7 A (BaSOs) Z/ERK ST, L THiER A 42 (SO42)
ZHET D, ACSA-14 TiE, (ZLOHIT PMe Ok 2 ]IE L, RWT PMe DRy 2 HIE S
Do T —EHDOSHEAEEL 1 RFREEICHR D K L, #EAIIC PMe & O PMe O 53 L %
ETH I ERHKS, ACSA-14 ORIFERH & HEFREE A Table 2-3 12, FHAEE D% % Fig.
2.9 1T,

Table 2-3 Measurement items and measurement principle of ACSA-14.

Measuring objects PM, ,and PM, , .
Measuring items for PM, .[WET], PM, [DRY], PM, , [WET], PM, [DRY]
Mass concentration
for PM, .[WET], PM_ , .[WET]

Acidity (hydrogen ion concentration)

Sulfate ion concentration

Nitrate ion concentration

WSOC (Water Soluble Organic Compounds)
for PM2.5[WET]

OBC (Optically measured Black Carbon)

Measuring principle

PM concentration Beta-ray attenuation method
Acidity Absorptiometry by pH indicator
Sulfate ion Turbidimetry

Nitrate ion UV spectrophotometric method
WSOC UV spectrophotometric method
OBC NIR light scattering method

34



Virtual
Impactor

Fine Particle
PTFE Filter

Spectrophotometer

ter Extract

Coarse Particle

OBC Sensor

Beta Gauges

Optical fiber

pH Indica

1

.-“’"/

Reference
Solution

P..-F-'F-F-

Washing
Solution

frL=h =11
=
=

Reagent

r
%rbidimetry

cattering
=tector

Fig. 2.9 Measurement unit structure of ACSA-14 (KIMOTO ELECTRIC CO.,LTD.)
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2.2.2 HBENHEE & AERERIEE & O i

RHD (2016) (X, ACSA-12 (ACSA-14 OJcATHRE) LT =a—&— - T 4 L H—ikL
D HBAREFOFER, S04 & NOs, Ht, ZN TN CTRIFATHGBEIRNA 4 B iz &t LTn
505, ACSA OVEREZ FHAM L 72 MAIZIR SN T\ D, T D72, AHFZEICRE O T HIEHEIE
B (74 2 —15) [CXDBARER E DA T o 72, Hs@UIA 0 PMas #0EHE, PMes
n—R Y v ATT —H 77— (Thermo £t Partisol Plus 2025) 2 &% ACSA-14 |Z[Hz
&4, 16.7L/min T PTFE 7 4 /L% — (Whatman t: 7592-104, 46.2 mm @) M OVf SEillik
7 4 L% — (Pall 4 2500QAT-UP, 47 mm @) (ZHitE L7z, fdehlliffe 7 « /L% —1%, # AT
IZ 350 ‘CT 1 BfIMEA L7=, PTFE 7 4 /L% —|Z X ¥ PMas E &K WSOC, pH %
BIE L, AIEfldE” « V2 —I2 80 KEMEA A Uiy ROt R IRFE (EC) 2HIE L=,
PMes B &IRE K O WSOC, KA A4 sy, EC ORIEIE, BREEE O PMas i HIE~
=2 T IVITE- T2 (BREBEAE, 2019b), pH 1%, PTFE 7 4 V% — D8 % 15 mL #=ILE 12
Au, BHIK 2 ml F£721% 3ml A% T 10 @R U, ks 7T 4 AR—¥F 71
7 44— (ADVANTEC #: DISMIC-13HP, fLf% 0.2 ym) TAi L7, pH A —%—

(Rt F-52) & 47 2EM (RGth~ A 7 v ToupH &, 9618S-10D) THIE L=, &
BHEEUT, 2014 FFEORKT LA F 2015 FE L 2016 FEDOAFHIT, 10 Fi~F 10 i E
TO 24 BFFHNL TR 2 BT 1T o 72, REGREID 9 5. PMas B EIREE & KEEMEA A
R4y, EC 1T 2MIM 2 %51c, WSOC & pH I% 2016 4EE & & ICHllE Lz,

Fig.2.10 12, ACSA-14 & 7 4 V& —IETH LN ZBIR R OB X 2 7~ L7z, ACSA-14
DT —=HZX, 7 4 NF =B X DRBHREURERNIC AT 24 R &2 B Lz, 7— 2%

(n) KOEYFA, FERE (R2) ZKFITRLTWD, £EBIZBW T, WHF OISR
IR B TH- 727, PMes BEEE, OBC, NOs, WSOC, SO2 TliL”7 4 /L& —kIC
T ACSA-14 BMEfEA 7T (EURXOMEE 23 1 L /hswvy) Eaad v, HHd ACSA-
14 NEfEZ R 23 & > 72, ACSA-14 &L 7 4 VW FZ —iEE T Y7 U 7R PMas

SR ITIE, BEB ORIEHIESENER>Tnb, ACSA-14 ® NOsIlZHOWTIE, £H 5

(2016) AMERHT 2 LY 7V o THOERS WSOC OF#bEZLND, £,
WSOC I~ LA vt oRFEEE LTHHDINTEY ., @0 WSOC HIEETOEST
JERRRD, FORD, T4 NANF—IELEORBRIZITEENRMLE L Z X ONL0, WEFILR
xSk AR LI Z & h . IREAB ORIk LB b b,
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(b) OBC (n=137)

y = 0.60x - 0.10
RZ=0.80
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Filter EC [ug/m?]

(d) WSOC (n=56)

y = 0.59x + 0.05
R? = 0.68
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Fig. 2.10 Scatter plots between data from ACSA-14 and standard filter method for (a)
mass concentration, (b) OBC (vs. EC), (¢c) NOs, (d) WSOC, (e) SO42, and (f) H* in PMa.5.



2.3 LEBFE—FFNIC K BRAETRENT

LT 2 =TV EiE, BUILE TR DI KRR T ORISR U, AL B 7 R 8
BT LT, fix OFERNS DOFGRORBEHET D HEDZ L ThDH, Fik (1.3) DL
BO, LT —ET A TRUIZIESHOOBR TS DL, CMBikE PMFIETH 5,
CMB LI BB O TN T 0 7 7 A b GEAERRD S PR S DR O ERLHLAL
T — %) ZFIA LT 1MOKRKERT — & h HRAEROLIFIT 2175 Z E N[ TH 5,
—% . PMF B2 HORGBINT — 2 ZHEHHNCAIRT 5 2 & C, FERREAR (K1)
DL ZDFERT a7 7 AV, FHRELZHRT 5 Z L3RS, CMB I CII@L ik
V2 U2 3RS AR AT R Td 5728, PMF ¥ Tl ARK BT 2 R/ S LT
WA TH. ZHORKBIT — %> MRSIUTHHT N FTRETH 5, PMas i IRKL 1
DOEENE L, BAEFIZET 2 HRICITAAR AR Z V2o, CMB iEL Y b PMF £25E
LTCWBEEZLND ES T ANIZETIZ PMF %% 1 L C PMas DR 24T 9,
7%, PMF £7 L21%, KERERET 1A T 5 EPA-PMF5.0 (Norris etal., 2014) %
W5,

9.3.1 PMF &5 /L O

PMF £ix, X 2.2) [ZES&E, YoV T7—Fty NERTFHFGERF T2 77 A LD

2O0~ MY w7 AR DL EMHT O—FETH D (Paatero and Tapper, 1994)
p

Xij = ) Gufkj +eij (2.2)
=1

T 20, xpl3BURAIC BT 2B = 1, ., )T O G =1, ..., m)DOBLUAIRE  (ug/m3) |
i TS T DKW F (ke = 1, ..., p) DA F G RALZR L), fiyldWFekDOT 07 7 A VITE
T DR OUREE (ng/m3) | eyl TRkt Oy j OBINE & 7 /UL SN TR RE DK EE
£,

PMF €7V Cld, RFOEp R OREFRBOKE 707 7 A NV fyp. K T MK T 5
FAWDOR 1 F gy AETHZ L EHNET 5, fTEITET vicpr 542, X (2.3) T
HHSN Q& m/MESE LR FHGgy LIRT 707 7 A NV fi 28T 2,
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Q= Zn: i(i—‘;)z (2.3)

Z 20, uyl TBURIC BT DB DSy OREITAE 5 AHED S| ejlugld A r—Abs% =
ERT, AT —UEREITET VIROBEE EOMEGEFICHH S5,
FERITAOFKAERFENH LV E S IChl sh Tnd, £/, PMFE7 /LT, o2
WCEAHDT SNIeT —F &2/ Z LR Hkd GEMII#RT2), ik, REMDEHE
G U TT — ¥ OB TE D 2 L 2EHRLTWD, BlZE, Rl FIREOERWT —
Zi3, B TIREDO LV K& 2T —2 X0 bIR~ORBENR D2 220 X OIS &5l
BLTET NV CORELMZ D Z LK,

2.3.2 EFETNAANEATLHT—X& > FOIERK

PMF €7 VICIE, 2 fEOT—2 1y MWD, —oi3, BHlIHSIZI W TR BIM £
T2 X Z MR T I S VT R ﬁ77~§?/h(%7b)/7x) b9 — Ik, IRE
il % ODFBFEEEDT-AHENST —2Ey b (uyw b v 7 R) IENEFET D700/
TA—=ZThH D,

(1) fmRET—2t%y k

WE BRIL72T =2ty b (xy~ b Y w7 Z) &, RAME, B TRRIELL T O 24T,
ZERBINVIEENEG TN D720, PMF STV 2N 205 2 B UNT S 5 23
b5 (R, 2011),

KPUEIZ DWW TIX 3 DMWMBENRE 2 Hivd, 1 DHIL. KM E 7o T2l BFAET 5
YINERNATDIFET, A CEHE O BRI E > Te /BT L M EN D, 2
DB, RPEDPAFAET D oy & BRI 5 HIE T FRC RN @ OEEE 7V O & B
FK T S 57205, 3 0B IX, KRAMEZ &R EE O B O FHE CEBRT S
FET, RO FIEZ L SR WEGEEICERAT 5, 72720, WESE~ER LT — 2 RET
IHRICRE I B a5 2720 Ko | BEAZIKT 20 ENH D (Polissar et al., 1998; Song
et al., 2001),

B FERIELL F O X, FIRMED 1,72 ECEBRT L2 TES IS TNDS
(Polissar et al., 1998), ZOHAEbEWL LT2T — X DEALZNLT HMLERH D,

ZRFEERR2SMVEE, PMF TIIHETE 2WGENE W20, SMUEZ & Tepisy 3 WL
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WCEWZ RIS RWKRF & LTSN LB B 5, B OIRE S 2 e L, BHE O
FEEIPHZ RE HEM L TWD X5 T — XTI B RN T 5 70 EELD | E FrEtd 5 4
ERD 5, BEHEORHEICIZATED CMC €7 VA THS (Harrison et al., 2003), —
R, ¥ Ix—va VgD DY TR D FE B R B 72 58 AEIR DR P
LDV T IIBRANDORIG L 7 03 PO, BREE e & RERL T OB BREICK
ELFET BRI O RIZT RETH D (B, 2011),
Zoftic, B D0HETHR LN EET HHEME (Nats Na, Cazl Ca 2&) I3,
TEHRH AR D7D B AT E DIRNW S HTIE TR T — 2 A BRSNS D HIER L BiLd
(Maykut et a., 2003; Kim et a., 2004),

(2) RS T—FEY b

PMF €7 /L CliL, ET/WUIZEAT HME%x OBANEIZS L CARENS ZED T — 2t
M (uy~ FU v 7 R) BRUETH D, Hx OBLANEI S L CTAHED S D3R S 41TV 2R
Al WERGETuyx RS 20 E RS 5, EPA-PMF5.0 Tl Ao OFIEM TR
il (MDL;) &35767 F 7 < a v (Error Frac.;) 7> BB Exi 20 U TR(2.4) £ 72133(2.5)
WX VuyZ RS 52 LAk D  (Polissar et al., 1998), B AS FIRAE & [7] U 2> 4L LA
ToHEIFN 2.4) | BIES TIRE LY b RETER @2.5) 25,

5
w;j = \/(Error Frac.;jx xl-]-)z + MDL;? (2.5)

Z ZC. Error Frac 3t EIZxT 3 D NN S OEIG T, KI8T DX ER
EEHANDZ ERZN,

2.3.3 BHIEOEOFHE

AR & B0 | KM A B T X X 7235560, B TRRMELL T 044 & T RRAEO
1L/ 2 ETCEZWX 2L D RGEIZIE, ZINODT —ZDOARENSPRELSRDIGEN DD
ZEh, BHEOEAZHEL, TETNAM~OREL/NSLTLHLENDH S, EPA-
PMF5.0 CiX, IO OBREDORHENED 4 51270 Lo ICliE D, £/, EPA-
PMF5.0 TiX, lm 2 EICEAZFHE T 572912, "Strong”, "Weak”, "Bad”® 3 S D/ 4
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W23 CERITT5 2 ks, Strong IZTEAZ T 5ET, Weak IR fENS % 3 fiF
[ L., Bad 13t B R S5, 200D O4FEIE, RIECHE T FRAELL T O3 A D F
BT o TRGHHEIC BT HRIER. B OSUSHERCHRBEM S 2 B E L TIRES D,
ZDORIZOWTIL Reffetal. (2007) (X VFFMICHEm SN TN D, T—X Yy MIET S
fEWR D FE D 20 GEITIX, signal-tornoise (S/N) L3RI &5 Z 3%\ (Paatero et
al., 2003), EPA-PMF5.0 Tix, SIN bz (2.6) KO (2.7) . 2.8) Ic LV EHT 5,

x.. —u..
dij = ( l]uij U) (xij > uu) (26)
dij = (xi]- < uij) (27)
n
(), =2 @9
N j nj=1 H )

