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Abstract

A photachemical aerosol chamber { AC) has been designed and censtructed to study the
formation mechanism of secondary particulates from gaseous primary pollutants. The AC
system is composed of a reaction chamber, a solar simulator, an air purifier, and measuring
instruments for gases and particulates.

The reaction chamber is a 4-m?® soft iron cylinder internally lined with glass and PFA
(polyperfluoroalkylvinylether). The chamber can be evacualed by a combination of
mechanical booster and cryogenic pumps down to 1X107% Torr. It can alse be heated up to
100°C by an oil circulator. The solar simulator consists of twelve 1.6 kW high-pressure Xe
arc lamps, and generates flux of white light with variable intensity between 0.5 and 1.2 solars.
The light is projected into the chamber through quartz windows to bring about photo-
chemical reactions. The air purifier contains Pt catalyst heated to 400°C and molecular sieve
absorber cooled by liguid nitrogen to -160°C. It 1s connected to the chamber via a humidity
regulator to supply the base air for the reaction mixture.

The measuring instruments available for tracing the reaction process are NO,-, O;-. SO
2~ total hydrocarbon meters, and gas chromatograph for gases, and condensation nucleus
counter {CNC), electrical acrosol analyzer {EAA) and optical particle counter (OPC) for
particulates.
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Before starting the regular experiments, extensive test experiments were carried out to
examine the basic characteristics of the AC system such as base air purity, wall decay of gases
and particulates, pressure dependence of the instrument readings, sampling loss etc.

The AC system was then used 10 study the photooxidation of 8O, in the SO, - NO, -
olefin mixture under both dry and humidified conditions. Gas phase concentrations of the
reactants were monitored 1ogether with the concentration of ozone {Q,) formed in the
reaction. Results of the experiments in which propylene (CsHe) was used as an olefin
reactant were analyzed by using the known rate constants for C;Hg + Q3 and C;Hg + OH
reactions to estimate the OH concentration during the reaction. As a result of this analysis,
contributions 10 the 53, oxidation processes were estimated separately for OH radicals and
for Criegee intermediates produced from the O, + olefin reaction, and it was concluded that
in the dry condition ( [H,0) < 1 ppm), SO, was consumed largely by the reaction with the
Criegee intermediates, Dependence of the 8O, depletion rate on various initial conditions
such as [CsHelo. (NOJo 7 = [Calle)o/ (NOJo, [80:)o. and light iniensity was also
measured ; for the condition » < 2, the rate was dependent mainly on » irrespective of
individual values of [CsHe)o or {NOJo, while it increased sharply with increase in (CsHsglo.
for > 2. By measuring the maximum SO, depletion rate as a function of [SOg)s, the rate
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was found to approach an asymptotic value when [SO.). was increased, suggesting that there
was an upper limit to the concentration of the active species responsible for the SO,
oxidation. On the basis of these observations, several inferences were made as o the
mechasism of the SO, oxidation processes. .

Measurements on the particulate products were made mainly by using EAA and CNC.
In the dry condition, the number concentration of the condensation nuclei ((CN)) began to
rise simultaneously with the rise in O, concentration, reached a sharp maximum at about an
hour afler the start of the irradiation, and then decreased to about 30 % of the peak value in
five hours. By examining the relation between d (CN]/ (CN] d¢ and [CNJ, rate constants
for particle deposition and coagulation were evaluated, The formation, growth and decay
of particulates were further investigated by observing the time dependence of size distribution
patterns, which were obtained by EAA. The size distribution based on volume was bimodal
for smaller [SO.)o (~0.1 ppm), while for larger [SO.], (~0.4 ppm), there was a transition
from bimodal to unimodal distributions in the course of the evolution of the aerosol.

Total volume concentration was monitered throughout the reaction and analyzed in a
similar manner to that in the case of gascous reactant concentrations, This analysis altowed
ome to estimate contributions from QH radicals and Criegee intermediates to the aerosol
formation ; each contribution was found to be consistent with the estimated contribution to
the 50, oxidation.

In the experiments with humidified air, tracing of the reaction process on the basis of gas
concentrations was severely obstructed by an intervention of the heterogeneous processes,
especially the adsorption and desorption of SO, on the chamber wall. However, several
remarkable effects of humidity were revealed an the particle formation and growth processes.
The [CN] rose considerably in advance of the appearance of O3, and reached a maximum in
much shorter time {~30 min) than in the dry condition. The maximum rate of increase in
(CN), (d[CN)/ d#)max, showed linear relation with relative humidity (RH) with positive
slope. Dependence of [CNmax on RH, however, was not monotonic, showing a maximum
at RH ~ 30 %, and at nearly the same RH, geometric mean diameter was minimum. At
present, it is not possible to give full interpretation of these findings, but they seem to be
caused by a sort of balance between the condensation of water vapor and the formation of
sulfuric acid by the Criegee intermediates, the former and the latter processes being favored
and hindered, respectively, by the increase in RH.

Besides propylene, several olefinic hydrocarbons were used as reactants and their relative
activities for SO, oxidation and aerosol formation were assessed ; for example, the maximum
rates of 8O, depletion were in the order C;H, < 1,3-C,Hs < 1 - CsHs < C:Hg < cis —
CiHe < trans — CiHs, being fairly well correlated with the order of magnitudes of the rate
constants for the Oz — olefin reactions.

Chemical analyses of the reaction products from the SO; - NO, - olefin mixtures were
performed with higher initial concentrations than in the above mentioned experiments. As
a result, sulfuric acid was found to be the only sulfur containing aerosol component. Nitrate
ion in the aerosol sample was in the trace amount in the dry condition, and it was not
detected at all in the humidified system. By means of Thermal Carbon Analyzer,
considerable amount of organic and elemental carbon constituents were detected especially
when 1-C,Hs was used. Chemical identification of these constituents is a future problem.

Finally, in order to get an accurate value of the rate constant for OH + SO, reaction,
which was known to be the most important gas phase depletion pathway for 80, in the
atmosphere, a redetermination of the rate constant was carried out in the competitive reaction
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scheme. The resuliant value was in agreement with the estimate recommended by Calvert
and Stockwell.
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o
L]
g /
L]
2 2000r /
-
£ ve
: / o
[ @ [ C )
5 1000 o
% o @ e}
L .
: §oaled—= e
E o st el
;@ﬁw e B
T ()
0 Crdah wponn-p——n-c g —8 ({)
700 750 800 B50

Pressure {(Torr)

28 EAA B 7 oFEkEE

KANOMAX Model 3030 + » 7L ¥R oEET % L V388, Fiii 760 Torr
7402021 min™' GREM. MEEH & i), ENLT oS EHE,
(1) 0.0100~0.0178 {2} 0.0178~0.0316 '
(3) 0.0316~0.0562 {4} 0.0562~0.100
{5) 0.100~0.178 (6) 0.178~0.316
70 0.316~0.562 (8) 0.562~1.00xm




BT KETTE - FTHERER Bl

bbb, Zhid EAA BFEHENE, SWED sheath air EEBAOTOEREDEC LT >~
TN Ao Tw A DTS, FAAREY o TH2B8BHEHEHAL S
JEWEY, FrUun—HNENORVIES YT I RBOBDEHL I ENTESL, HE
PEFOERES—E (4.020.21min™") KE2 LI CEEATEHREEIT 72 & FOFHERH
H29TH3, ZOHELD, ¥ NHBEE R TEENC L S TIRE—EDETENES
NHZE, L oT EAAOMHRARBLTEF v v " —FELcH > HBANSLETH S 2
Edbiot, 720 Torr LT THAFERSIHE 4.01 min™! 2EBRTE R 0O THENTALET
Hb,2BE2.9D(110.0100~0.0178 gm 23T 2 HIEHEIZEER TR S {2 3HEAERL
TnEH, THEMNEFRF v o —BEANET2 222080 Ik 280 Bbh 3,

17000
— i e
60001 * 15000
i t——e :‘Ez,
5 . B
£ 4000} ° £
£ £
c . s
- e 5
g ~e______;‘———_.“_(‘31 .é
£ vo— (5) 2
3 2000} s
[=]
B
o (D
R
F—ﬂu_____i ”)(SJ
ol P —— .} e {8}
700 750 200 850