Z 2T, xglTRBH S OB, wil TBLE X O NN S 2R,

Norris et al. (2014) X, S/N B &R OBIREDOEAL T 235 HikE LT, SIN
Ay 0.5 LFTHIIX Bad (T2 HERSLN) . 0.5 205 1 ThILE Weak (RiENS % 3 fiF
WZAHEE) . 1 2 A TVUE Strong (M-S OZEF T2 L) ZREL TWD,

7%, EPA-PMF5.0 Ti&, ¥ 7Y o 7B ORTLERE 20 O RS IX, BT VA
1KIZAR D R )> & (Extra Modeling Uncertainty) & L CHIRAT 5 T& 528, TF/VICHLE
UL EDORENS & 522 L fEOEHEMEZHRD ATREME N H 5 72 [EEIHWT 2 L EAH
BH5,

2.3.4 KT BAER) BOWRE

B S 5T 274k GEAIRED) pOWREL, MRS O BRI AT DMK E W
ZEME, EEICKRFNTAVERD D, 1L UDIC, @Y RpE 5 2T PMF 5 /L0 T
REE AT O, AEEOFHEBMGAIE (Seed Number) 75 #%m] (EPA-PMF5.0 Tl 20 [A]
FRPEZHESE) OV IR LFHEEIT O, SEMIURT 2R T Bpa RBET D ENE—-L 72D
B, R LTH, HASNZQOM R LEOEMNAKRE AT 5 &5 RBA1E. REER

(BETRV) ETNVETH D720, AT —F RN EENT — 2 EOHBGRENLETH D,

X (2.3) THRIEEN QL. PMF E7/LCHEA L7 2BHEIC L 0 FHHE SN2 CTQerue)
LRETIL D, EPA-PMF5.0 Tid, H2.3) THILS N D A7 — ik (eyluy) 754 BLED
B2 RS L TR S 41D Quobusd B FIRFICE I S50 Qeobusd & Qurue & ZHLEE L, K <
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MHEL TV BEAEIE, AT — HEEEOREWT — X OB HE 2T T D Z L2 Bk
L., &E LR Ep TIMUERFBE TE TV RN EE X 6D, ZOWE, R1HparZ
20 ShAUE (REE) O FWE RETUBERD D, QDEB/NE < H2Q¢obusd
Qe ERDRFBpERET HDMENRDDH, OO TPFHEAEE X, RHECH
BEOHTY 22T 5,

2.3.5 fEOWEEE & 24 M

WIZ, HOSNHNTA=F &gl L, ROEEE & 2492 i i 5,

(1) J#EA B O
EPA-PMF5.0 Ti&, MEOMEEEFMT 5720y —v e LT, FESH, FEHEE T
HE OB, ERIE & RO R RIIXE 2 R ERICHE T 5 2 L k2,
FIESHTIE, BT REBERIIH LT EDREAE L TO AT 5 72dIcF AT
b5, RQI)THEHHEINDI KRG DA —nA{bik%E (ejlwy) Db AKNT T LKW
Kolmogorov-Smirnoff #E D& D, DA OERMEZMRT 5, EHSAM L THRN
BEITET RN EAS L CORWAREERE WO T, BHEOEA T 2 KT 205
Wir D, IERA LTV BIAIE. eg/uy® 99%703+3 OHIPHIC/HART 5 Z L B3I SN 5D
T, +3 A L THOM LTV DRI, AN SR KRICHRE SN TV D a[EEER S 5,
DBFENE, FENS T =2y N ROEMTORYEZ#RT 5 (Kim et al., 2003),
ERME (ANN7T—%) &ETFRME (E7/VROFIEMER) L OLBIE, T VBEMIIC
BALTWLZ W 2DICARTH D, FHMEE FRESTEREL TV D X 9 eplsrid, B
T E T D (REEFMEEAET D) 22, T2 2T ANLRINT HX&ETHDH, EPA-
PMF5.0 CiZ, EHIfti & PHIMOBARK & HFt 7 2 —% (REFRER)., . G
FEERRE, & | B EERE, R | RERFIM 2 MR C & 2, AEIEORE I1X
BIMEDO B HT Z2PET L5, b LATBIE~ Y v 7 ZITERFEEDPFE > TORWDE
RL. BT VTHIETE ROV MBI Z BRI 2 OMG 2B E 272 5 2 TR 5
WELIR D B
F 7o KRG RO BN Q/Q expectedy bIEAZDFMRIZAH FI T 5o Qexpecteay 133K (2.9) T
BHEN2QOMIRHETH D,

Q(expected) =nm-— p(n +m) (2.9)
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2T, nlEREHR AR . midkor A £

By TDQIQ expecteayt T F Ay TORRFED " FeDAH % | strong iy THEILNIZETO
Q expectedy THR S ALTAE T, F5EF T D Q/Q (expecteay| T ALY TDIRAZD e DEFH 2 ALITEL
THRENTZET, EORERCHYNET VA LT (2 EOfE) #7252 &
kD,

(2) ZHPEOFHML

EPA-PMF5.0 Tid, i & &2 b5 R Hp THOLZET LE (Baserun) D41k
AT 5729012, 3 DORREFHIY — /L HAIAE N TV S (Pattero et al., 2014; Brown
et al., 2015),

O Bootstrap (BS)

BS T, EICBHT —%ty FOBEEE (FrEOBIMEN T T VRRIBE DR EL 5 2
TWeWhE 5 ZiHlid 2 2 L3k S, EPA-PMEF5.0 Tik, BlllfE~ b U » 7 22>
LEELRWT—F 70y 7 %7 X NGERL TBIET -2ty FERIUREESOT
—Hy NEBEL, 20T —%ty bEHWTKT5p T PMF €7 /L% 51T (Bootstrap
run) 9%, &IZ, Bootstrap run T/ oL 7-K+ (BS [K¥) & Baserun TfFHAL7ZILd
K7L OB L, WA OREES VAT 2 (HEMRE 0.6 LI LTEEDH D &f
E)o &TO BS WG DION T & BT 6D 2 EAEE LAY, 100 [\ D
Bootstrap run T, % BS [KF® 80% (80 [F]) LA ENTLORF- & BEEfHT bt T\ =8
K Epld#Et) ch 5 LR Tcx % (Norris et al., 2014),

@ Displacement (DISP)

DISP i&i%, PMF TOREROERS (A1 ZoAH) Z2iHiid 5 Z L8 HKD, To
K7 DR 2 2 b &8, QIENHR/INE (Qmodmin) E72DETNVRAE BT S, 72721
Hi1-72F 7 NMRIT Base run TOQME (Qpase) & Qmod_min & P7EAQ (Qbase — Qmod_min) D3dQmax
K0 HNEVRERDH D, EPA-PMF5.0 TlddQmad T 4. 8. 15, 25 [ZHE S, %5dQmax
ETHEITS 47z DISP OfERN S, R RO A AR T D, He/NDdQma TH 123
MR ONTZHEIE, RFEpflififi~ b v 7 22 HEGEET 5,

@ Bootstrap with Displacement (BS-DISP)

BS-DISP 513, BS TR LN AfRIZ LT DISPEZ A L, W& ORZELZRAIIIC

A5,

Z 2 E TR LICEHROET O SO G R, 2 YUMERHliZ2 & o, PMF Ot~ o
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—% Fig. 2.11 |Z"F, PMF Tlt. 245 DM 7 0 — 2 BEFRIICE D R LET+5 2 &
T RFHIC R K B 2 IRET DA, 2 2 CIRE SR Eipid TEEHIC i Zep )
IEBER, DEESNERTOT R T 740 (fy~ bV v 7 R) TR L, ZRZNOR T
ISR E R 2 b O DRIET B MEN D B,

Data set preparation and model setting

Steps Methods and items
Excluding samples *Exclusion of unusual samples
Treatment of values below *Assign the half value of DL
the detection limit (DL) *Unc.=5/6 X DL

*Assign the geometric mean
(Unc.=4 X geometric_mean)

*Assign the median
(Unc.=4 X median)

*Method of Amato et al. (2009)
Estimation of uncertainty *Method of Norris et al. (2008)
*Method of Polissar et al. (1998)

Treatment of missing values

*Signal to Noise ratio
*Fraction of available data
*Reasonability of factors

*Nature of index species

Optimization of species
uncertainty and exclusion of
species

Reanalysis
*Poor statistical validity
*Unreasonable solution

Solution interpretation
Steps Methods and items
*Q values
*Rotational ambiguity of factors
Evaluation of statistical *Agreement with observed value
reasonability of factors *Bootstrap (BS)
*Displacement (DISP)
*BS-DISP
*Source signature
*Ratio of source signature
Interpretation of factors *Seasonal (Temporal) variation
*Relation with location
*Agreement with prior knowledge

Fig. 2.11 Commonly used steps and work flow for PMF analysis of ambient PM species
data according to the literatures. The underlined parts are those not mentioned as major

methods or items in the EPA-PMF manual (&7 &, 2019) .
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2.3.6 KT O & FAEPF G ROHER!

AN DN T gy O fiy~ b U > 7 26 BAEROIIR L FEHEEI 21T o208, Z0

R E O BT A LT W), BATMROBMZAMEICT 22 EAEE LW
(Reff et al., 2007) .,

FT. iy~ MU w7 A& UL FRIEMG &R D I DR HEE T D, FAPD
AR BT 2 fE I KR EBR R T 23 i L 72 SPECIATE 75— % ~— 2 (U.S. EPA,
2019) FORFHIN TV HIEHRS, PMF E7 V& WIS TR oM fiy~ Y v 7
A BB I, FEEE R T 5 (Nakatsubo et al., 2014), 7=, fiy~ U v 7 2D
R BORDH L T 2 HEL AR TH L (BK D, 2019),

I, gy~ b U v 7 ZIBRTF T L O G OB 2 R8T 5, FFEIAES B2 b3,
HEE SN DHAERDEIZEE L TV D (B ZITRIEEITE D A A~ ZRBETH AT -
ZIZHFHEPEL 725, BERRBETHIVUTERLY FEHICELSRD) EI1EHRL, %
BHEARGET 5, S HIT, [KEBHIT — 20, RRUFERFEEAR TOBIMIT — 2 & ORRMEE
HRDTESAN TH D, ZNHDOBLEND | ET VR TR OIVZIRF & BAEROREERNE
HEIZHATE 2WESEEIE, RFEpz RETIEEDNLEL 2D,

ERFDRAEREZ GERNCHTE 2 X o icziuX X (2.10) 12 X v eIk D K7
kDF IR EanZ R D Z LIRS,

m
Ay = Zgikfkj (2.10)
=

B, BONTEETTAMRIIBNT, OEDORFITEEOREFRNRIEL TCWDIHELH
% (Iijima et al., 2008; Nakatsubo et al., 2014), Z#UZ, #7322 RBAEFICH KT D0 T
HoTh, BHISNIRELE) Y — L RNWE THEL TS &, PMFE7 L TIEERD
ERRFRICIKBITE RN SICERIRT 5, KT OIRIEZ MRS 2 720121%, S M5 T OB
2179 . B O fEREA 117 % (Dall'Osto et al., 2013) . FEHERLSY & 72 2 WE OHIE
{75 (BREEA, 2017b) FDO LRMLETH D,
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2.4 KBTI L DRAEFMNBOHEE

RRIGGE OFEADNLEI BT D 1B, BARBY 22 B0 I A2 722 721) T2 <\ PMF
AT TR S N2 F OfRIC b AINTIE N TE 5, AR LR S PMes FORK
G L, WL - AL RBN B ZE L 2 PRV R 28 B 2251 & & b Ik - IER S LB A~F]
BT D, o T, BUNHLRIZIS T 2 B SUTENE U 72 225 ok e & 3B (K1) %
HOBMREfENT T2 2 & T, RRIGYIME O ERMEICET 5 FHr 3G ohb 2 &
PR S ND

AR TIE, RRIGGEE OFEEPRALE 2D 72O A < TEH S, AFETH AWK
GHIRNT FIEIZ DWW TR T 2,

2.4.1 CPF } O CBPF fi##r

FEAPRALE OHEE IS — RN S 2 FiE s LT, Jm & GRmE CUIRFHS)
JE e AW T2 S & We=R %% T4 5 Conditional Probability Function (CPF) %3k < Fi|
ENTWD, CPF (3, EEARFAERICET 2 HMOEREH D120 DIEFIZL T ie
F¥E:TH S (Ashbaugh et al., 1985; Kim and Hopke, 2004; Vedantham et al., 2013), CPF
TiE, X Q1D XY FrEo R TRAERR O T EIRENEE L-EE LY el
DHHEHRCPFprg % 3RD B,

m
CPFAQ — AG lc>x

2.11
Npg ( )

Z 2T, magl IR FFHIRECHIEE L7 BfEx % 8 2 7R DJER) @ DE%E . naglTJE R 8 D
AR, FEICE, B2 75 = Z A ES 90 N—t X A HEENEH S
D EMEZN,

CPF |2 X B fENTRE R OB FNIT L, HlZ1E Baeetal. (2011) &, ==—32a— 7 CTHLHI
SN 7z PMzs, OC, EC, O3 5D RKIG YW EIREIZ CPF Z i ] U CIARRNLE 2 #EE L .
03 ® CPF 7' NI/ A R S e o 7 DIZk LT, PMas, OC, EC ZI3FFE
DR DR Z T EWE L, £z, IS (2013) 13, A HETTANOZHE TH L
7z PMzs i HIER S PMF A3 L CRFFHHIRE 2R 7%, W HHREIC CPF
A3 U CIRARDRALE OHEE 217V A0 38 4ER D CPF 7'm » b, 8RS L o
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FEAEWNLEZ FERHPATE I LG LT D,

—7J5. Conditional Bivariate Probability Function (CBPF) %, CPF |[ZJf# %% 3 O
B L TH 2 D804 & A EMREHTH D (Uria-Tellaetxe and Carslaw, 2014), #i
SN2 RKIGRERESCH FFHRE 2 B 720 TR RN &R & TERSNLD
HPHICHE D T HHIET, FrED M & EUEOHP THARK F O FHIRENEE L 7B
LD L& < R DOMERCBPFagauz 3 (2.12) TRD D,

m
CBPFpgpy = Mg stleox (2.12)

Npg,AU

Z 2T, magadd IR FFHIRECHIRE U7 BfEx 2 8 2 72D JEUA] 6, JEHEuD A . nagau
FEm o, EHuDRE A KT,

CBPF 7o v ME, “EEOMEE 71 v N TIER 415 (Uria-Tellaetxe and Carslaw,
2014), EUEZH 3 DARIZT 5 2 & T, FIATZEEERFEAEFR LA MY — by =42 T
DILRDFBEZ ] N LT FRIDHE ST % (Carslaw et al., 2006; Tomlin et al.,
2009; Carslaw and Ropkins, 2012), 7235, AW TIT-72 CPF LU CBPF f#trix, 4 —
T —AY 7 =T [R] O3y /r—"openair” (Carslaw et al., 2012, 2013) (2 &
D FEhtE L7,

2.4.2 JREMRENT & OIS H

(1) VEBMBRAENT OREZEL & FEBR O 1R

TEBMERAENT & 13, BUIHL S 2 TR ORZNEIE 3 2 2R BEIT 5 131K 2 | JEECRIR
REDRGET —Z &b IR R > THEINT 2 FETH 5, Kz #-> TEHET S
Z L B ITIRRRRNT . R AR TEYRT D 2 & AR & D,

WEAERET L & LA FIHENTWDET VL, KEWEHERKZIT (National Oceanic
and Atmospheric Administration; NOAA) 73Bf% L 7= Hybrid Single Particle Lagrangian
Integrated Trajectory (HYSPLIT) €7 /L Cd % (Draxler et al., 1998; Stein et al., 2015) ,
HYSPLIT €7 VO ERUR BT, 22N E ORI BT 2B ISV Tn g,
HYSPLIT &7 /L OURBMRERI 1T, RO =RITTEE 7 M2 D, KEH D22
WAL, HIHINLE P () M OB ) OHERIALE P’ (t+AL) TD ZRITCHER 7 R L DS 5 5 R
SND, HWERZ VX, 22 &R O MG TRIZAIH S, B OHERIAE I3 (2.13)
TROHIND,
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P,(t+At) = P(t) + V(Pt)At (2.13)

“HEHOHRINE I (2.14) TROLND,
Py + Vipr e4an)At (2.14)

A7 BT (2.15) THRD D Z L HEERD,
Peesnry = Pey + 0.5 [Vipey + Vipresan At (2.15)

HYSPLIT &7 /ViZ & 5 Z2 R BiAnE OHEE F1E ORI % Fig. 2.12 1277, 2D K5I
LT LTS OMBI 2 G5 2 2 & CHBMREZ BT 5,

Final Position
=average of
1 & 2" guess

Initial
Position

2™ Guess

Pm +
V[P’,t+ At) * At

Fig. 2.12 Principle of air mass position estimation by HYSPLIT model (Cohen and
Crawford, 2018).

(2) WEBRRE T L

TR ZAER T D72 0E7 v (ShEES) (X, OFIRALEE (isentropic) . @%F L
1% (isobaric) . @ =¥ ti%: (Model vertical velocity) @ 3N L < Vb5, O
ArmEEIE. REDE CIRALZR> THENT 5 L {0E L TR 2 51k, OFEmEEL. K
KA CRIEE O EEBEIT S L E L CESMOBEIZ RN T 5 51E, © S RkotikiE,
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2N EFH DR DI L > TRENT 2 LUE L, 7 /LTt S - BRE Mo
JEGR DKy & TEE S 2 MW TESREZBE S5 HETH L, EFRITRET —Z D
FEEESCO B/ M) B Lo 728, —IROuIED KV BRI AR b D & SN T D

(Stohl and Seibert, 1998), AR D &350, HYSPLIT €7 /L Tl IR ILIEN T E 72 bk
FET NV E LTEHRASNTWD A, SRALETE & EEEEDORIRG AfETh 5,

(3) "IET—~4

TG RN 7 — 2 PR BT T — 2 I EORGEF T — F 2+ 2, 2
o, RHEAESFIXHIZHM0 LEBIT — 206 BRI 288 ETORK[OREE
#5250 THSD (R, 2011), KEBMMEOSAMIEE EITFE > TWDH D, H B
fJE COBMPFER, fHEBIEER L T VIS K D TR Z A DY CTHENTT — & 2ME
REND, HEOKGEHEENER L T2 BT — 2 A STk Y . HYSPLIT &
T VT, KEESLTHlEZ > ¥ — (National Centers for Environmental Prediction;
NCEP) 73BA%7 % Global Data Assimilation System (GDAS) 7 —#4 <> NCEP/NCAR
(National Center for Atmospheric Research) FfENTT — % 72 ENFIHAEETH 5,
NCEP/GDAS 7—# (%, 6 B[RO HIC AR T T T & % 3 WFfE] FHiEZ A7 3
R IR D AR 17 U3 0.5° DEERT —# Th DIk L, NCEP/NCAR 7 —~
1% 6 FRFE RO AKFERMGE 2.5° ORKT —Z Th b, MDD RT —Z I L0 B
B RN RKELS B2 ZENMBLNTEY  (Pickering et al., 1994; Murao et al.,1997) .
WM - ZEMMRREDN B VIE L, KDL D LWIRBVMERA S 5N D B2 5TV (Stohl
et al., 1995),

(4) RBMROF RS E

BRI 7z > TR, W O DOFHRSMRENP LI L 2505, FrIZ, RO M
FEEE LR OBRENEE TH D,

it =T OBUFE RIS U TR 2 (ER S 25812, & B 28U LS o BT
RET D &L MER SN OGEEEN K E <HHebihd, KEBERENTIX, KE0
B e Bl (MR OB ICRR) SCEWZREL (BHHIC K 2 xHmICER) oz
FTELIBA SN, KILOEED R SL7=720y (R, 2011), D72, HFEEEITEER
JE D L TéH % 850hPa (1300m F2EE) LLEICERET HMENH D,

F7-. BENRKR CIIEEN R 22K E R LsMeR S, ERRICIE, B
DHTPNRD B, GLITEOxHR, BKOEELZ T TRHMOBE RS, Z DI ORI IT
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RONTZHIICONWTOABENRERZIEL KR TEHEE X615, Stohl et al.
(2001) 1%, WEEAE 1 KD 720 OFEGEIX, [REBINEIITHOIL TV D ILFERT LB E)
HEEOI L& 20% DR ENH L LG L TR, @5 3 H~5 ABFHERHORS &
EbnTWb, £72. AR LETIHEEYWEDORRT TOHFMLERBTILENDY . Th
Bz HERHERE I L < ey (B, 2011),

(5) BBIHRAFHT DG H

TR IX. ZEXROBEREIE 2 HEE T 2 2 & THUE OFE EIRALE BT 5 1h )
ERLOFBERLELTAMTH LM, BIRO LB 0 MR 1 AH72 Y ORRZERKE W, ITE,
SIREBEOVEREDZ L < M LU MR OFHRICE T 2 R b RIS Sz 2 &b,
REDOFHIRZER L TEN D 2N 2 TIEPRE S TV D,

O 7 TARE R

LEBFNTO—FETH D 7 7 AL —fNTIE. TREMRO 7V — o 7 b fRETh 5

(Wang et al., 2009), 7 7 A X U 7 FEICX, AEEREE=—2 Y v RiE#ED 2 >0
FERDH D, 2—27 Uy FERHT, E L REOMEL 2 ROWHO RO ZEH & LT
EFT D0, 2 ROFHREAE U CHEN R 5356, T6ERe D 7 V—T12h
FINTLED, TOLDWMIED 7 T A2 —fRHTIZIX, RILEHE AR U7 B REE
M S (Sirois and Bottenheim, 1995), AL, X (2.16) ~X (2.19) Tk
HHIND,

oon

dy, = %z cos™1 (o.s (A"%\/%Ci)) (2.16)
i=1

A = (X)) — Xo)? + (Y1 (1) — Yp)? (2.17)

B; = (X5 () — Xo)? + (Y(i) — Y,)? (2.18)

C;i = (X)) — X1 (D) + (Y2 (D) — Y1(D))? (2.19)

Z T, di2l 2 ROBIFIRBMRIZ 35T 2 3 K iRERHE] D JEAE & B S O FERE D 3 s TR
ENDAEERZEIICL VRO TEY LIEAETHY . 00 DrE TOfAE & 5, B
DHEREIT(Xo, YO) TEESND, HBMR 1 & 2 OiRpToEBE L, Zheh0 (—i), Y1 (—
D). Xe(—0), Yo (—))TREIND, 7 TAZ—DKIL, 77 A —FOZERSEHOEG
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(Total spatial variation ; TSV) OZE{LRESZITIRET H, TSV BNRKE HEINT 5 EH]
DY T AL —HPEY & SD,

@ Potential Source Contribution Function (PSCF)

RO FH RS Z E S 72 7 ) v FITHaEI L. Z2EO%BGIRBWROAT (@ I1E 1 RFHE)
TEoNE (= RARA N 27Uy RRNCERT 52 & T X (2.20) 1280 ELEH
AR % 5-B3% (Potential Source Contribution Function ; PSCF) %k 5 Z & 23k
% (Zeng and Hopke, 1989).

PSCFy = my;/ny; (2.20)

ZIZT g BEDZ Y v FE (G j) (SAFEET 2HESM S TORIT WO T RRA
v N mpHEEO 7 REF G j) (SHAET D15 Y B IR B A BE 2 8 2 CBLI

RABIEE LR MR O = RARA » M Th b, PSCF O X % Fig. 2.18 (7”7,
PSCF Tix, 7'V v REANOTZ Y RiRA > MR D7 < ngh/NS WA, RRHEFNEN &
72b, ZOWEBEEMZ57-, Zeng and Hopke (1989) 1%, 7'V v Kbz D= K
RA Y NERET Y v ROVEMED 3 (5% FRIDGEICEAST T HMEFELZIREL
T3,

—e- —e. ¢ Concentration of pollutants
in each trajectories
t1=10pg/ms3

t2=50pg/ms3

AN
\"ji"'*”}h t3=100ug/m?3
o

» When the threshold is 75 pg/ms,

; 3(e)
PSCF;= = 0.5
6(0)

oy

Observation site

Fig. 2.13 Overview of PSCF analysis.