Pressure (Torr}

B 2.9 EAA A oEREEMS
W IAREOREE LSS, HEEEI 40 £ 02 1min™Yy,  AB~8)
M EHEHEFE 28 ~E L,

(i) EEGELARZE 278 (OPC) ‘
OPCOIEDENEFHCHAT 2 HMEIR UL o 2w, K2.10i20PC#% 750 Torr, HiES
mls™: THEER, F v A —NWIZENI T 0/ L ER2ES 830 Torr # A, B H>7Y »v7
Ut SR FEASE 2 RERNCEALL 0 TH L, BEc o TERIRBEL L, 2hicH-
TRHF EORAKBELEEETHI T, ThRY 7 P IRBBARNTRLEE S CF v
YAN—WHEAL LB XHEDTIROTHD, HRECENKEREREFIRL - TH»LIOTH
ARIERTIT o L 2B HETHERTER Y, 22 CHEDORERE T 5 ml s~ W HAE
Ll EnERER 2.11 07T, BRI X DELCE T~ EDERESE N,

(iv) e (CNO)

7y s —nOEEENELL CNCOREDENKTFNE, EESESNF L EbH 0T




EFT O NF =l L B B ACBILARICIE T 2 R

SanTwicn, 2,12 KANOMAX model 3020 D 7 a v 7 4 ¥ 75 AgRlLi,
ZPAADEHOTOENZNA S B 10mm AqBlL) &, SBTRLEES FhaD) — 7
PRELS B DBAPER {22, FITEROISCHERE 2 v —7 — 2RO T THE
REL, Hr7 %544 77 LADDERKR L, COHB LN Fr I —RWEHZLST
—BOH T rIRERBONE L IR 0T,

300 v
r/ﬂ’
: o
£ 0’/
fa0 o !
5 1n O z
» —O" ®
i o7 E
i Q,——n/o/ H
£ B 0 7 ‘i
1o e
H ot 5
I ‘
Z 3
B
0 750 890 EE)

Pressura (Tor)

2.10 OPCHI o E I EEHE

Royco LAS 226, % »7A@MEBORAEG S L ovigS, fiE 750 Torr T 5ml
s BMEEAE b CHAP, BT oV AR HIE,
{A) 012~017  {(B) 017~027 (C) 0.27~0.424m

100

(4

8oF 7 -t——e———— 88— a8

&0

ok Bleaa—a A A ___pa-

Number of Light Scattering Particies {cm™?)

20
(C) 'y A A A i Fars
Q? (D) —n——n—.—n—?\——n_n.n_

00 750 800 850

Pressure (Torr}

® 211 OPCHoEHkEN.
U ARG LeBs, HEREICSmls™,  #ig (A) ~(C) &
S HREEEILE 210 LR, (D) 0.42~0624m,



R OWE - KELZ  HERAN - 8L N

Alcohol r
Tank Absolute
Filter
=
Y Detector
L ny
Filter ( .
! {Flow Condenser
Lo ..dMeter
Mass ,'"‘"‘,
Flow ' i ] Sample
H [
Controller ; iPump | Alcohol Pool, . Inlet

valve
&lcohol
Drain |

[ Saturator
Lopeed —
H
Pump N =
4 o
Sample [P S ! Solencid
! N
-

212 CNCDO 7oy 284757 A

10

- sk

86 g

Ia - .

Pt [R¢] U e —Q— 0

Y og %N_J@.—-o-—or—o o} E L+] o

) EA

M b0 ¥

0 B20sh

1% o=

9

£ 0 ; - 8

; 700 750 800 840 a 0 1 1 1

Pressure |Torr) 650 700 750 500 850
Pressure (Torr)

213 CNCaA@EARE 214 FHECE— ¥ THEALL CNC 250
EFHLT o/ i E, S AREENIOBEG
30°C, RH<12%. Na,SO, £ 71 /0 % HE

30°C, RH<12%,

L, ENIT o/ NEF vt ANTHAET S &, 2. 13 1 RT X 5, RiEEe—
F ol B8R ET T Y PAVRERETHELZ LS TF » UAN—REAREWIE A S
WEWSERSFoN, IORKOFREEAFRL LD, F v —NOLF 0 VL RE% 100 {8
em P IR T, 2V AHEE— P CRROAERT 272, SO LSO/ W AEREF vy X
I—FTEZI-LTBHIED, VAR EF v+ v —HEA L OEEERD - ONE2.14 T
bh, S AEE 2540 AR DEEEEF RV, HOBRE 7Y/ — LB L > THREL
PR TFORENECHE TR TL LR TBL T2, BEFE 2 to—5—CNCO
HOENE B 5708, 7 v oy — N9 ¥ saturator & IF condenser DERLE S %0, &
LR > TRIEEA~D 7Y/ — LV DESERBEBER T2 I3 b0 Bbh s, XRET—
BTl -7 & EOBREOEGEEYE: (R12.13) £ AAVAEOEMREE (K2.14) & -8+
2 Ess, MBHETREOHANE» I ERFHBMEORIIO Z e {Hbhl bR LTHWET




X7V F v A=l k3 TR OBLEER I 2 R

&5, ﬁ?éﬁzé&f&frw\é SANAFHEE - P TRETABCEHEE» S F LW EARBE LM 2
IEMTELY, MTHEBESKE GEREET—FTHET 2 & 50, EOETEERENIEL
KELBOOT, BT TERErZ20EERVEI L E LT,

(2} EAA fREK RIFY sheath air @B OB E

WREREN—RL LTF vy A—KBRET, ERLAKNFLBEIY 7)) 7 THET S
fEic, sheath air AT A HESF TR FOBEORECEES2ET A2 2 ¥ LA, BT
Wt k22 EAA OBSHICHBE TS - 7205, sheath air 0B T 2808 FRERE
VARV &S E— BT > 7Y 7+ 2G4 sheath air DEFOECRET 2LENH
3 8Bbnb, Whithy & 1F, FICEEOROZ7 0V EENL DY 7Y v 73 FTIRE|
L, R EAA 2B THE LB, sheath air OREMNES -7z Hi0, KONHER LR
APNECHAlEN L LI ERPREL TV AT, ERERE~—2 L LI EE TN, sheath air
CEENEVE N IMCHESRE» T LRSS R 3 RAV Ao, TOBFER2.15 0%
To THIZCiHe/NO: /SO / EREGRTE U EFRYE L EAATHELZ O T,
sheath air & | TEHZEL (A) EREE (B), MEER (C) 2#FAV3zhsFnEL 78
ERRVESNDZ b b, Thbh, T7oVLORBEREE (TDN) E—EThH 2,
BHERREUVRERERBE(TDY, TDS) ik sheath air OB E WD L THALTWE, F
YR=E D H T S ENBERBO HOBEG Llppm AT 20T, £l LT 3EEC
CRLIRE IS5, 20T EAA OB EIE ST T 3 BREIEE LY, sheath air & 8
BT %, sheath air BMEE LR BRI TAMGRTFRESAE Z0DE2.150 3 > iR

1514'] 424 14 roaare
4 E r
TDV
1327 3 1Y o, x
t ] %
- 1101 ] A A
."’EHG ’,”530 I-G « x TDS
5 NL', ‘mﬂ | 4 a X %
858] 244 '8
13 1 ¢
66] 8176
= TDN
sl =iz =4 000g o 00
> 12 12
B 22{F s{ £
1" —A-ie-Bok Coe—A—~
S o 1 =—10min—

2.15 Sheath Air \BE A EAA {EREC T TRYE
TDN : 2E50BE, TDS : 2FERRE, TDV ;. SEHRE.
A GRS (BA-60°C), B EHZE& (RH~50%), C @ mEZES (RH
"'80%)0



RO KL - AIEFEEARAR - L 7

LHboe#EzoNs, ThE DI sheath air & U TERESSMIE T2 2 ARET
Hab,

72, —Esheath air L LTERNZELERHERT 2 L, EAA AR ASHEBE L TR UED
AEOBNFORESEIS L b hoi, EREGIIIVANE TSR 32 THT
FEBLIOT, EAAHERLTERTEL THUERLEBICITIZ o L,

3) WFRHBoW 7 v SIEE .

ITaVNF ¢ o —FEBTE, EFRETERLRETRYESF v v —dfAG K — +
LKL EHCESIL, 0.5~1mBEOEE B L THABAEL, 20V 7Y v 7O,
LEPENERC L > TR ARYESESTEIHEL TAbha I izl oniy, 22T
DEREDEELH o ULHEL TELLENH 2,

COWEDL Sk CNC % 26HBT2LENHL2OTET INSOXEFBBR LT AR
MRIIFVE2.16 THS, FALZCNCO I 515 KANOMAX model 3020, fad1 4
i E/one RICH100 TH 3, 20 2 E ¥ EHERIMHEL, ERNIT oV A 2ES| L THREL 72,
AR VEBECL2AE@EELFRX, Y #lem™® 32 L HEOROERESL

Y =1.038X — 1.097 x 10° (2.1)
(HHBE % £ 0.9967 )

EG ol INTh 3 L5 2BOHEOBIIE (1~3) X107° DB T 50% N5
WHDL, RBRRERIESEES T, CHPEETELZ»EN SRR T -0 b5k
ECEBEEHTHREY T 5408 ES 3,
F23 BEEIHEEOTERS
B OE/10°Eem?

KANOMAX E/One

#E No. Model 3020 RICH 100
(X (Y)
| 155 2.55
2 392 295
3 3.65 270
4 330 256
5 330 225
6 2.95 : 2.00
7 274 183
8 2.90 1.95
g 295 1.95
10 2.65 1.60
( 2.60 1.55
12 2.35 133




7O F e =ik B B R OB BR T A R

= ¥ = 1.038X X — 1.067 X 107!

®
L (em™) —
=)

o

T

S4)
Efone CNC, (c
w -
T T

0 1 2 3 4 5 (X109
TSI-CNC, {cm™)
9]

B 216 CNC DirEsiiis

B2.17 3EmR0 7 7 9 v ETREN Im AR 4mm O b DENT B4 > 7 v FREDH]
EAERTH B, BT 0V LEBALLT ¢ /8~ P Bfone © ONC £ THAHR & {7
13, —7 KANOMAX @ CNC it 7 v ¥/ S—$McB &, L0 > 7 ¥ 7E 58 L THEL .
HifiZ 300 ml min™ TH5. E2.17 0 x & KAMOMAX CNC iz k {8, X % E/one ®
CNC O#R{E» 5 (2.1) 2B T KANOMAX CNC 54 v > - B L 2 0B h
BREEERDS S OTH D, MEDKIRE r = 0685 X — 0.114 % 10° ARG 0.9864) £ %
D, $830%DH 70w IHEENS LI Ebinot, BILREESAT v VADEEEZAWT
T2k, 770 E0RsEEUFERENE SN,

WFE2 AT 7N FEORBROBEHLIFANGFER TH 2., BROFER L0k
[T, ¥>7) v FEEROERICTULLSOQIEER L TF v - TOREBREAT
HDtEERD I, TORBBEELID, ¥ ¥ ) v VENER TR L EERIEL(RE(RE D
EAsHEA L 7z

(% 100
10.0s

x = (.685+X - 0114 x 10°
Correlation Factor: 0.9864

80+

6.0F

10t

20

(CN]  Out of Chamber (TSI-CNC),  (em™)

] 20 20 50 80 10.0 (x 10%
[CN) in Chamber (E/one-CNC) (em™)
(x]

B 217 7oAy r S BRORE



R ORI OKETZ - MRS - B A

#24 BTRHEOH » 7Y v FRARCRITTERES DO BEY

Y L nskoi: KANOMAX KANOMAX CNC

migork, ge o CNCPER onc oo oRfOR Ao
(X carc) (x) ere
BHTAHE, 35cm 2.00% 2,98 1,750 58.7
B4, S0cm 1.95 2.94 2.00 68.0
IE%E S ¥ A, 16m 1.80 279 0.86 0%
L%, S0cm 1.95 2.94 1.95 66.3
i, 1.6m 1.95 2.94 140 47.6
WALA— 7, 31m £.95 2.94 0.75 25.5

a) ACEWRTATHNEAmm DT 7o /34 F2HA,
bj fE B/ 107 {8 e,

(4) BYETOME

ZERBREELU THANESMBEoRBRER2F 2.50TR T, KEBRIFIA L LTHE %
% NOx, SO., RAILZAR, COBRIANTHEONEROREBERUT CH S, £/ H.0 i
BAMUTETRET LI LNTEL, I0OLLELY, BFRDBEERERIN L TEER YT
ERIZTREORE AL CMEIT Ao e aEEE 2D, KT RYER lem® e LELT
TRREZNTHWEDT, MTEREBROE Sy 2 777 FOOKIRE By,

# 2.5 FBIZPROMA

(i) #ARFHRHE
HRYE # % (ppm) # il %
NO; n.d.®( < 0.002) 1k = # *
50, n.d.( <0.005} M T O 23RBS A RIT
£ HC n.d.f <0.04) A B O£ 4 4 » 1k
Cco n.d.{<0.04) F oS5 B oK oA T’ O
CO; a.df < 1.0) F o B K 4 O’ O
H.0 <1.0 e B = &
(i) BFRERERE/Ecm™?
B FeErEL o

EIRTEE nd.{<5) 0.054
BB S (RH24%) nd.(<5) 0.27

a) not detected.
b) EEFEREET %028 E/one RICH 100 THIZE,
¢) EBELE RE A AEE Royco LAS 226 ’C‘?EUEU

(50 BB F v o x—PUI BT 5 HE
Ny FROEIEEE TR RUCERBEORRM IO 2BFELEIET 2 28113,




TT VAT v A= AT ROBLARIC BT S I

RGHEN TR X DR FREBDSBHEE~ADRE, WEFCIVECNErEE T 225
EUHTHHL TB LEND L, EBEMOBWERBEREEICE I OCEOHESTIRTH
2 ERHATH LA, HEONTRYHOEREE THE, JOSeFHHcRATroREER
R TR BUIZ L A R WDOHERTSH 5, LA (HC) /NOL HONERISIE, FEE
Tal—avick Db L (HERTELL A >TERD FIZEXET,8), =70
HER %S HC/NOL/SO: RiZ 2B TR Y Ialb—yaryptartasseiliticdh, #HLd
L9, 10), TR R ) MR RISHEIS N2, BRI kD BT - TG o
TLuREWIELEREHLLLTLABERO—2THBE LI Ebh b, T2 THAERNLES ALK
ELWERE VR FRDEDF v v S —HI BT 3 HEMMRFER:,

(1) #ARHE

HARELE LTEZ 5HS 05 NO, NO,;, SO, CGHeFR 2 THBEBTHREEZA L
BiCF v —ICEA L, HEHEE LA ORETEEORY EHIE L ARERNR 26 TH L,
HABWEOMBIZ VLT R LRI L TERICEP LD T, M7 oy O3 BED 2K
BEEEFEH T kD,

F26 FARBRYGOEADQIEEE

: TR RH m o LEEED ‘
2 o o T E B o R E
O, 0.051 — 0.78 without O treatment®
0.041 - A4 0.0335 after Oy treatment
0.032 — 28 0.54% without O treatment
after baking at 100°C
0.036 — 29 0.0647 with Qj treatment
after baking at 100°C
0.252 — 23 0.026 after O3 treatment
©.082 40 22 0.147 after O treatment
0.300 51 31 0.094 after O3 treatment
NO 0.207 34 26 0.0212 after Qs treatment
NO; 0.044 — 28 0.0270 after O3 treatment
0.042 34 27 0.0379 afier O3 treatment
SO, 0.060 — 3 0.0107 after O treatment
0.200 52 k)] 0.299 after Oy treatment
0.180 31 3 0.020 after SO treatment®
CsHj 1.00 — 31 <0.0010 after O treatment

a) | TR,

b) BBRECA VI AORE,

c) FEFSEBRBA IR A,

d) HEE (Sppm) O SO 36 BISRR,



ROREAETL - NERAE - B0 P

O: BTN RLBOBSELRE L o124, Hppm OBRE O T 24 BHEERENLE
Lcel s, BEREER: LT 0SD 1Tl L, 22T 1.3%107° Torr BEOHETIC
HRLED S 100°CTHEHL 2172 CRBEE BRI S A, ROBOEE - I13IZFE L REE
EERDIB N, TORETER 0, BENEE T2 L HURBELNIET 52 L4 T& 5, ME
BEREEER—RA L LHETH 5, RHAOBEEFCINET 2 LHFEER I~ ik d 2
EiFEO s, oLl BESELC L ESEEBEBLEICL 3 TEE L I BRED
ZE), LUMEC L2 EEHEORERKINELF 7urad— FLIZAE Y 7 F v -0
DUTHKILBIZ I D HE IR THD,Y 281, EREEC VW THMBLAESIC G, O: BE
HEE O BEMEVErRKEVEL IR 2T IV F v, AE T F v -
HBLTW3,NO, NO, OBEREEHR LTS + N —TIFERALTHD, TOHBEGEBEOE
BEZHIEERE R0, UEDERLY, VYIRSA 2V PHET 70y 2 — FEZED THEMN
LA AWERE R > eh otz