@ Concentration Weighted Trajectory (CWT)
PSCF Tix, BMELL EO®%FIRBMHIET TR CIGHROFRE L L fbh b7 (FfE
RGBT & EBEEZD LT AT & X OBTIRBMEDRRE T L 2 icfbin b iz
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D), IR OREE I TE TWRWARENES S D, 2T, B OT > KRA
VMK LTRET— 4% %25 %2, %27V v RCTEET 5 Concentration Weighed
Trajectory (CWT) 23&Z Xi7= (Seibert et al., 1994), %27V v NOHEEC 130
(2.21) TERHLND,

izt G Tiji
Ci: = (2.21)
Y Z’iﬁl Tiji

ZIT, Cpld 7Yy NEP (G, ) Zil U725 05 BN O BLHAILE S 36 1 2 15 e B R B
L RARA N OEITIE U TINENE) U2 EE, CUEA% 7 TRBIERI D B R O BLIIR & |
Tl ZIFRIS 77U R&iP (0 j) ICHFE L2 CTh 5, CWT OEZE % Fig.2.14 IR
T, CWT CTH, 7V RHI2Y DTy RARA 2 MDD I & REFEENRREL DT
»., PSCF [RIERIZHIEFIENRE ST D (Polissar et al., 2001),

& Concentration of pollutants

—e—
. _—‘\ in each trajectories
t1=10ug/m?3
\T t2=50pg/m?3
\ o _,h t3=100ug/m?3
TR
_ 100x3+50x2+10x1

3‘, Ci= . = 68ug/m?3

Observation site

Fig. 2.14 Overview of CWT analysis.
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FTIE FRFABAERICEWLT 1 KREEICEH
L T= PNy s {E2E R DR

AR D & 360 PMas (3, ZEKEN /) FHVREIC KD 0RIER SN TR FRECTH D Z L b
H—TIE7 <hRx 2oy TSN TR Y | RO R 275 2 5 LTI DR 2 &
BTH D, AARTIE, RKQIGHBIIETEC & D RO R H 2 PMes O 2010
FITEMS L, HEREZT TR RDREOHE b BIGRIC IV Eish b L )i
olz, LonL, #iGHIBERIC X D IEIR. RRALT, HOKFREIC 14 ARFEFREOH
ENERTH Y . A NORFFRZLLFEZLDN R E VS PMeas OEIREMFIAIC 1T, FFfE /3 fifRE <>
B BB Tl nwalgettni & % (Fig. 3.1),

oC EmEC Cl- m NO3-
S042- I Na+ m NH A+ . K+
m Mg2+ B Ca2+ EmElements —PM2.5

7/22 4
7/23 -
7/24
7/25 -
7/26 -
7/27 -
7/28 -
7/29 -
7/30 -
7/31 -
8/1 -
8/2 -
8/3 -
8/4 -

Fig. 3.1 Example of time variation of PMz25 mass concentration and daily variation of

component composition.

PMas i B AL O SRR 2R AR 2 BRI 5 LTk, FEHE B NEB O A A TH
%, Kaneyasuetal. (2011) 1%, JUMOREER & KERT & T, PMas i ORFRIHERE OFRHIZ
bR I —F Lz &t FEKEED D OREBEREICOE O JAEIG YL Z O H D PMa s
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DXBLERT /2> TV D LR LTz, IANE, F5I2P9 HARD PMes 25 X5 9 2 THIEREE
73 & DR BREERE OB T HDR 20 A REREERIS I & 5 RKIG YT A TR EZLH)
THHEAENZNEEZ 5D (Kaneyasu et al., 2011), —J7, o — /L KEIGLITEL
FROSR R MR E DRI L FEAMI CIREERES T 2 LHEH SN D720, HNEFHORE
BROMATIZ LY BAEFICET 2 RO ™ B 60D Z E3liffans, £72, PMas D
FROTIREET — Z 12O\ T HilET ARV IR R R EH & A U bR Bl 5 2
& T, m—7u7 PMas @i AL DO JFRMEICE T 2R 2 G o2 WREMED & 5,

EH DI, 2014 Fh D R HIC ACSA-14 3% @& L. ki PO ERERSRES 1
REHHALC 2 AR LD el L C & 7o, ABETIEL, Zhb o 1 KRB B >R o
#7e PMas BOMIET — % 2 VT, BIBRA AR ERFECR G E SR & ORRGET 21T -
Tt R ™,

3.1 BRI & HIH

(1) ACSA-14 12 X 2811

ACSA-14 |2 X 2BINE. 2014 4 10 A 2o i IRBREEM e o % —T7 BE | (fhFZHE
[XATEMT 3-1-18, Jb#f 34.65 £, kX 135.13 ., @EEK 30 m) CTHEE L=, 7 mILE
SHREERTTH Y . WENEBDREEICAE LT\ D, £, P HIXEEH NOx -« PM %
DOXFRHKIZHRE S TR Y . ABHEYET 2 OEEE Z T3 < BUAHLE DK 60 m PE{
BT (U v T B 3 G VG 7 1) 2> & B RO Tl -~ L, £ 250 m Pl IXERE 2 5036
VE T 1R & B BT [ ~1EiE LT 5, F 7o, BT R0 5 AE~8 0.8 km IZ7{&E L
TW5, Bl E L % Fig. 8.2 IZ/R L7z, AMFZETIX, 201544 H 1 H~2017 4 3 A
31 H £ TOBLMHE R 2 AT I IV Iz,

(2) H AW e OVEA) - JEGE OB

PMas 53 ORISR E N B D IE M AT D72, A ARYE K OV + R O 1 E 5
BRIz, SEATICIE, BT D—RBRERKIE R CAER) OEZEBEY

(NOx) KOSt kA2 b (Ox), Jam « B O 1 ReHE A2 e, Z8E R Tl
{bhis (SO2) ZHWE L Tz, BlHLE DK 6.6 km WHICALE S 2 MAKF &4 3.7
km HIIALE T 5 SLER R RIS T 5 S0z @ 1 BEfE D B % AV 2,
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lapan Sea

Hyogo Prefecture

=

7]

e Setpdiland Sea

(1] 3Km

O e

= ok MO, Dalorma bviwrmas, permant Do, GRDOD, LGO6. FAD, PR MACA, Caalan, M, Fadirer
. Crdnreom foorvn B s, HETe Ees Ore s ieong Rl mesdrioss Maernd e § Coeniyes e aostedas, wd
L T T

Fig. 8.2 Observation site map. The filled circle () represents the observation site of
ACSA-14; open circles (o) represent monitoring sites for gaseous species such as NOx,

Ox and SOa.

55



3.2 HBHWNEBIOMT

PMazs & OV IR E D H NEEOfENTIE, E2 (6-8 H) &4ZF (12-2 A) 1o\ TENE
L7z, Fig. 8.3 12, PMaos & ERE K OTIRE D, 2L ONETRITEBIT 5 REZIRER R E
s LTz, F£72. Fig. 8.4 121%, [RERIC T ZRWE O WA BRI 2 Lz,

Fig. 3.3 (a) |2, ABIHIHLL TO PMes BREIRE D ANEB 2777, BEFITITHPOFH#
(14-16 FptE) IZIRENE < 725 — W& o) L7228, AZRICIE T (9-10 BetE) & 4% (17-
19 BtH) (12m< 225 IR AR Lc, iR 5 (2013) 13, EINOHFEHERIZEH T 5 PMes
IREED HNAEB) Z T LTo, 2 OFER. Bl IR WSCHR i O BRI HLS Tl A Hic @i B
ER L — I Z R L, AT TR E AN EIRE L 20 I L Z L 2w L
720 ABHHAITEER SIS . BBHEOPEEZZFOTWEBEZLNLO T, EEIT
WEF S (2013) O— WO HNEE EFELIL TW e, LA L, AFICIFMER N R/ - Tk
D, BEHEDSOHPEHLUAOER N HNEENCHE L TWD I EE2RRT 5,

3.2.2 OBC & NOs

AEHTO OBC ® HNZAE) (Fig.3.3(0) &, HFE, AFLLICFRIPICEHRBE L 8o
e, AT TR E 10-11 RRICE—2 0 Hh 5 Il A | AL IR —27 DdH 5 —
W Z R L, BEIC L0 Blp o Tunie, F7o, A781F 18-23 RREIZ H00IRE 23 @ < 7 D
AN d> - 1=, BIERA A2 RE OFFNT Tlx, NOx » HNZEHE) (Fig. 3.4 (a)) 7 OBC &Ll d
iz R Lz 2 &b, BENEPEN 2 ORI RIR S5, BRI R o B s diE 12
B R R R ([E1AQWAE, 2015) ZX7c b 2 A, KB A HEO H NZEH)
D THEE 10-11 KR E—27 0 & 5 (%R L, OBC XU NOx OEZIZEIT 5 HNAH)
L —EL T (Fig.8.5), [i#h D (2008) &4 R i CRIBROMET 247V KA H B )
OBC OEEPHIE TH L Z L am L, —h, EFELAFT L TIIEY—7 OFRICERRS
NT=Z END, [N RIS, OBC @< 2 2R H (T-11 1) OEF LA
IR D EAEE (Fig. 8.6) 1. EFICIIEE~FEEEORNE < BLHIHSE L O
MBS T b D P mdhE i R OEE 2 508207 WOkt L, AFICEEeE o
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JAAZ < | BT OB ORI NI RN & 5,

NOs (Fig. 3.3 (0) 1. RIEDMENAZFITIL OBC & [FERICHF RIS EIREE & 2p o 7273,
v—27 by 75 OBC £V b 1 BFRREREN TV, NOsix, —%hki1o OBC &ixfe
D, HHIEZ NOz & OH ORJKIC L W “RANCA Uz HNOs ICRKT 5720 (i 21341,
1983), Z ORFRZEDERIZ /2 > TV D AEEMEN 5, £z, 2015 FFEOATRTIIHEM (22-
SIFLR) ICbmEiRE L7270, Fig.8.712, il LT2016 42 A 3 H~6 HIZHIS 5 NOs
& PMas @ 1 REEMEDZA b Z 7R LT, ZOHIRIL, PMas & NOs 23 I HEIN 2 ]7) 3
HV. NOsEEIX, 2 A5 H 3FHIIE 8.2 ng/ms, 6 H 2 IFICIE 15 ng/m3 (2L Tuiz,
2016 FEEITEER, 2015 FEEDOATFRIFEKEOBIR N L B S L7270, NOsAHKHIZH
IR L 2D HNEE AR LT EHEHITE 5,

Fig. 3.8 2. OBC & NOx, NOs®OZEfHi% o CPF 7 v b (£ 21 Fig.3.8 (a). (b).
(c). CPF Ol : Ef7 25%) %z~ L7z, OBC & NOx, NOsi&, #mEEA KW FEE CPF
EAE < R DA DY . KEAOFEIRRIRGL T T OFRAEROREIC LY SREICRY
KT hoTe, —F . NOsIIEFITIIFE TN L OLCRE O ENL N TH @R & 72 28 mn
HV . OBC X NOx &IFER DR AERDEEZZ T TWD AR H 5,

LI E7s, OBC & NOs i W EEITT D KRB HEEOREEZ T TV DD, [
T XV BFEAFO ANEB O 2L L, NOs 2OV Tk NOx 726 D IR
KA AEHELSOR RO B2 T TNDEEZBND,
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Fig. 3.3 Averaged diurnal variations of (a) mass concentration, (b) OBC, (c) NOs, (d)
WSOC, (e) SO42, and (f) H+ in PMas. Filled circles and filled squares represent data for
summer (Jun.-Aug.), and open circles and open squares represent data for winter (Dec.-

Feb.).
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Local time [JST]
Fig. 3.4 Averaged diurnal variations of (a) NOx, (b) Ox, and (c) SOs. Filled circles and
filled squares represent data for summer (Jun.-Aug.), and open circles and open squares

represent data for winter (Dec.-Feb.).
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Fig. 3.5 Diurnal variations of the traffic volume of compact and heavy-duty vehicles on
the Hanshin Expressway (Ministry of Land, Infrastructure, Transport and Tourism,
2015). Open squares and filled circles represent compact and heavy-duty vehicles,

respectively.
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Summer

Fig. 3.6 Frequency of the wind direction observed from 7 a.m. to 11 a.m. at the Suma air

monitoring station in summer (Jun.-Aug.) and winter (Dec.-Feb.)