HC SO DEEEETEHEL D, BRRCBLTRO: ERBELAZ W ZTIUTTH> THI
MR R0, UL, IIBRCETS SO, OEFHIC > TRUTIHRS L 3, F+ii—A
TEBRCRIGEThE 30, SO: REELOAE 2B THEC T2 L AEALMENS S
EPRHEEIL 7, B, SO BEORBECNT2REORELI O, OBFLVLIEREMICARE L,
REF OB FE R IRIFIC LR T 30 BT L 22 Z e T 6N, T 2T, 95 ppm D F
BB SO, #EA LT 36 BAUSENEL - L 2 2FEHEEREEROK 2 BERE K £ THIL
Ehic, Lo, L EENCORETEET 2425, REERE LTHERALLESC
SO: DEEAWTEL TECEEEEE I LBAMTHL, L L, BZO X D ELHE L,
SO. DR HSALYE TR & T & ORICE P SO, DFMMEL 2 5 Z L Th 5 2 Faf
Ok 3% SO, BEUBETo70BF v -4 %E 10 Torr BEORZICHR L, KAEICE
LTWET 3L, 881X SO #RELTOBREREEHMTH0. 1ppm iET 5, $LMERT
WG AT 2, H0 OFMEBIC L O F o v —NEBSERL, FRICHE-THELD
S0, SHE L TRISOETCE L THT 22 b BD SR, BB, e
T L W EIBERE & & 18 2 - BB ENHEESLETH I LE LR D,

FBZOMER SO B0t FETABCET 5, 2.18 1357 0.19 ppm D SO, ¥ &2 RH 28%
OIRZESI, 3561 0 0dppm 2HMLI-L E0 SO BEELERLZLOTHS, O3RN
% 10 SRR ORIC 18 ppb @ SO BEDHANA 1D, 0s 4+ SO DEMRIGEE FHTHES
TIINSWOT, T2 THRONLERNE SO DFEV T v - NEBETORE—ABRBICE S
L EEZSNDHELIDARR O ICLS SO, O I—Ebo LS boTirE LA

* Daubendiek ¥ Calvert'™ 12 L iU, Oz + SO, O ¥R RIGEEEHO LRIEZ 8 X 107 cm® molec ™' s TH
B, DI XL, [SOzJ =10.19, [O:‘J =dppm Dt S 1D SETREEEIE LS ISO-_)J g A fik i 1073 ppb
LTFThdIEMNHEENE,



LY LT v Y= £ B TRICHEORILAR M T 5 WE

WEC L 5 SO, OU[MEEC O KA OPDEHESL TS5 L0, SO L 2ELD O
219 DEERTH 5, RH 8% DINEEF Oz (SO:2) = 0.19ppm, (0:) = 05ppm # AR T H
&, SO OWADERINE > DO T E 542 (NO) = 0.6 ppm 2T 5, FAHD O, 3l
WRIEO0; + NO— 0+ NC it X Dif%k7 5, Qs 22 2 £ L0 SBREOBIC SO 35915
pph M2, & LBET SO P H.S0W E TEBLIATHwaREIOL RIS
BT TH L, MCDOBESE T (0:) = 045 ppm 2BNT 3 £ SO, @@V 202, Z0EA,
O R ERLENO EO; + NO:— 0 + NO: DX WRIELTHR2zCH IV T2DT
SO, OEA HE 2. 18 DIBAHESRTERNTH L, K 2.20 1 F + > 3—HIiZ C3He, 05, SO: %
HALMBRTORG2EB{Tbet 20 SO BEORBELTE S, Z0OFTIE 0:+6
He 12 & b Criegee i CH,00, CH.CHOO 14 U, < it SO, 2Rftd 5 D2sE % SO,
EEETHLH, JIWRLLEILPPRIBEOVNRELEE LBES TS 2 5 FHERD
SO, BRI 18 ppb TH B, D L3I, T7 0 VNF v v/ DARD BT H 5 FAILER
i & 2 SO, 0BEE M, M2.18 % 2.19Rma Nz & 5% S0, Oy SEROMEEFHIC L
HBELTHARETHLI LSS, MBERICBVT SO, BECE S RIEOEITL BT Z
LB TEETHA LERLUERER s a0 H2.21 3RO DERRT S0 & 0; D
HEDELSL OO THE, EEFTRSO IO ZHEMLTHH2. 180, 3 LBHKRL IS
T, SO BEMNEVEEFOREREERH 0. 2% ' BINT 2BETHS, tBH2.210
1 CHs 4 O3 HIE T H ETSO: DEELRRE L2 HOT, RITICL DHFEDIKEHNE
fbLznwZ enbhad, 27%13 0.+ 50, + NORCHTIHEBTH L, 2OFTF 0 +
NO KIET Qs iEPoIBL T 588, BALHED 0 BEICSL TS0, REEEERE 7

0.25 03G| o 06
- 0]+06
E 0.4 ppm of Oy 025 mh&M[N ] ppm 5
2 0.20 -\——-—-_.I 18 ppb — ?

o.15} 020 . lo0000000000008000000004 £
& 5: 00000 ﬂ[:507]=159pb 3 s
17} | — LY a

0.10 a1s- \A\ 03 —
3 "a

0.95F A,

3 -
g O N 1 1 i 1 lm_’ ‘Q‘
[a] ‘0 1 2 3 4 5 6 0051 0.1
Elapsed Time (h}

o
0 pE ipttE 20

B 218 IERC BT B SO, DIEREC Etapsed Time (h)

Y% 0 MO EH

RH=289%, 219 MBRCE TS SO, 0BRERE K
OB ST 0,04 ppm 2 HEAL 27 0: DRE

*FERE, FAFE220 OEEBTIR, O+ GH: oRISICE D O, T A, [0:) DE Lt - T S0. OiRE
LIRS RZOT, KGICE 2 SO HBEHOHMEIZ 18 ppb £ 0 L KEVRTTHEY, TNEIEE
WEKHBZEEIBFERTIEN O,



RORE - ARETLZ - HEEAE - R A

-~ 0,25 + 1.0
& ]
& 0.20 3 0.g} @) o
1]
~ 200000 - g: a-—"9
o 0.15 T &n 0.6k, (b) 5 —
’
% 0,107 18 peb Be  gag_,—" o
o  — eu T
MO e (c)
g 0.05 g?*;% 0 2L
D L 1 L 1 L 1
o 0_0 1 2 3 4 5 ] 7 g‘g | i L
Elapsed Time (h) 0 D.2 0.4 0.8

Conc. of 03 added (ppm)

B 220 SO.-0:-CH, -ii@zegRic sy K 221 &BRF s 2 S0, OHEHEE
% SO, BE OFREL ‘ T2 O, IO

RH=28% (a) ©O; [S0:)s = 0.1 ppm
(b)[1: (80 = 1.5ppm
W:C;H{05ppm) + 0, (1.0
ppm) D EEE{THEET
HE
* 10,5+ S0+ NO (0.2 ppm}
Fiwo B3 HEE
(c) @[S0 = 2.0 ppm

oy bR SO BB ER—0OEBRLIIEZ, COZ L ERREE L TIREEEAOD
AHEREEL LI L AERD 6N H2.23BEF—F L LTTF RS-y ZNCNEER L
SO: %#HAL, &5 O 2L LBRTHL, CoHELK2.18 L2 UNENEHsh
2o BRICE T 2 SO, 0 HREIEHORNEICY S THIE—BWICEI S D THE I L8
FHaENE,

85, CiHe DWW THERTERDBERTERIELAEASNE S o, IERER D THRE
DEDH ASBEELUREBSOERE, O +t4 v 74 %, NO:+ 0, 0BBERER+EBa, B
—HaOREEEERELT VI Ethhio s,

(i) HPRPBEORS

Frri—RNEBTHFRPEORER L0, LEHcEELPEERED 7Y
WERESE, F oy SA-FICEALUBEORIEL S WE L .8 r L TE NaS0, B¥ NaCl
BB, 2RER 10 R 0.0l wt%RBBEAERWTA T I F—ick b7 o naEeg, v
HTNGBEREPBL TR ERE, PKr CREBEZPNET v o —HIBALL, BIERD
SOy FA P TTLER 23R, BELEI T U ARSARTHD, EAA TRET
Zr2Bu b THTFOEEMNED S, KEEK TREL TP E» 5O TEAA L
CNC #HE MR L. RFHOEBEANET 2 700, RAREO SV (100 em™ LUT) &
T TEEERT o7