16 40

14 35
'_|12 30 E
m
£ 10 25 <
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EE 20 =
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4 10

2 5

0 0

00 06 12 18 00 O6 12 18 00 0O6 12 18 00 06 12 18
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Local time [JST]

Fig. 3.7 Concentrations of NO3 and PM2.5s measured by the ACSA-14 from February 3-6,
2016.
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(a) OBC (b) NOx (c) NOy

Spring (MAM) Summer (WA}

spring (VIAM] Summer (WA} spring (VIAM] summer (JJA)

Summer
winter (DJF) S winter (DJF)

Summer
winter (DJF}

Autumn Winter

01 02 03 04 05 06 01 02 03 04 0s 06
CPF probability of OBC CPF probability of NO,

(d) wsoc (e) SO,
spring (WAM) summer (JJA]

spring (MAM) summer (JJA)

winter (DJF) autumn (SON) winter (DJF) winter (DJF)

0.1 02 0.3 04 05 01 02 03 04 05 06 07 08 01 02 03 04 05 06
CPF probability of WSOC CPF probability of S042- CPF probability of SO,
(g) H*

spring (VIAM] summer (JJA)

autumn (SON) winter (DJF)

. Autumn Winter
0.1 0.2 03 0.4 05 06

CPF probability of H+

Fig. 3.8 CPF bivariate polar plots for (a) OBC, (b) NOx, (c) NOs', (d) WSOC, (e) SO42, (f)
SO, and (g) H*. The color scale represents the CPF probability. The radial scale

represents the wind speed, which increases from the center of the circle to its outer edge.
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3.2.3 WSOC

AW TO WSOC BED HNAS) (Fig. 3.3(d) 1L, ERICIZAF LY LI mERE &
725 — AR LT, AT AHBCTH 72, Ox (Fig. 3.4 (b)) X, WSOC & [FIRICE
FHCIRE ERT 5720 HFED WSOC I b F “IRAER DL Z T TnhH EEZHND,
7272 L, WSOC IE 12-14 RFIC B — 7 23, Ox 1T 14-16 RRICE— 27 3 0 | 2 KFEIRRE O
o7, Fig. 3.9, 2015647 H 31 H~8 A 6 HIZEKIT 5 WSOC & Ox T PMas D
1 B2 b Z R Lz, Z OHMIEL, PMas @ 1 FEFMEA 40 pg/ms % % # i#i# L, WSOC
& Ox OPFEE D B HE KRS R D BAEMEZ /R LT 2 L b | b IRARRR
DEFEIRBL FICh o EHEMEN D, —H. . TH 31 A8 H 1A, 4 H,6 HITIX WSOC
D 2 RS IZ Ox BEIRE L oo 7c, WELBNIC—EDOFRMMILIRA AL b DD, ZD
R ZDBERIIAATH D, —F ., AFD WSOC ITEMIZ S A & [FIFREDIRE L~ /L%
R UTo, —fRRC AZEORMNITHEHEE 358 L o7 0w (BRI, 2014) . WSOC
78 EIGRE OBERENEATZ B 2 B, WSOC @ CPF 7w b (Fig. .3.8 (d) 1%,
NOs & FERICEFIIFE H M ORIV EDL T CEIRE & R DHMAH D | AT R
IR FER72 50 F CRiBE L 2 DA 23 - 7=, Zhangetal. (2012) 1%, 7 A U W EFHE
WZBWTEZFED 1 # HRIZ PMas O WSOC % ] AL CHIE L7255, WSOC o HWN
BN, AT TIEOMEY TR AERIC L 2 B ORE EF & OREGE&EOK FEICER
HRRLZEANC L DR ORE EAPRBIEL TVD Z EA2HE LTEY . Ao BII;
REFPLTND,

35 120
3.0 100
— E
g 2° g0 ¥
S~ [y
& 2.0 0
3_ 60 S
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Fig. 3.9 Concentrations of WSOC and PMz5 as measured by the ACSA-14, and Ox at the

Suma air monitoring station from July 31-August 6, 2015.
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3.2.4 S04 & H*

ABIITO SO0 AHNEH) (Fig. 3.3 (e)) 1%, EFITIITENDLEMIZHT TEL 2D
MR Lc, —7. 2015 B DA FRITITR T ~ TN T TRORWREE D & < 72 D[ T
HoT= N EFRICHALZFED BNAENT WSOC & REEIC AR TH - 72, Ma et al. (2015)
X, MV T PMas 110D S04z % 1 KF[EIHEALTEII L. AEZRANEEN 20T & 2
HLTEY ., AFEOAFETOBRRER LFEEL TV D, —FH T, ERITTE HKHEIC
DT CEL R DA Z R L TR Y, AR 2R Th D B2 bD, F2,
SO: » ANZEE) (Fig. 3.4 (0) X, HEZCiE 8 WtEH D 22 MiE £ T < . A 21T 10 Krtg
2D 19 R E TEd o7z, Fig. 8.10 (2, HERIZI T 2R & RO KR H R OFI G 2 7~
L7z, T2 COWmEEEEIL, A (2014) OWMEESEIC, 156K & 3RrOHERZMIN (K
FXENEEE & AudbvE, AF TN EEE & ALE) 21 HFALOE R Z | EALE VR,
PRlEl & EFR Lo, EFITIT 6 Rend 24 KEE TR OFIG A FEROEIE 2 EE > 7212t
L. AL 12 Q1D 156 FEORZT BRI TR Y | BEEREAF L CHERENA DI,
HZ, AFLbICROBENZ VIR IL, S0 @< RAMMA D -7, —J7, SO«
1% 802 £ 0 HERFHENL CTIRED RH-3 2 HNEB 2R L7z, SO27° 6 SO42 ~DZEHHE
TENZ LML TEY (5F, 1988), KHZDERIZ/R > TW D RN 5, S04
£ S0:» CPF 7w | (Fig. 3.8 (). () 1%, & HITHEF L HFITITMIEH M DOLRH
W EIRF I < 72 BDIEIE 2N B o 72, EAGrid2010-Japan (#8735, 2014) % & & ISHERL LT
B ED O SO Pett e~ » 7 (Fig. 8.11) Tid, BIHLSOR 185 mET ke BiciX
HSL o7 SOz FAPIZ/ARND, IHHTE Lo SO RN S, F7-, MPEHIAICALE T
2 IAHEDX, 1 H &7 0 OfAnASE D 800 4 i %, [E N ORISR O T C i b RN
HEOZUVHRTH L (55, 2013), MAAREHEIX C A —KRITH D . EPNEEL A it
173 2 MMERERI T DR /3 13, BUTOBIHME TIX 3.6% & mivy, £D7=d, HFRITFEE N
5 OEA T SO2 & SO YRS = O, MR TR & OPERT 2 D% 2T T D
ol EZBND, £7-. Aikawaetal. (2016) (%, ABERHS K R RTEF) 0.6 km D 2
HR TN L7 — WAL D 7 4 V2 —Ry ZIEIC K D SOz KOV SO#2 DA TS S
O B SR OB RIS M DR S D SO KL T DT ENK & WATREME A
AL TR . AITRER & FJE LR,

H+ (Fig. 3.3 () 1%, SO« E[RIEEIC, HFRIITFHD HEMICHT TR L 725 HNES)
R LI, AFFAEKR CTH o=, £/7-, HO CPF 7z v b (Fig. 3.8 (g)) H S0
SOz Lrn7ry h&ER LTz, HHE PMes OERMEZR L TRV, BRI, FEIDLK
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I 22T T PMas ORRPEEED & £ D3 - T, Bl oo & 36 ) ARSI TS | &
7o I E OB AR O AR @ # IIIER 122V, M B S ok amiE, EiTht
X A RORETHHSND ZLMON TR Y (ETEBCRITIEM ], 2007), BEMEE O
WIRREETH 5 LHERITE 5, TOTOARBIHIMAIZ BT 5 PMas ORRIEEEIL, MfadExr 2
DB T TNWDLEERZBND,

100
S Summer W sea breeze [Oland breeze
(]
o
8 50
C
3
o
o

0
1234567 8 9101112131415161718192021222324

100
X Winter
(]
oo
& 50
c
3
o
o

0

123456 7 8 9101112131415161718192021222324
Local time [JST]

Fig. 3.10 Frequency of a sea and a land breeze at the Suma air monitoring station in

summer (Jun.-Aug.) and winter (Dec.-Feb.).

S0,
[kg/yr/km?]
1,000,000

35,0 [

Latitude (deg)

345 [l

Hyogo Prefecture ..

— 500,000

1

— 100,000

— 50,000

[ 10,000
5,000

135.0

Longitude (deg)

Fig. 3.11 Emission map for SO2 around the observation area (Fukui et al., 2014)
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3.3 Fi¥

WA IR D PMes @i EALOIRRMEINICE T 2B MA S S0, TERMFTICE
WT ACSA-14 12XV 1 RFEEAL T PMas BOMIREEZIE L, AIBRAT AR EIRES XS
HR L OHMRET 21T o7z, ABFETIL, 1 BB O ET — 2 28722 LIk,
HANEEI CPF 7’1y MR AT rIREE 72 0 | WERER O B KRG & ORERE
fRHTCE B L H o7,

F R IREDORT 5, OBCIE, NOx LD HNAEB 27 L, RRDFERRG FIZ
FRE LRV T N &b ETOBRIUERZETT 2 KRB BIEORE LR ZIT T
W5hEEZ BT, NOSIZHOWTIE, AFORMBIZEEERA LN, WSOC 1, EF
IZ1% Ox PO ANEE 2R LT 2 &0 b IR OB 2 5% | AFRITIIRRE
ERIZ L > THIRE LR L7z EB 2 65, £72. S0 k&~ v 7 & CPF i 6 | S042
& HHRENE < 725 O, MERREIZAAND O OPFR T ADEEELZ T TN HT2hEEZ D
ns,

DRED PMaes 245 2% 9 2 CHEKREED O O KBS O BT TCX o0, K
WEORER NG, BNEBIOXEERN & L Cida— 22 KRG B 22 KRR H1 5 0
MERRNEEZ SRS, £, BES (2017) BMERT S Lo, IHEOTEICEIT SR
SIGUER ORI LY | RIEEFERE OB ZBFEUNICERIIET T2 L E 2640
Do TDT, SHBEBEET D a2 —h V7% PMas YD FE % 1E L GHlid 5 7-012ix, A
FAED K 5 72 1 AL O RET — X IR DR A E B2 b,
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BAE BERRNBEBLFREDPM,  (CRIXTMAaHE
7 R DR &

ENORFEEZ R, Bl I 21— 3 1280 PMas T OMMHEH OB L HE
L7cWgeic Jaud, At o FHIZEEE L FRENENL ETh oz s HE ST
05 (WG=F, 2018) . BLT — 2 Z IV CHeAAEE H o0 5088 A A0 L 725813, FesECiddk
D7, BT — 2 2 D AMIaPEE O R %2 TG § 2 7291213, PMes FICE 45 il
IRBEHSR DTV T L (V) &= 7L (N ZHEE & LT 3BT 3G %) Cd % (Pandolfi
et al.,, 2011; Tao et al., 2017; Mamoudou et al., 2018), L72>L. PMasH DV & Ni k., #f
BA720F Tl < KPR BHTO KB TS COEMOBEEIZ L > THAE T D, £, ke
LT, VEAROEONEZREN (Heavy Fuel Oil; HFO) 7217 Tid72< . VEARDIK
W7 ¢ —E A AL (Diesel Oil; DO) & —fXHICHW LTS (Wuetal., 2018), X5
(. RIS TEMEIIOMET 2B A0 %< 20K 5 A CHfifE L7z PMas (2 X A fgfr ¢
X, ML T OMOEIMBRBER AL L OB 3T RHETH DL ZEREHIATWD
(Amato et al., 2009; Xu et al., 2018), —J7, JAZIZ TIHEN 2V TIL, V & Ni A
MR OF RN R FE S Ie o 72 & DHEN B B 72 (Minguillén et al., 2008) . J&0 1 T334
378 <L ASRAPEH 00 BB N IR A S AR SAL7- PMes O V & Ni A figffr 4% 2 & T,
M AHE L O S A IEREICEHA T & 5 rIREMED & 2,

ARETIE, WUT PR O PMas 12 KAT T MMAHE O 24 59~ 2 720 | fifinsgim &
PSS\ N BRI 3 e e G VS AR R ARAT & et 5 o BAAMEIBEELDIZ I, K FEFEITO R
2R T2, F 7o, BIAHERRIT, 9 3.6 km OVEEEZ — H & 72V #9 800 £ DA Kk
T HENTR O MZGERDO S WFRIER CTH D (F 5, 2013), Z D7), BIAHHEEN
THIfE &7z PMas OENHIET —ZIC e F 2 —EF L %2@M L, #0554 &
mINZRD B,
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4.1 BB LRI H

4.1.1 BN

PMas OffifEIZ, SERAFHOREBICIIE T 5 SRR o ¥ —T7 R (b

FEBEXATET 3-1-18, ki 34.65 £, AUF% 135.13 £, @K 30m, LAT [ZHEE)) CF
i U7- (Fig.4.1), ZHEE (SU) (%, M55 0.7 km JEANZ, BAGHERO H.00 55 10
km FALHUTAZE LTV D, BUHlIE, 2016 42 1 H2°5 2017 48 11 A £ TORZFHIC 14 A
MFo%M Lz (A5 112 ), BUIHIRE % Table 4-1 1277, fiEICiE, n—RY 7 A=<
7 —% 77— (Thermo % Partisol Plus 2025) % 2 &ffiH L. 10 5% 10 BrEk C,
UK 16.7 Limin T 24 R B OB ZIT 72, i~ 4 02 —121X, PTFE 7 (L ¥
— (Whatman 1 7592-104, 46.2 mm @) & £ JeilfffE~ 1 /L% — (Pall 1 2500QATUP, 47
m @) A, AEHE T ¢ L2 — X AR 350 (CT 1 REREIINZA L7, 7eds. 2016 4
£ZDI, PTFE 7 4 WV E —TCOEIZ~ VT ) AT R r— KA Ry B —% 0 15
7= NILU (Norwegian Institute for Air Research) 7 4 /L% —%fEH L. ¥iE 10.0 L/min
T LT, ~/VTF ) AnA Xy Z—o5pkitEReElE Thermo #1:00 Partisol Plus 2025 &
% CThsd (kEb,2002),