2241 NaSO, 27 0V L 2 HALK20BE 7 7 L 20 iFARTT> THRELSE—




ITaVNF v A= I0 S TR EORBILRRICT AR

050}~ T L

0.25} D3]=0.2Bppm [03}"1 ppm

Analyzer Reading{ppm)

S0,

L | . “t
0 05 10 15
Elapsed Time (h)

B 222 FRI—wegils SO 0uBFiHT 5 0. FinG s

-
[
3

o
Ll

condensation| [laser elecirical
nucleus aerosol aercsol soroti
counter particle analyzer ulion

nter
® 223 T7OVAREREBO Ty 54 TSI A

LT, EEE R Lt 20RBBEOELY EAA THELZ D TH L KED/NS LR
FOHRBHFEASEL, 0.1 pm DLEORFTIRIE & A DRESTED S kv hE i TOEER
BOXEHREMICN L TERNCEY T 2 2 e sRiBER

dN/dt = — AN ' ' (2.2)

N RFHsE

B hETER
WRED T kdbhh b, —REEROEN L) COEBRCACE R FHIBECIREEC L 3T
OHPBENTEL I EHERDON, Rl umBTFTORFEYLTRBEATEVERETES

OT, ZITEAINLBEEEOR TR HREOL D LEELRE TR T HEREANTET S
IrREELQEELZ NS, M2 BEERUEETCEAA LY 28BE (TDN; 3~8



RORE - AETE - HERAR - JL b

10%,
CE (3% 30 ’J.o- \
o’ ] =‘I—I_;_!: ™ =
e 3@ * 2] B8] e OV
= 3 (@ & : B (\g T lﬂ
0] i (g_ wo—'__—he:‘a 518- : ° A-_-A—h"_““—-a—.r_ons —28'
% 5 s ¥ 8 rg.l 2 q%’ 4 .o.—_"“'-——..___ CN &
- 31 g & ] T
i ° B sl B, M~ &
R I
o 3 0 0 r 0
b 5 0 _ 1 2 3
a 3 Period {h)
g ] T)IWI—.—I‘._. ) )
2l 295 IEMEHHCH D NaSO, =70
o i 2 3 NOE
Period {h}
0°C, RH<12%
224 FEEHBECBT S Na,SO, 27 o/ TDN : 2{HERE, TDS | £REMR
NOWE ‘ ¥, TDV : 2ERIRE, CN © BEEHKE
30~31°C, RH<12% iR

1} 0.0178~0.0316  (2) 0.0316~0.0562
) 0.0562~0.100 {4) 0.100~0.178
5 0.178~0.316 {6) 0.316~0.562

] 0.562~1.00um

RO} FHIEEORN), SRERAL (TDS), 2ERRE (TDHV), BRUCNCIk D iEEEE
(CN)DEBELERD L LD TH 2, BERBECRIAEICHIVHEREMTEI>TW»5EC
s UMRTHEENLLEEYN, TDN 530k CN OBFEICLLAT TDV OBFEIZ/NS 1,
Wiz, €2.26 RABHT CRBONEA TR TH L, 22,24 RIET 5 L/hSVORT
EPHEAEC R AN ED S D, 2,27 [ 2.25 ST 2 AE £ REHET T
DT, FEEL LWENHEL R >TBY, TDV TEZh T CELTHA I Edberd, LD
F—d gt bl bDERZTETF T ENIF OV 2EALERHE TRLAL. EAAD
QB BIT QR f M 2 P BB, CNC TR EEIRE (CN) 55 EAA TR - 28
BE (TDN) #ZLB|wTBsnizbDTHD, f13 2.2) ATERSNLHIULBFER, T1/2)
BRI DEOERATHS (TL/2)=In2/8), ZORID gRRFHEVERENI L
BRUNHEHS T LD RE(RD I Eb»2, £ NaSO, L7 0L EEHI 7o/ L ET R D
BiZAERRLI L FENT,
WEEECNT 25 RADHR LB~ Lo NaCl 27 0/ AEFWT, 77 v 2ikbiif
SribLEFRBEEGE VT S 2RO THBLONRLE8THE, L EFAIL LD HEHR
Eiid 23R E B EVIHERMEL L, Jhid Wilson HOEmE? L —H LT3,




IO F v = & B T REEEA OB 8T L

2.28 13 Na:SO, NaCl RUERz 7 oYL s HuWTlIE L s DRERESETHE, LT IE
DR LTV ILCONTOHESILEIZFE—OEHE L, ZOEBOMEE -1 1050,
Fhm ALY BOERKEL DT TR, logf DRFECHTLIESLOPEL -

E% & 5,
£,
105
“ 19, . 36{ 10
|E 5 (4)3—.:3:?:.—;3: - 5
Kl 3 (1)1;‘__\—-._ A 24 |g 8q »
(2) NHLﬁizzzj —~ ) ﬁ*wELﬂTw —-
e o —3 8 "o m —=
" 103_ (5‘3 e—o¢—0—38 Eta PE 6 S—a ., TOS 'ZTE
] P ——a—_a —
3 5 ] PEL] 24 ‘:9 41 .'h"——--___ z
2 3 ] — % o.__o__.o ;———-—___.g_'i , U_
+ 1 —-0-—5___ » |
N T e e e BslEs “Ton B
Y 9 8)
5 103 od ol ' 1,
5 57 0 1 2 3
'% 3 (731r-.ﬁ1 —n—" period (h)
=
1 &
L ) T 227 HHBEEHZ 5T 2 NaSO, =7 @ v
0 ] .
Period (h) NLOE

kv =0.27min"*, RH < 12%, &% 0&

il

206 FERRSEST 51 B NaxS0, x 7 0 VISR 2,95 & A L
NOWE
b= 0.27min "', RH <12 %, dh &)

~MEN T A REEEERN 224 LR,

#27 MTROEOLEE (T1/2) RUhBEER S

ALz 7 o Na.50, N2,80, HERTTO VI
3F B2 B¢ | JE B &
HEE R 30~31'C £, =0.27min™ 30~31C
RH<12% RH <12 %, 30°C~ RH<12%
EAA D bR e 8 T1/2) A T(1/2) Fii T(1/2)
AFwT (zm} (h™*} (h) (h™") (k) {h™" (h)
<0.0316% 0.173 4.0 0.32 22 — -
3 0.0316~0.0562 0.121 5.7 0.33 2.1 0.124 5.6
4 0.0562~0,100 0.0764 9.3 0.0813 8.5 0.0676 10.3
5 0.100~0.178 0.0287 24.1 0.0523 13.2 0.0299 23
6 0.178~0.316 <0.0287 241 0.0446 15.5 0.0167 42
7 0.316~0.562 <0.0287 >24.1 0.0528 13.1 0.0098 71
8 0.562~1.00 <0.0287 >24.1 0.0353 19.7 <0,0008 >71
Total® 0.093 7.43 0.171 4.0 - -

a) RZF0036um DT R FOBAIL, CNCIZ L 5HEEN S EAA O 3~8 ROl E{f 5 3=
L3 Tk,

b)_ CNC iz k 2 fIEE,



R OTEE - AETE - REEAR-BL B

%28 NaClRIFEROLF v o —NRTORET A NEEY

ﬁb)(h_l]
= <A 7 7 OFF MmCFAT 7 ON
EAA 27 y7 BA7 270

HHFE (m) 830407 830408 830408
4 0.0237 0.186 0.216 0.354
5 0.0422 0.125 0.124 0.241
6 0.075 0.0813 0.0639 0.168
7 0.133 0.0248 0.0150 0.0897
8 0.237 {(0.0311)° 0.0362 —

a) FREEES, 20°C, RH40 %THIE,

b) R AR SRR TRAZEREC L DT,

¢) BFHMLELF—s2fedniten, 28070y FiclEH
_;:0

N W kU O

830408 Nac| fan on
830408 Nacl fan off
830407 Nacl fan off
Room aerosel fan off
Na,50. aerosol tan off

"
\5 (fan on)

LR-R=0 N3

S

S

& Slope = 1.08

Deposition Constant g (h™')

N oW eoe o

(fan off)

A Particle Diametar (zm)

al
10 h

2 3 4 56 810 é 3 4 5678910
{107%) 107"