4.1.2 PMas DL OHIE

HERT% O PTFE 7 4 V2 —% (R 21.5+1.5°C, FXHEE 35£5%DKMET T, T
N7 I 27 v X (Sartorius fi: SE 2-F, AV REE : 0.1 pg) ZHEHLTHEL, H&iE
FEAE LT, A9EHE T « L2 —1%, FERNCESRFIC L Y 350°C T 1 REFRIINEVLEE L T

AW, KIEMEA A2 By ORE N ITA FMHME 7 1 V2 —F W, fidiiE 7 4 L2 —
D¥53% 2mL X 3 mL OFMKTHIH L, 1427 v~ 757 1 — (Termo t: ICS-
2100) (T &V AKEMEA A4y (Cl. NOs, S04z, Na*, NHst, K+, Mg, Ca2) %4y
Hr L7z, MR TE R OREICIE PTFE 7 4 V2 —% iz, PTFE 7 4 V% —D 45 H>
LY R— M) TRV BRE, WMET 7o Femlc A, HNOs 2 3 mL, HF % 1 mL,
H202 % 1mL ZNz2 T~ A 7 v sfits 27 A (Anton-Paar £+ Multiwave PRO) (2 XY
# 30 3 NIE - By fRALER 206 L 7=, ¢ Ali% . RUBHAIK 249 0.6 mL (ZiRHE L, 2%RHRRTAHK
T5 mLIZAR L, ICP-MS (Thermo #: X series II) %1 L Coo#Eiksr (Al Ti, V.
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Cr. Mn, Fe, Ni, Cu, Zn, As, Sb, Ba, Pb) &/t L7z, RIS OREITITA Sk
M7 42—z, FHORFTHET 4V Z =05 lem2 A 2 < VIRE, I—R

> 538t (Sunset £ Lab Model) % W72 B HE - 6P IETE T OC B L OEC 44T L
7= (Chow et al., 2001), Hi@5F1% IMPROVE (Interagency Monitoring of Protected
Visual Environments), XFMEIZIZ LV —F—NORKFREZH N, 77077 405 —
Z 6 [t L TR RAZEN L, 20 3 52 B o o TIRIE & L7z, 7235, Table
2-2 /TR L7z LB Y | AWFRIZ K HHH FIRMEIL, BREEE 2V ED 2 FARM H TIRIE (BREEE,
2019b) Z4T FRE-> TV,

4.1.3 fiEHTF G R

BRI 2T B HEEE0 0 2 Him (bRiy & oK) OBLIIT — 2 Z T OXIR L L,
ARl (HA) 13, VR 58 0.6 km LRI, BIATEBED H1.07 5 5.6 km LG ICALE L
TV, K (TA) X, WFEHRE O 0.2km ALANZ, BIAHEEOH.LH B8 4.2 km JEiZ
fifE L T2 (Fig. 4.1), ARy O/, ZHEEOBIHLGE NI, B OEK % E179 5
HEHBLISMIIL B Lo 7o B AT, 7238, Mile & FAROBIAIT — 2 1%, Blam L
ERFERLIZSDOTH D, BIITEIL, BEAD PMes lHIE~ == 7 /WS TE
V. EELOBMIE, WH, HEEBTRAETHD,

F7o, BT — & LRIEES A RWE & ORBIRE AT D T2 | RN SR I O — KR
BRI SOz @ 1 BEHRIET — % & iz, SO OE MM AL Fig.4.1 (2R LTz,

Table 4-1 Sampling period for each collection

Year Season Start date End date
Winter 20-Jan 3-Feb
Spring 6-May 20-May
2016
Summer 21-Jul 4-Aug
Autumn 20-Oct 3-Nov
Winter 19-Jan 2-Feb
Spring 10-May 24-May
2017
Summer 20-Jul 3-Aug
Autumn 19-Oct 2-Nov
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Hayashizaki (HA) —=®— A e

Suma (SU)

o
Akashi Strait Tarumi (TA)

0 5Km

e

Fig. 4.1 Distribution of the PM25 sampling and the meteorological or precursor gas
observation sites. Circles show PMz2.5 sampling and meteorological observation sites.
Triangles show precursor gas observation sites near the PMa s sampling sites (red
triangle is Oji, green triangle is Tarumi, blue triangle is Hyogo-Nanbu). Since
meteorological observation was not performed at a PMz5 sampling site in Suma,
meteorological observation data of the observation site of precursor gas (Hyogo-Nanbu)

was used.
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4.1.4  FAETIT K OV ST

AN IZIE, EPA-PMF5.0 (Norris et al., 2014) L% PMF k4@ L7, fighric
1T AR R OERK, ZBEO 3 MRICRIT 52686 335 o vE, Do T =Sty b
U CHRATICH Uz, MRMTRIGR D 3 Hisiid, AR~ 2888 £ CTOEMIERED 15 km &5 gk
WEIFAIZH Y IFIER CRAEFOREEZZ T CWVD EEBEZXLND D, SHIEAOT—% %20
LoDTF =4ty e UTRITICE U THREIZZRWEE 2 5 ) (Pandolfi et al., 2011).,
RIEFEMET — 2 T EMRE TR A AV, RHEEMEOLEBI=IT 16% L L, Hil 2%
572Dz, W7HE 3005 12 OHIPH T, Fpeax % 1.0 235-1.0 OFM L LS H, F5HR
ZHRRE LT, FE72. PMF (X D HEFHE & BLIME & OFRBIREDS 0.6 R Doy 1%, TR
DELFT 2 weak [TFHHE LB L T, BEMHT 240 K LTz, 2 OfE R, ol 72 R +503 7.
Fpeak fEIZ-0.1 & 72572, EPA-PMF5.0 |[ZHAGA £ 41TV SRR — /L Tdh 5 DISP &
BS IC LY e fefig Z 7l L7z & 2 A, DISP TIiZN 42 #ti1d72 < . BS T2 TORF23 99%
UETHERFICvy 7 INicicd, RERITLE B OBERMTH D LW R D,

FEAVRIK - D% GIREET KT D RGBSR DR AN D 72 BIHIHLREL 00 16 547
JEA] - B T — & (JELUE 1 m/s A CALM EIZER <) % v T CBPF f##T (Uria-Tellaetxe
and Carslaw, 2014) Z1T->7c, EA - EHE OB H AT Fig.4.1 (TR L7z,

B S A~O LR OWMARIE OB LT D720, FHIZ LB RIHRC L 57 Z
2B — W Z AT o 1, %IRRT, HYSPLIT &7 /112 & W . NCEP/GDAS 0 1°x1°fi#{%
EORET —F & HOTER Lz, ZRITIEIC L 0 | ZHEOFN N EZ2 1,500m % k8 &
LT 1R 2 &I 72 ReR N LT, BGIRBWRD 7 F A8 —fRiiTiZ, A—T vV —A V7

k7 =7 @ TrajStat (Wang et al., 2009) (2L V17> 7=,
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4.2 BEEEVEIRJEL D PMas DR IEE

Table 4-2 (2, Z=Hij5l D PMe.s i FE f O il or i B ORBEEE A7~ 37, ARl R OV K, 2B
DM O PMes IEEIL, N2 13.6 pg/m3, 12.5 pg/m3, 11.0ng/m3 ThHo7=, =
LB, AARD PMas OF MBI 2 BREEAETH 5 16 ng/m3 L 0 bR o7, iz,
2016 FLE KON 2017 FFEEIC I 1T 2 BREOFEERIRE L, —/m TENE I 11.9 pg/m3, 11.6
ng/m3, AYERT 12.6 ng/m3, 12.5 pg/m3 ThHH (BREEA, 2018, 2019a) . fiEtTxi5iod 3 Hh
SO PMas EEEIX, TN & RRREDMENMTE VR L~V Th o 7=, ZHIBID PMas L
X, TRTOHBTHE>SLA>E>HKOIATE ) > 72, HARTIE, FITRGEEDS T 5728
PEZETT V7 ORI B ORKIGRYE ORI L, PMes #EE23 & < 72 D[R 23
&% (Wang and Ogawa, 2015), 7=, PMas D H PEEO 5 Hs ] OFHBIFRENX 0.95

(BRIEF vs TEAK), 0.96 (BRIEF vs ZHEE), K(r0.97 (FEK vs ZHEE) TH Y, s T’
WIEOHBIBMR (£T p<0.01) &R L7270, AT RMaIcIs T D PMas AN F—
DERZEIVREEEE L TWDHEBEZHND,

LRSI OV TIE, 2R T SO2REN Kb E <, RN TOCIREREN -7, S5
(2 NHaABE & 8 < | SOZIRIE & OIRWIEDFABIBIR S 4 BTz Z & h b (bR : 12 = 0.77,
ek r2=0.77, ZHEE : r2=0.86), (NH9)2S04 £ 7213(NHOHSO4 23, iR Gt sl 31 )
% PMaos DEHEK D THDH EEZZ HILD, Table4-2 12, SO2/NH4&D Y LA 77T, SO
INH O 8T, Bk b E < AR BIEN o 72, KRS, AD SO2/NHa O Y & ET 1.0
L0 bE < NHHTx LT SO BRI CTHh o7z, ZD7w, NHatld SO«2 552 L
CT(NH9)2804 2 St 2 DIZ+43CTlidzz < . BITIE(INHOHSO4 23 AL & 4L T FTREME
N5, 7k, JIESHE SO0 %, ki1 Tid7 < BilREAKf¥ 72 & okt
MIZE > T Whi & LCHEBERESND Z L2 BETHH4ENH S (Agrawal et al.,
2008a), xFRAIIC, HAEFRS T X TOFELHIT, SO.2Zxf LT NHADWEIThH o7, FFlC
LZZE DM DB ST, [IBOK TFIZL Y, NHINOs OFEMetEs LB 26
N5,

Fig. 4.2 12, ZE £22 1,500 m & fL i & T 2% TR O 7 7 A X — ks R e w3, K
FEAT CIE, REIGYE O R BB O B2 M 5720, RKEENBO Leaifnm s+
D% TR 2 Uiz, %R, &2k 3 o, FITiZ 4o, Blid 3o, B
DI T AL —TEIENT, 7T AL M ORGSR, & LB E 2 IR & 95 % 07 ik
MOEIE D@D To 3 FITTERPEM A IR & 7 5 % IR OEIG 23 88m L, Zi2ix
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HEZER E T 5% IR OEIG N S BT 2oz, BT ORI VE R O 52
T Wi, FEEELT VT KED D O KK E O K FREEG S A A8
b (Wang and Ogawa, 2015), R, fRVERGTIERFHE 0 1272 DF00 D FRITHIT TE
OFEM R E D, RIS, BITREEEREORZEIC LY | @l RS e w0 i Lk
F oA, 7T REEDN S ORZIG I E O KRB OB NS < 22D, ARIZ PMas IREE
DENRT T Kb OEHREHREIC L > TOALFL SN D56, PMas BEITAITR D
< 725 EHER SN DA, KRN CIIRICHR bR o 7z (Table4-2), D72, fEHrxi4e
HRIZ IS 1T D PMas iREEVE, KEESUR 22 R BRBERN 257210 C /e < | BURIHLAUE L O 58 AR 0
2= VIR Ko TREDHM L TW D ATREME B 2,

110E  120E  130E  140E 150 160 110E  120E  130E  140E  150E 160
Winter Spring
50N goN 50N
1
;
’
501
40N " 40N
40N
30N 30N
—
(oT4] 30N
Q
o] 20N 20N
—_—
GJ 110E 120 130E 140E 110E 120E 130E 140E
©
E 110E 120 130E  140E  150F 160 110E  120E  130E 140 150E 160
e il
b= Summer Autumn
—
GON 50N
1
!
r?
50 . ;
N 40N
40N
30N
14.43%
30N
20N ;
110E 120E 130E 140F 110F 120E 130E 140E

Longitude [deg]

Fig. 4.2 Cluster mean trajectories during the sampling period at Suma
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4.3 #afaD> P S B EIETR ORI

FRAT RS LR, TR (AT (D2 MR OB E Z TV B %
HID, WIREROEEK, EEOSBMICE T 5 VIREOVHMEIZ, L1 8.96 ng/m3,
10.2 ng/m3, 8.34 ng/m3 T o7z, 7=, [AERIZ NiJBEOYLEIL, i Ei 3.12 ng/m3,
3.35 ng/m3, 2.70 ng/m?3 T ~7=, HADO TIEMIEEIZHBVT 2010 F5 5 2012 4EI27)
J TR S 72 PMes 100 VIREE RO NL IREOFHEIZ, £ 2 3.2 ng/m3 I LV 3.7
ng/m3 Th o7 L HfEEZNT% (Nakatsuboetal., 2014), £7=, HAROHE T (4=,
KRBz, #07) ZE&dedd HAIZIB T 2013 4EICBLH S 7072 PMas oo VI HE K O Ni 2 0
ST, N Fh 4.50 ng/m3 B LT 3.59 ng/m3 T -7 (Uranishi et al., 2017), AHF
220D Ni BEIZ IO OWAAMEIZEEIL Th7=28, V BET 2 HU Lo W Ez s Lz,
Tao et al. (2017) 1%, HIEA A OERILT /L4 Mk JEIZ 30T 2014 AFICBUH S 417z PMas
O VIEEN, IFET 12 ng/m3, NETIng/md ThHho7-mtHE L TEBY ., AIFZED
VIREEZE o Tz, BRILT V&2 MU 3Rt R OIS BRI & AL 10 o 5 5 3 D F
FEL TV 729 (2010 FRFA) |« JEL ORKERBE T DO P OB R & & T4
X5 (Taoetal, 2017), AHIZFED VIR, T [E D KIRAR 72 BRE 550 OB H12
STclod BAROIRFHIE T H AP O ER RN EEZ DD, B0 K 51T, Tkt
SRR KRB AR 13 20 s | BRI T/ N i 2 2 < Offins sk LT
H7-® (800 #/H, &b, 2013), VIRENEFITE N7 LB 2B 5, Pandolfi et al.