( i 1 i 1 1 1 P i )
3 4 H] & 7 8 9 10
Step of EAS

228 EEED L OREFEEE

BERF v —HTYBENARC IV ERL L7 oy v e F v ot — B A L T B e
EAELAEBRTH S, ZOF v N2 EROR S L7 o A ERERE LTHBLE L
DT RERWOLBOHT 2HRONEL2.9ITHL, Forlicl s v BECTHEINREL
KF(HC)/NO, /SO BERER F + v —IT AN, XENY T2 £ 1 REE&I 0, 8HEL,
FIEBCRTFRYEOER LR 5, COREATIERE2ELT 2L, 8P LoMzyoy
NOEERNEEC. CHIEEFETZ 0; & HC L ORIEGT4E 2 Criegee PR SO, 2L+ 2



IFOVILF v =il X BT R E OB BT CBE T 2 5

TEEAERbRS, LA, O R NOLRIGLTHAT ST o/ A ERIZIEED, £
DBEREBC L >THRPCETE, ELBLLLIICIOEFRTRI 7 oV L OEKBRE G
W' Eem™ 2B BLOFEAEFETELVWOT, KHBECH T 2 UNEEEELRFATL 72,
EFRERLHAELT O VOERTFEFELHFE TRET L, COBRTRUE IWEEE
FEHOMIc —EOMENR SN nH, —DORBIEEER T & cHMBERRZ2 2L LED
o, BEMNRRLEDZ L2700 BEREOHERBE ML UHRRBEREER cENH 56
BEMAH 2, sz 7V VO EERORV b EFEECHEL TV I Ly, &)
BUIOERIE SO, # S RVRKOVLTDLO T, EFEL 7oV LTy 7ot & OFE
THEULEERBTHS S LHEHEN 5,

#£29 FEREFCET IHEEST oV L ERREOHEY

oM & % EAA IZ L ZHIEM
g, ol NOd S0l R (rowyt ovie oy ToR DR

Na {ppm) (ppm)  (ppm) (%)) {em™?) {gmiem™?) (um) (vol-%h-1)
1 c¢yclohexene 1.0 0.2 - — 0.95x 10 270 0.30~0.32 4.6

2 cyclohexene 0.5 0.1 1.6 34 13.4 %10 305 0.14~-0.16 8.9

3 propylene Lo 0.2 0.1 6 3.3% (0 26 0.095~0.105 4.3

4 propylene 1.0 0.4 0.2 50 7800 12 0.06~0.065 4.1

5 propylene 10 0.4 10 50 9,5% 104 2 0.08 32

6 propylene 10 0.4 10 34 7.2% 10 57 0.090~-0.095 55

3) AVe-FL7 g rRIGEL o TERHEBICL LT o/ LR T 20 %Y 200, KER
o voansgerilrl ToHoBEHEERREL .

by EEEHIEHEI SRR 513 SEKRRE, o ELFCBD 2 2ERRE. 4 BEAFHE

e) TOV iREfcnt L TERECEEL

BEF v A—Re B 2RTRYEORESRANNHBRIROLIILFEHE I EHNTE
5
D KRNI LREFECRENE D, EHa A EFEREIBEOEREE,STFHEND
HEDbiEaMicAkEn', Lzdio THREZEZF oY LD L3 0.lum B30I ZALUTO
B R b LT O VA RRE A AREE TR B EEENLETH D, FICER
HEONBEIMEMBEL T2 03, =70 EROFBHCHARFRESHICHE TS
rikb, 2hLBEONFREEEY, ERXROL I KEOLWERMTHEITT 255 L HHW
KRZ-TLESTHMEERUEANILEND Z, HEOKEWEEE THSLTBs02

TR, eV = ERUER (60em) T, EROBESOMEERDIZBTD 0.02em ORTOR
HIEEERIZ 2] X 107'h TH B, REAROBRE IR I RE{ RN I0EELTLRBR2TD

HANEL D 2 08B b S, 2T oA F ¢ A—h TR FOMENEOER E L TR T BEORE
ENEZONLGMIH-ED LA EEbesin,




BORE - AT SRR -BL W

ERTHBETRITCEEN T S EOBE LS T2 bnTs, GHEETRS Z LI
TRIEZOBERIS WA N3, LOHLE22T TRLEZ L S0 OBEC b EEEH
HUh BT B D LA SO THEDES #EET 21T n s,

@ HERRLI-THEHBRIAX (R, 8B40 (ABRICI2BEO LR, HRoBEsE
BEEROGTHS S,

@ HLBACIDESEERERIANE< LS, 201D, IEEEEAERRR-TT 7 v
TREIAMCHAFTIORBELE TR LI EBbe T,

@D EFRCRELTEREE L T o AR A ERCRINEER L 7 o L oI ks
G, BEERCHES LT oV AOERS, CWFEER L BERE (LS, EERSEE D)
HE - OBFRE S > CHRITE2ET 3,

(6) HRZERD O; £HAE

HIELE THREEZ 0 b OOMERBROBRIC DL T, ZOBEEF v /13—l
AL THIES £T O BEOBARTANS Z XL D, B EERIERT&HTTO, K
IEEBEL SO REROBRELMA I LN TE S, £2.10 SHERETO 0 £REEL T~
BRTHD, KO LD 2171 NO, 2 ¥ 7OLRE 217> 1288, T 272 NO, 2L T
1 & WS L AR ETH B §7:[E 2.29 13 NO, 60 ppb A BA LTSS L7 £ &) NOx, NO,
O DBEZALEEIH L OO THB, £21025bm3 %512 NO, ZIRMLE L E 2 0,0
FERITEAE T, NO; ZHEML CHBRUBESIT I F v ¥ — W ESE 5 i

NO; + hy — NO + O (2.3)
O+02+MF’03+M (24)

EVIRIGICE > THRE 2 FEAEIUNICERSH, O; BERFEEC—ELr2233TCH
2. F02.29 ik 2 OREI ABRIC b o TRERE DL ERLTVE, 22 I0LE2D 0,8
FEid NO: OF#BE L FROREOFEEER PO HBELEE—HLTWE , #2.10 D&EHE
OITWRLz &9, MBRTEFHE: LT TFHREAZEEPPLEH L 0 OFFHIED S
Nz, BEZHS A THZVLS, EREBRIDOTHTHD, ER O CERIG SRS B RIER

QAN

< RO (23), 25 OMEEREENTNL £, NO: OFHHEES NOd £ 75 £ O; DRFRMES
' VI + 4kt (NOoJo —

[OJ]PS = 7L

THABNB,




7OV AF v A= kBT BIERE OB AT 2R

k =0.33 min
0.06;__0 NOx

€ oo,
o "o,
2 L
Q.04
oY e NOZNO o
ot g Ly
I il SN
- b e e, .
H a8 ey
H 2 oo
£0.0248=8=828=B=g=g=gmq_gg—0—0""""
O —a""‘-u-_o
g —0-.;,_0_0_0
O e

0 . . . .

0 1 2 3 [ 9 g 7

Irradiation Period (h)

229 FEEZEE I NO: 60 ppb HIIL TRESH L B OKHERSREZE(

F 210 EESEHCE I BREKOA Y EREE

NO. YIHIERE (ppm) AR (ppm)

o kTR

BECC)  WEBSN  RHOE) gl oT, NO; NO NO;  NO O,
26~29 10 — 0.14 nd. nd. nd.  nd. nd
24~38 24 42~18 0.10 nd. nd. nd.  nd 0002
24~29 13 0.10 0.039 0004 0011 0009 0013
21~26 12 47~28 0.10 0.040 0004 b) b) 0052
a) FHERRBICB T B4 VRE 1 0.010ppm,

b) HEET,

2003f o0, 32(minTh) el Y k1=0.27 (min. 1)
] B,
. &

g 002} ~ 0.02} 03 _o°

- 04 5

o 0 9

g o-° o

< 0ok o AU ¢

= O/ +H

2 o o NOy

= O a

g ol . . 0 oleo—? ;2——'—.—!—.-—’«-0—-’
© 0 5 10 15 20 § 0 2 4 & 8 10

Irradiation Time (h) Irradiation Time <{h}

230 RRIEo O EpEticnts 2 “dirty wall effect”
(A) BEELNFRLEE
{B) CsHe(3ppm) + NO, (1.5ppm) @ ¥ HE KIS % 1T h ¢ 1o % THE,
“dirty wall effect” »UR#L3,
©) (BYORECHF v/ i—% 00CT 4 REREL, O:MELZLTHD
#5E, “dirty wall effect” l2kgrdL 3,



BOWE KB - STEHEAN . JL B

R, F v —HNTHBEODMEERE 2T L&, BEEHCERESR I KOMEERE
EREL BT nHY 2 dinty wall effect W DB T HRAT A7, 82,30 (A) 1XF v woi—
EMMFERL L SCEETEREEAL T O ERT 2T ERL TV 5, HEXEE IR 2.10
DFEDWIETHLS, O BEOCLRIT ITHMERAETL 20ppb T TH 2. (B)i2 20
12 CsHs 3ppm, NO L5ppm % AR THAEEE L Tr o RISH A 2K, BUMRZEZEA
LCHBE LR TH D, (A) LR THEENNESOZ b 22h T 00T 2EBMLE
THD, Lood SEMULENT 2 L85 NO ARHEN 0PSO 6N, IO L0 5H
TR OATRF v o —HNERT GBI I Esbhd, ZITF v - FREZEICR
500 100°CT 4 BB L 247, 18 THpom 00 T1ARERLEL Lz 5 £ lZE
[EARTHBEHR L LER, (A) tRURESHERS AL (C), ShHDOMRLD, dirty wall
effect B - DR ERMLHZER LRV O, BENHE L WYL Z AV 5HBLERDH S T
WS E R 0Tz,

(7 RIGRADH XA DR

WbZEX 7TV NARER TR, REYA2»BAT L7 a0/ VERPBRICEES L
B EBHIAR TS Y, Wilson 5 1dh ¢ BASBIEL T A28 FDERBIZIED 5w
IEERELTVLINY, P BADERCLARISHEEODER L DL THRARTE V. 4 LER
DL BAQBEZ L > TERBESORMEMCENET A0 BREEETHIR W It LR
D, RIGHEE RN BT TAREE 2 5, 2O R 20T Wilson & DFELEME sz Ik

5r 10
30, O-O0-g O—0-0—__ :.E "
Op, <, o, . oA
2 w 0-:\0\0 N g i 810520
1k o\\ \0 \ ~ 201 3 4
\ \ B10423 % .
os] 1 % . . —60min—
=% 03 r\Q(m @ o S|s
2B 021 \ o 1.0
s % 810424 \
e Q3 . \ \ N t g
T oosp L % 0 oo og
S 0.03 \ Reaction tj
E .02k c\ - ol ime
2 R A B T 5 232 CsHe (3ppm) - NO (1.5 ppm) -85 £
Irradiation Time () %%% B C‘j % 03 E!ﬁﬁg@ﬁ{ﬁ
i
231 CsHe(3ppm)-NO (1.5 ppm) -5z %% 810424 © 2 < i A H b 810423,
BT HREH LB E D (CH) & 810520 1 1 AR L,

Lt 50 A OEH
b= 039min, (A) MCIZAED,
(B) (C) < HARL,




TF YA F v -l kB TR R OB{CARICE T 2 5k

2O T CGHy/NO/ERERRONENER IS T2 BADMR LR, 2.3112C,
He MEONBORBELT (A) 37 7 283 € B8, (B), (C)B7rveEbLRH
BTHD, 77 7OBEMRBHE CH BEENICHEI R TV S &5 L, SN EEE L+ £
. (A), (B), (C)AFALMETHZ 2 £b o CH, DHBREBEH, HADEEIZ L5701 T
ERbdrd, J2.3213 O DERBEEOFIFENTH 2, O BEAS L — 7 1T 2 IFHITRBEL
HICL o TEDLLIOTHA RS T T 20— 74N E 23 X5 s T LT 7y b
Lico COEDSHH B LI 0 ERHE & A LS00, BHIZ, NO» 5 N0, — NO
(NOz) ~OEafEic b 5 < m&m;%%ﬁtm:aﬁﬁﬂbaﬂtcMLmiﬁﬁﬁib it
BADRIGEE R { BAOEHEZ IR LI L, ERD AR TDORVBADY Y 7Y vy
(ZBPHELTHD I EHRRTE L,

51 B X ®
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OB kT - HEMERED - Il

3. FL742-NO,-SO,-ERE[RIZEITH
SO, DELEE

3.1 B

. KEMORE - RS 7 ok, REBE»SD LIRKEBc LS D E, SO, DEEC &
D2WHKERL D LD L9, RESHEETHLZ Lub T3, Ihei, U,
SO, BEELENTHAEE L 2D, —#iF, BRAKHPO7 vE27RL 7o/ Ahy EKIEL TH
Hah, MBEL7oYyACEGEBRIN TR eI NESFL, CORBEZ 7o/ LiE, KK
7/ AEROIECLET I EEARATHL I, £, BRENORERE ERLENRT
WHZER, HEOETFEISHITILE, ELARNOEERDL LR EREoR TV,
Lichio T, SO hohiB~OBLARS AL I L RBEETH L, FotbFERT v /I RER
i, SO ORLIn XD 2RI ERLMBE 70/ B L (BN 2 2 b8 WEsNT
LB REHICE T S S0 ORI, BE, RINVCTETLIL oMo TEY, E
KEFTRBOABHTORGP, KLz 7 oYV TORICHERTH S L OEFHLH
548, FNEFNOBEBOHEBEEOFHEIE L ChhoTwizn, Lkh-T, HxoEsERTo
SO: oEt (FEAER) 2FEBRNICH? Z g B rE2 503, FFRTR, BRAKTTD
SO, DEEEAR~D L EENE L, HRAASBELLBERTCERET>2,

3.1 REFCBITS S0.0E{E:AR

1) S —RAE : -
a) HO+S0,— HO80,— - — H,80,— 17 1o /in
(HO., CHi0,, CH;CO0, HiIEETH W)
b) O;+olefin — RCHO,+ 454
RCHO.,+50, — RCHO+80,
SO;+H, 0 —H,80, — =7 o/
2) AP TORG
a) 0y, 0z H,0,
b) B A Tk L ehEEEE (L (V, Mn, Fe, Co, etc.)
3) BEHHERETORRE
a) soot ¥F
b) HELY

WX, BRAKAPToON—-SHEbE, £ JOEETAMEOERE LT A A (HO,, CH, 00,
CH:CO00 %) *OH ¥#H 12y, SO, D _AFHRSC LD ETT3 L3N TniY, L
L, BEOHRCEID IS YA B0 5B 0H & SO, ORECH~, s P A LFEE




I7OVNF e =k AL RO TARCET 2P

SO, ORMIZFRGICENI EathhoTE 5% Davis 6 ¥ i3, BAEBR TV - gk
JuskiEic s b OH 29 2 BEAERIEL LR, MBS 70/ 04, OH &£ SO,
LORIGIC L DIEITE S £ ERL T 3, &, Luria 504, PV —LERE w7 F v =
CEAL THEEER ST, BREEL T 0V A OERE S OH & SO: & ORIGCERMICEET
ELEREL TR, —H, TV A v 74 YOBEGTERT 5 HRE (Criegee PEHE) &
SO: EDRIEHFE N Z L FIO R TnA" ', Friedlander %' if, l-heptene, 1-hexene % &
bARBE L THGWEAE Y 7 F v N —FBROERL 5, SO: DB L > TERT 2H L7
OV AGERE, WFCHEEL 7 oV AQOERRER, £V - V7 4 Y RITCEHIIZERDT S 2
LEHRELTWEN, OH S V2B E0BEFS L TwiddrohTuxn, 72, Miller
S, BRARKREOZ SRS RIKEERO A TESEFY TRILAE-NO, -50: RO X
BEBYHEG 7T, (SO20o = 0.03~07ppm TRAER T 7 2V AED (SO WHLTIRTH 2
2k, OH ¥ SO O RIEI £ D SO, DEALD S0% L MHHTEL LI L E2|EL T2,
Calvert 5312, FV v-F v 7 4 YRIETERKT 2 Criegee PHENEREDPTRIZLALCEE
JEAB L RO EEE L TR, BEOA Y VA v 7 4 YRIGOWERPID ARETEsy
£ 2l—% 3 v Tl Criegee HEHAD RS Z5E0 TWL 23, Lidio T, HHRKESRTO SO,
DEALE I v T, OH 3 7 1 & Criegee itk & (O MINGEEE £ B3 ¥ 5 HEMS 3
HbOERbNA, KR TRERATH TOEHMUEN L CHORTHD Fa ey & Rk
FrELTEY, CHe-NO. -S0, O CHEEERE ST 72, _

KETEEL, F ¥ N —ORMEFBET o R, IEETER VLSS, EREET T 02
IIF 3 L GAHD SO BEAEA L, #i2, NOx 2L THMEO O Hka €2 L SO @RS
BN 2 2 eatbipofe, 2O ERRICHERR T SO, OFHEMRBRRESE S L 2RHB
LTHED, Linb ZOEENRKELOT, BIELFERIGK £ 5 SO0, DELEE% SO. DBERD »
SHETER VI EMbivaT, —F, IBLAWZE (HO)< lppm) #HVEES, 20
£ 8 ETO SO QBERENRR I 6w I L lbdr oD T, EFFETIIEREREZH T
EEE1To 72,