(2011) (. 2003 45 2007 FITNT TYT T NH NHHED T )V~ T A TRl S
72 PMas D VIREEN 16-21 ng/m3 TH Y . FEFIZEP oo HEL TS (Pandolfi
et al., 2011), L7223> T, PMas (Z RIFIAMIAEEL ORBIT, IR 72 1) C 7 < SRk
BENTHLEETHDLEEZZDND,

Table4-2 (2, V & Ni O#EE (VNI b)) ZoRd, JATAFZEIC LAuE, VNI B 2.5 2
5 5 OFEPHICHDHA. TOHED V 3 X0 Ni (3 AaPEH O BUIRA 24818 & LT &
% (Mueller et al., 2011; Moldanovéet al., 2013; Zhao et al., 2013; Viana et al., 2009;
Ivosevidet al., 2016), F£7-. V/Nitbid, F7g 2PN OME SRS L0 finfings & Bk
HENDHR AT AZRE LI E 25,2305 4.5 DFFATH > 7= LA STV 5 (Nigam
et al., 2006; Agrawal et al., 2008a,b) , AMF5E Cid., EHRICISIT D VINL LbOFEXE T
IR C 2.5, KT 2.8, HBET 3.0 Cho7z, £z, FLEO VINL I o it Sh
% VINi LLO#FHICH D, FkE L&D VINI HIdEBEZ R TE o L v K0 » 72, Fig.
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4312, VIEEL Ni BEOBMXEZ R, ST VIEE L Ni BE L ORISRV IEDH
BIBIERAI A DTz 72 (BRIRF @ r2=0.82, /K : r2=0.87, Z& : r2=0.82) . fRbTxigt A
TIEV & Ni BFEBEOREFRDLHEH S TS 2B 265, 728, Ivosevié et al. (2016)
(X, ARAAEET A D VREE & NI BRI & ORICIERIZIROEBIBIR R 2 iz S A LT
% (Ivoseviéet al., 2016), = 52, V/Ni ki, LR CTIHEL< | BE ClIEm»n -7 (Fig. 4.4),
lgE, K, ZHEEORE (112.5° ~247.5° ) @ V/Ni tLOEBfEIZ, Zn£h 3.2, 3.3,
3.2, LA (270° ~90° ) @ V/Ni lbDOWEMEIZ, ThEh 2.2, 2.4, 2.7T Th o7, BT
XHGHLEOFEMITHETH Y . AR O & 350 B AT N R R I i O m A E P T S
TERHEI T 5, £z, MNTR G & v & ORNCIE, Eil2ekE LT 2 BEs4
W72, HE> T, MRIT G HRIZ 31T D PMas OV & Ni L, MO LW EETH 5
LEZLND,
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Fig. 4.3 Scatter plots of vanadium (V) and nickel (Ni) in Hayashizaki (HA), Tarumi (TA),
and Suma (SU)
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V / Ni ratio

Wind direction (deg)

Fig. 4.4 Relationship between the V/Ni ratio and wind direction at Hayashizaki (HA),

Tarumi (TA), and Suma (SU). Diamonds represent the average values, and whiskers

represent the interquartile ranges.
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4.4 PMF 57 MWIZ X B2RARETEEROHE

PMF fighrcix, (1) 3, (2) gk, (3) LERKM LA, (4) EKZE, (5) WHA.
(6) i RIRBEH SARERYE . (7) HERMERL T2 KT LB OND 7T ORI &z,
INODOFRAEJRT v 7 7 A V% Fig. 4.5 12, ZFHiBIOFLK % 54 E % Fig. 4.6 \Z- 7,

FHI1IRTFITZAL & T OATHRE»-7- (Figd.h), —fRAIC Al & Tiid, HHEEL 2 bo
IR 7225y Td D (Zhang et al., 2014), & 52, ZDKFI1EL 2016 4E5 H 7~8 H
IR o7, ZOHI, HARDIRWHUK THD MBI SN TEY (KA)T, 2016).
1 WFIEEN R EOTERRTH L Z ERHITE D, THEOFHMEF I, 2 TOH
FRCERICKR bR To, M, FK, HEBICBT 5 HEOEYR 1% 5IREIX, #nEh 0.5
pg/m3 (PMas @ 3.8%). 0.6ng/m3 (4.7%). 0.4ng/m3 (3.7%) Th o7,

F2RTIEV & NI oARAEL (Figd.5), ThbOkE (VNI 3.9) 1, Mhdk
HOEEE LTHER SR AHEBHICH 72, DT, 4.3 TR L 91T, Z ORI
P 2R T LB BILD, 4.1 THRATZ LS IZ, MOBREIE LTV EFFEOKRWT ¢ —F
NAA (DO) MERASNLELELH S (Wuetal,, 2018), ZIUZHEEDL LT, V OATRT
BEOKESDE 2 NFICE0 S THREZ LiX, 5 2 K+ HFO %0 V G4 ROE VR
BT 2R H OB EZ R L T D Z L a2 XFLTWD, £/, ZORF T,
SO042, NHat, BEVNOC 23 PMes IREICH ST 2 EER &> TD (Figdh), =
U, IS SN AREIOMEE A BN RV 0, I SHEH S ki FicB 0
TSO2NHFETHDZ & amBE L TWD, MR OFHINF 51X, £ TOMK TEICK
HE <, WWTRIZED 9T, ZOMAIT VIREOFRGIMEE —&K L TW\5, Mk, K,
ZE\C BT HAMaPEE O R w5 EIL, TR Eh 2.3 pg/m3 (PMas @ 17.3%) . 2.7
pg/m? (21.4%). 2.3 pg/m? (20.5%) TH -7,

% 3 K1E. Cr. Mn. Zn, Pb 2 EOEERBM Y OAM DB E W=D (Fig.d.5). THERK
CAz®RTRTFE LTRSS, TERH CAOFEEHNDF 513, £ ToOHE TEICR b
o Ty, M OZEEOEANTHTIC K o TR Tz, AR, Tk, ZEEICRIT 5 TR
¥ CA DO FHG5EIX, 2 1.3 pg/m3 (PMz2s ? 9.6%). 1.1 ng/m3 (8.5%) .
0.9 pg/m3 (8.3%) Th o7,

% 4K71%, Ba, Cu, Sb%0D7 L—F /3y ROEEFETAE U D 8mAN ORI (Tijima
etal.,2007) &, FREDO ECEBLIUNOCHREEN TV (Fig.4.5)., B BEEET
KT L LTRSS, ZORTOFGRELYFH (HEA~@MER) SIkA (LR, A
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EH) L Thlkd D e, 2TOMMTKRA LY LA TEL, B4 KT NEBLEE ZTK
FTHDHI LB KFLTWD, I, TAK, HEEZIT 58K A8 O LB R 725 5
X, TN 0.3 ng/ms3 (PMas @ 2.5%) . 1.4 pg/m3 (11.4%). 0.4 pg/m3 (3.2%) T -
oo MAKOBHIM AT, ZBEEOZVEBRER (EE 2 5) O 4 m IZiiELTWD
7o, EHISEDOR T SRENHIGDEE LV bE kholc B2 bbb, 2L, AX
DHEBHTH R & LTz PMF MBI X 2 5EATHIZE Tld, PMas ~ OB A O %5 5134 10~
40% & W5 ST Y (Nakatsubo et al., 2014, F&Ej%E 5, 2015, #7k 5, 2017, Uranishi et
al.,, 2017), Zi b & e U CARMIIEIZ 31T 2 MRidr & ZHIE DB B AZE O FF 538 13X, AAF
FelZF1T 5 PMF fighir Tix, OC OBLRAINE & HEFHE & OAHBIRIR2355< (r<0.5), OC DR
MEFEVED 3 FICRESN TS, TORKIIRHTH 505, EEKAZWBICHT 5 0C DOETfH
D3/ NG S 72 FTREME LS E TE A2,

% 5 [K11%. CI'i Nat, Mgzt &M N =1~ 7- (Fig.d.5), Mg2t/Na+® X &tiL 0.20 T
b, WARKOYEEL (0.283~0.24) 12T\ (Keeneetal., 1986), = D7=%, % 5 K113
HWAERTIRNTE L TRRE-, — 5 TCl/Na 4 =13 0.19 TH Y Ik OY &b (1.16-
1.17) £V HIERWD T, NH4INOs (2 L D OB FHEL OB N RE IS (Perrone et
al., 2013), £7-. #H5KFITIZOC & EC DARMNBALNTZZ EnE, BEEREE£TIKNF
DIRERHBIL, EHIZHE 5 R OFHNFEF IR TOMATA LKITE 5T, —iHY
20 N A~ 2ARBEA £ TR, ERWICHFGRENE 25 LW S TEBY (Sahu
etal.,2011), % 5 KF~D/ A A~ ZPRBEDIRIEVS AR SN D, iRy, K, ZHEIZHT
LU OSBRI E L. T E0 2.0 pg/m3 (PMas D 15.0%) . 2.0 pg/m3 (15.9%) .
1.5 pg/m3 (14.0%) THo7=,

%6 K1iE, S04 & NHetOAMm N E < (Fig.d.5), b, ZORTFOA F /3T A

(Anion & Cation & D% #kb) 13 0.95 Tholz72d, 5 6 K1 1X(NHY)2804 D F 5 % 3
FTHT & L TR S 72, (NH9)2S04 (T KRR F TRFFHZE LTV 2 72 BB % S h
%o Flo, ZORTFITIEL, As. Pb, OC, BLWEC OAMMDBALNT, KAH DR FIZHE
FND As ITEICARABECH KT 5729 (Mastalerz et al., 2004) . 55 6 K713 A RIRBE
[CHIkR L, BoR RS S5 (NHa)2S04 (A IREABER KRATERE) 2R TR Th D Lfif
Wi, & 6 KT OFEHMF 5L, SA TR bE» o T, FETIEZ, ARBREED R
KICA U2 REIGRIT, FRCAICEAITH S (Maetal., 2017), £72, Fig. 4.2 12577 L5
2, KR EN S OZETILOTHRANRZ N, LA > T, ZORTIZFED S O R Hkms
ERTLEEBEZ LD, IR, Tk, HEEICI T DA RIREE H SRARERYE O )R 15 SR EE 1,
ZTNEHN 4.9 pg/m3 (PMas D 36.2%) . 4.1 ng/m3 (32.5%) . 4.0 pg/m3 (36.0%) ToH -7,
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%7 RFIE, NOs & CloAMmA AR T (Figd.5). S HIZ, ZORTFOA F T
Z120.92 Th o1, ZD7- ZDORFIE, HN4Cl & HNiINOs DFHF 52 EKTLEZ BN D,
o, ZORFIE [IRMENFER (ke &) Im< 2o E R Liziz®d, MR-
ERTHFTh D LRS-, Wik, BK, ZHEICI1T 2 IR 0O SR 7 %5 5
FEIX, £ Ei 1.4 pg/m3 (PMzs @ 10.2%) . 0.8 ng/m3 (6.6%). 0.8 ng/m? (7.1%) T
-7z,

T, FeRETITOI T PMF (£ X% PMas AT R ClL (Nakatsubo et al.,
2014, REES, 2015, Bk 5, 2017, Uranishi et al., 2017), &2 L > TRE < B 203,
TIEOFEHRIT 3.6~12.7%., HIASE (iiidEt 25 Te) D% 51T 3.8~18.4%. L¥ER
By CADFERIT 5.7~17.8%, BEIKAZBEDFFERIT 12.1~39.9%. MEDOFTHRIL 3.8~
17.83%, WilsHE (CRAERR) OFF5-3I% 19.8~45.5%, iRk (NOs & Cl) OFHG
FIX 2.9~15.1%TH V. AW TH O AWK 1 OFH % 5-3-1E, MadEH & EEAR
HEPRE b OEHENTH T,
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and the dots represent the contribution appointed to factors.
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4.5 RAPEH 5 EOFEM

2 COBLNHLS T, 1 BIRBE ORI O T 5 E D e b & < . RO THMAHEH 0 % -3
ERENST-, ZNHDRFORERT v 7 7 A LTl SO DA A EW -8 (Fig. 4.5) .
T DOFAEPUZH KT D PMaes DFEEI31E S0 TH D, Fig. 4.7 12, A RIANSEH K
B M ORAnBE O B L. SO JREE D, MRy, Tk, ZHEEICHI1TSH CBPF Yy %
AT, —REIS, KERFO SO D “WRARKIF1Z, SO2 %D A AR ORI E DA HIZ
N4 2% (Huanget al., 2017), #fadEt & SO2 @ CBPF 7’1 v Mk, £ OIS T
(ZIEFERD CBPF 7’1 v F &R LTz, Mgkt & SO2 » CBPF I, )~ & I VE O A
TRP-TZOITH L, A RREE R keffifgti > CBPF 1%, FEE A5 HOJEE TRd o 72,
> T, MnBEL & SOz VXA — DI D A T TN D, A1 BRI SRR X =
WS IR DRAEROEBELZIT TN B2 LN, Ak (4.4) OLEBY | AaPEH
(X B A 2 AT 2 Mt D SR A 2 | A RIABEHOIRFRESHEI X, P E D & O K BB
EORBEZITCNWDLEBZZOND, ZRHOKRTO CBPF 71y Moz, BlllHS
EINOORAERE DHREOEZRL TWVWDH EEZBND, S HIZ, SOz &k 23 FIER
® CBPF 7 v b &R L7 2 & iaBERIC T 575 SO2 N —Whi +Th H Z & 2R
LCHEY . M SHEH S 2 MK CTd 2 ATREMEZ iR < SZRF LTV D,

FIAEPRDO TR 195558 % Table 4-3 ICE L 0 5, SATHIZETIE, I —1 v O
188> PMas (2K 2 e 0% 531X 7~14% L WA ST\ %  (Viana et al., 2014),
F7-, EEOTEERILT L Z FDHIE O PMaes (25 2 A 0 %5313 17%00 E &
HIN TS (Taoetal, 2017), ZALH DO L HEL LT, AMFZED PMas (263 2 A
PEH O, FHBEIXEN L OOFERE LTIEY, HAD PMaos L, [EERERSH
BE O OKRKIE Y E OPEHEIEAET IO TR L TR Y, £, FEM? D OKRRIE
YeyE O R IREEE B LT D720 (%5, 2017) . KEIGYE O HIEE R AN E#
T D AAHE D 25 53R 2SE BN L TV 2 WTREMEDS 8 5, HRIT, Moo Az @At 4
2 WS 0 TlE, AAAEE Y PMas O BB AR APIC > TWDH EEZ HND,

2020 4E 1 AN S, MEPEBYE RS (MARPOL 73/78) (22 & MAFBRENH TF O R
GAHBEO FIRESHRTR LS, —BRIERICBWTHBITO 3.5%0 5 0.5%~ &b Sh
% (IMO, 2016), Z D7, 2020 LRI D O REKIG G E OHE B O R 58 FaA
FhTW5, EBIC, Vo770 v 2aB TOMAKREHETRESAEOHI (2.4%0 5
1.5%LL F~iififl) O AEFRTAFIE Tl HBIBRIEZITIZIR D SOz & U PMa s i
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FE, PMos DO VIBRENKES K TFLEZE#HESNTWD (Taoetal,, 2013), 2020 41 A
BB SN AR HAREHE PR S S A EOHIBILE HICRE WD, BAROR FHRIC BT
HRGIGEREIE D S L K T ONEIfEEN5,

(a) secondary sulfate due to coal combustion

S [ugm?

|
|
]

1 2 3 4 5 6 7T 8 9 10

(b) marine vessel emissio

Hayashizaki (HA) ~ Suma (SU) (.

Akashi Strait Tarumi (TA)

0 5Km

—————

Fig. 4.7 Conditional bivariate probability function (CBPF) plots at Hayashizaki (HA),
Tarumi (TA), and Suma (SU) of the source contribution of the secondary sulfate due to
coal combustion (a), marine vessel emissions (b), and SO2 concentrations (c). Gray points

indicate wind direction-speed frequencies of less than two occurrences and are excluded

from this analysis.
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Table 4-3 Average contribution of sources to the PMz 5 mass at Hayashizaki (HA), Tarumi

(TA), and Suma (SU)

Contribution (%)
Factor Source
HA TA SU
1 Soil 3.8 4.7 3.7
2 Marine vessel emissions 17.3 21.4 20.5
3 Industry 9.6 8.5 8.3
4 Road traffic 2.5 11.4 32
5 Sea salt 15.0 15.9 14.0
6 Secondary sulfate due to coal combustion 36.2 32.5 36.0
7 Semi-volatile particles 10.2 6.6 7.1
46 £i®
ARECI, BRI (B1AVEnR) JEL 0> 3 iR CBLII S iz PMas O RGIIERS 5 % fihT

L. MApBEH OFEIE R (V LONND OFEAFHET 5 & & Bz, PMF JAIC X 2 58
iz L0 Akl 0% 5R 2 ERINIT RO T2, BRITMBWRD 7 T 22—z L0 . PE D
ZE-oTH PMasiE
FENTIREIZRD Z LNy oTz, 3 HuS o VIBEEIX, BAD TEHEEDLE T o V

B D KA F= BB 720 T e < BRI UL O [E N FE AR O

RELD &< TEOKRBAELELO V REIC
AR DFRER & 272 SN DRI & Y | HEEEFZ &
T LML R ZIT TWD EEZ BV, PMF EIC XY HEEH L 72 PMes

o Tz, Fiz,
{lpolzt=®

1= EE
w yE

3 Moo VNI Fei,
BRI L 2 AT
('S e Y 16}

MOHEH O F 51X 2.5~2.7T pg/m3 (17.3~21.4%) ToH V. FEH S OE FEkRE O 2

% 294 RIRBEC IR (IR TR o 72,

a2 D PR S o REKTERWE 2 BT % 72

GHED FRENBRITO 3.5%05 0.5%~LidfbEn5s, - T,

DRGIGEE OPEHEDOWD DR RIAEND Z Lk,

KRERBEDEACIIER T 2 M EN D D,
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SBOE W

ASOREREZEED TR S U, 23 E TIX 2009 FEIERBEREN R E S V72 R IvBE -
WW'E (PMas) (ZOW T, BIHIREORE A HETIZIE > T, E DIREA] « 225347 O Rtk
WO > TE T2, 2013 FFHEE G 2016 G £ TO R 2R BEHERS DRt & L T,
—H L THEESRIEDOEMZ R B2, BERIRIRE L ~VTFEL T L W <ERR RS
NTW5 (ENZBRENIZERT, 2019), FFi2, &% (1~3 H) 1FMoOFH L 0 IR TR R Z
WZ EnD | TEKREED S OREHREORENMET L2 EZX 6N TWD (BB 5, 2017
Lietal., 2018),

—J7. BREEA (2019a) (2 XA, 2017 4D PMas OFEEEEO EAL 10 JIERD 5 H
8 JA AP NMHR R ORIE RN HH TR Y | KIRBERIEOREINME T 5120 AN
IR R C PMas 23 EREEIZ 72 0 0 WM 238 & 262 72 o 7o W7 YRR 8 i, R E
26 ORFEEGE72 0 T < | HEE NI ORI 2, B TEME s o —
ANVIRGRERDBEAR L T D LB X B, TORFRIERNHIZA TR TH D,

Z ZCARMIFETIX, W NN I D PMes ORIBEBRSRZMATH 2 L2 BN
2, BT — 2 A AR L LTS REARATIC X0 | WP PR 50 C PMas 23 milEE IS 72 D JRA
BT D E L HIT, PMes IZRIFTHAR, FricfndEicEIRZ W T, TORELE
EAHZFHI L 72,

%1 =TI, AFEOERE LT, BARDOKKIGLDORIS PMas & KR IRWE
DOYER - AL FRVRECIRE] - ZEMI A OFFEZ E L D D & & b, ABFFRIZBEE 3 2 BEE0F
FEDRMAFRIT LTz BT RBIED BB R OHE, K SLORBIZ OV TR~ e,

%2 TIL, AFETHWEZTIEE LT, PMas O HIE T8 K& O B B 15 2
LCHEREZE O, 0, IEFEADEA TV D KRR IR DALk 38 H 8l
SINTHERE OB EJFBEA AR L, 8 OB FEM L7 AREREE & DA R 2 Rr Lz, AT,
ET —# ZIEH L CRAEREZHET LY —ET VO~ THDH PMF E7 /L
WZOWT, PR BNRET AN L HT7 —F 2y FOMERR, B+ GEAETR) HoikiE
51k &R RE SR D 2SR T & £ L DT, S BIZ, BAERDILE ZHEE S 2 720D CPF
X° CBPF, 147 iR AENT S5 O KGN FIE O 2 £ L DTz,

B 3 I, WA MR FEEICALE S D R HTIC BN T KRR T v Y AR RSy
A B OTEE (ACSA-14) 12XV 1 FERTHANL T PMas BMIRE 2 2 AERIEFEHIE L,
RITBE A ARV E IR E KRG ER L DB 21T o TR A 7w Lic, &R IR EE D fRAT />
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b, KFHNT T v H—HRr (OBC) X, NOx K ONEITDOEHFLER & £1779 2 KA HEhE
R EFPOANE#Z R L, RAROFRRKRR NICERE L R VT NI &0 D, BT
DOEFRERK & EATT 5 R HBHEORELZ R ZITTND B2 bz, NOsIiZ oW T,
KMAEBEDOLEN R I ND & & HIZ, FREREM O SIRES LA LN, KE
PEAEHEAEY (WSOC) 1, EFRIIZ Ox EELOANEE Z/R LT Z &btk ke
OB LEZ T, AFIIFIRIALEIC L THRE LR LB 26N, £/, PMas
BHEREICHDDEEP &S mV SOEEIL, SO Pt~ » 7 & R EuET — % & Hun
7o CPF fi##T 7> & MEJERF LTSNS & DPER T A DR B % 52T CEiREIZ 0 D LB X bl
AKWFFE D, HARD PMes 25 25 9 2 THEKEE) D O K FREG O LRI EHR CE 7
VAN, TR R ERIC 3 1 B PMas I 0O H NAE O X FIER & LTlE, B —h L RE
THYSe SR 2 RSB G O RBENRN LB 2 bz, BB (2017) MEfMT2 Lo, i
FEOHREIZEIT 2 KRIFG R OFI L0 . RIEEHHREOPET Z ZHFEUNICREIC
KT 2&B206n570, 5%, LVBELT 50—V 7 PMas GO 8% E L 3
i~ 272 IZiE, ARBFZED K 9 72 1 R B DR RET — Z I K DTN ATh 5,
B 4 BCIE, SRR O (W) Fio 3 Hs CBLN S 27z PMes OfK
SyIERS R AN U, AR OIS e (V RO NI) ORI Z -+ 5 & & Hic, PMF
BN XD FAWRATIC K0 Ak S ORI FH 5-R 2 E'mAIKO -, BIHIRIZ T
DIETTIRBEROD 7 F 2 5 —fFATIZ L0 | 3 HLR TITHE D & ORI K BB 5721 T2
<, B S ERD OEWNRHEATROFEIZ L > T PMes IBENEREIZ/RD Z &R0
oo MSAAFEH OIRIEITR & SN DV & NI OREIZOWT, ENCHES OB R & iz L
Tl A, 3HLED V IREITHARD THEMEEILCHMHHO VIRE LY &<, PEOKX
HEEL O V REISED o T2, F72, 3 #isid VINI buid, MadkH ofEiE & e s
HEFNICH D | M2 THEREFIZ & < 72 o 7272, BIAVEEED 2 Mii T3 2 iin o 228 4 ik
{ZFTWBHEBx LN, X512, PMFIEIC XY #EE L7 PMas (Sxbd 2 Mfiidkth o %
B EIL 2.5~2.7pg/m3 (FH5EA TIE17.3~21.4%) TH Y. TES ORGSO R
B2 R T Th DA BRIRIERIRERE I KN TE o T2, £ D728 W PR S T,
A DPER A A PMas DEERFEAERTH D B2 Lk,

ABFFETIE, 1 R EAL TR FIE G A (S BLI L 72 PMas DALARSY 7 — & OFEM 72 i T
(XD T NMER T T PMes DS @RISR DIRRZ BRI 5 & &b, BERFEARE
L CHEEH O T ENEBEE TH L Z L 2 LI Lz, —5 T, i b8 S h 5 RRT5
GBI % 72,2020 4 1 A 2 D AATREHI T O R s & A B o EIRIEAHIT O 3.6%
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B 0.5%~E b I D, Z D7D, 2020 FLARRIIAAAD D O KZIG YW E O PEH SO
DS FAAE L, WP NRR FEIC BV TS PMas IRE IR FAMIF S5, S1R1EL. Mgk
BHIHEI O R 2 MBS 2720, o, W NIRRT 2 KRR OLA B & 52
T 571, Bl &EHEE PMas K OMEAER D OBLIZ ATV W7 IR SO KK L L0
R BFES 272D ORI ML E DR B 5,
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