3.2 £ B .
EAEREMCHES N TOUARAERIN QL7 oy vF v v — 2 FIEERE LTER
Lice Fv > -0 E 208z 20T, [1.27THRE L7, Ribk®R, SEBLY, BT
RHEZEOTH R U E82E (H:0) < 1ppm, [THC) < 0.1 ppm C, [NOx) < 2 ppb,
(CN]) < 0.lem™) 2HZCHRELF+ -1, SAEBICL 3 EE03 s HLEZRLT
820 Torr § TEAL 72, WIZ, FIEHO C:He, NO. (F = LTNO), SO #HMLT7 7T
MmLEAL, BERE—CULEE, 77280 L TXHERESRHELA, Fyi-HOERE
RS L DA LR L, 6 ERIORBSIC & D 3°CE TORBNTED & i1, C:Ha8E ] FID ff



MOTEE - KETEZ  HEEAD - L D

EHA7uv 57 (Porapak Q,135°C) ic & D HIE L 720 NOs Oy i21EZEFENEH:D NO, 2,
Os FHT & D, &7z, SO WG RIKER LB S RAHT E SO HIE LV T2y — L1z,
WEDUEER, Ho» U NO ORSEEEEH (b)) 2V —F—vial—5—03% 2 7BH
o LB AF LD HEL TB &, ED 7 > 7ERETHEEL 72,

13 HRrE%

(1) HERELHEEN BT 2 SO, OfEL

CsHs (1 ppm), NO(0.2ppm), SO:(0.1ppm), FEETHIEHE £ = 0.27Tmin ' TEES{T-7
BEOTERTBEORIFAE(LZE 3. LicnL, BEERE oLy oRdb L L 8i2, 27
NO #5841 NO: (NO«-NO E %R) CEah, 2EMBTNOHE—2ELTVLS, Os

E .
A R
- NO 'l%‘ ~ E
& p .. Jo.s &
) ., B
@ 0.15 [- ",\ "eea, NOy
-8, N ™
B A CaHg e TN =
M 50, ’\1 ey 106 @
& 0.10 FT0-o0-0g. 0000 u—o—o—g—o-o——o-o-o—o° n
= -
- Jo.4 =
"
a
= Nox—NOI‘ \ f‘y\% O
“
“ |
v 0.05 uf““—n——uau_n_‘, Jo.2 ©
) u
g ..»’ e, g
& o 1o \ ad ! ) i~o-o g ©
0 1 2 3 4 5

Irradiaticn Time (h)

31 CiHe(1.0ppm)-NO (0.2 ppm) - SO (0.1 ppm) -ERELK RO XEHKE
IS D SAHE B AL )
k= 0.27 min™',

DAERKE 80 HEE» 6T o, NO.OE— 27 28 3 £ ABICHNL T SBRSETE—2 0
ED0.5ppm iEL TWH I Wb s, ZO, 7oL 80 4ppm BEL TW b, —H,
SO: A BHFHRE 60 572 TRIFEAERIE T, 7V OEREE LB SHEE D 4BRIT
BEDSORLIEVEBEIN TR I L Mbnd, T0LI% 0 DERICHS SO, DEEL B
DT =2, ERDAEy 7 F + A —FBRORBR L —F L T3, 0RO SO, RS
CHeD A REDORIFEM 2 E 3.2 1 Lize SO OMEEEIL SO HD /1 XD i L
e DnTw»H48, BEREE 1R S BEF MU TRAMRN 60%h™ 2L 72, g2 1o
BLTwB, =7, CHe 128 WIEHAEE T RICEIBE S, o MK 5N 255, TORskE
B 1EEs S8, 2~4 BHoME—EBOBE 2R L TWVwa,

—fc, BRAKRSOA V7 4 RIkFER, FORTANOH 7 A ARU0: EORIEGIC
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Irradiation Time ()}

32 CiHe {(4.0ppm) -NO (0.2 ppm) - SO: (0] ppm) - BEREEZ O LB
M5 SOz B CiHe @*Eﬁﬁﬂiﬁﬁﬂ)ﬁ—*ff‘aﬁgfh
Ry = 0.27 min™%,

Lo THEET A I AT TWLE™, Lirsio>T OH, O & @ RICHEEHH L+ hiie
DA V7 4 rEROES, X G.D 2FAGT, Froys v0lEEE O BEOEBRELD
ElfEL 5, THHo OHEBE (OH) 2EETSL a8 TES,

_ d[(CsH,)

di = kon [CSHG] [OHI + kos [ 03] [CaHa] (3. l)

F3.30R 3.1 0BSAEHWTREY o4 (OH) OEBELER L, 27T, kon, ko Off
i3, Atkinson 5 DE™ (4. 04+ 0.40) X 10* ppm ' min™' (=(2.51£0.25) X107 em® molec™ s71),

Japar & O{E* 0.0209 ppm ™' min~! (= (1.30%0.01) 1077 ecm®*molec™' s} # F#hFh{#EHE
Lz, B (D) 7atf L »OQEEE S A4V L 2H%E2E L3 0w, OHDES 5T
LD ThHB, Thms [OH) 2EHE L, NO, & LT NO 2#HA LSS, (OH) kHEa
RETHEIL, NOBNO, KB ans L —~EOEEFRT 2 M RES R TL 32 HRe L D,

x10”7)
7

(x10~7)

s

of 5.0
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/. 4.0

1—/“” {1.0
o
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1]
(ppn}

s
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t
_L [oH1dt (ppm-h)
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d
Eg
§
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-
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OH radical concentration

4 I 1

Irradiation Time (h)

33 OH ERERRE o RMZ (L
(@ [OH),; bEMFLTHLNL, :
(b) CoHs DRSS 0,12 & 2 M B L F/L TRO A (OH) ORI,



RO RERE - NERAR - EL 5

(OH) QFEFWEERT, 2~5 BRI TIKIZ—E DM 1.6 X107 ppm (4.4 X 10° molec em™) %% L
f2o BRI S1E, S0 # 3 F 72\ CaHe-NOx i 5T, [CaHelo/[(NOx)s > 2~3 T2 [OH )uax
DMEDEHE £ £ (NOL ) DAIIKTET 2 T 2 BB, (OH)mx 2HE T2 EHRERT L
Twd, COREHWTHE s i, £ =027min™', (NOy)o = 0.2 ppm DBEIT, 45+
LI)X 10 molecem ™ &40, JZTHELIEE SC—BERETHLS,

—77, SO: DRI DT, #E, WEERICOEERFEERTH 2 MEOBREL T ¥4 4 (HO,,
CH,00, CH:C(0) 00 %) 2 OH 3 ¥ AN EDEIEHBEETH 2 L bl T a4, BAOH
Fick D, OH & SO 8 ORIBICHE~RTHO T P20 SO, LORIGHEEZIZZ M8V T &
HhhoTERLSY, LizhoT ‘

_ d(80.] _ k3 [SO:) [OH) + £w {SO2) + res [SO.2)

d/ {(3.2)

ZIT, ki OH & SO, KEET R H T2 AT RIGEEES, kil SO 0F v ot
EADHBEES SO oL LR ERE L TEM L LETH 5, KR TERKFE L LTS
EL a2 BALTWADT, resl 34V 7061 s EORIBTERT 5 Criegee TEAD S
SRV, 2OMOESEOFSEEEATHS, RN (3.2) »5

In i[Sé%zzl]a _ kgazf (OH)df + &w f + Res

ZZW, Res= ./: res d¢

B3 ELEE, oL roEkEE, e BB o [OH #AvT 7oy P LEREE
3.4 m LT, k3% i Calvert & O#EE{HEY1.1 X 1072 em® molec™ 57! ( = 1600 ppm™! min™!) #
AL, kw27 v S —OFMEBRTRO o O HETILB T 2 SO, DREAOKETH LA
Vatze SO. DMK I EAIBHEAR 1.5 BMs SSEH T 245, OH OFSHAS <, BEAD

{3.3)

1.2 1.2
- ] ta) o T .
JyL 1'0_. oo??fal - 10f
2 e 084 gt 2 ) 2
83 1 ' £ o
sy 06—~ 29 5 0.8 Z
25 04- R z é
"5’2 ' Q - CiHg
.;-9.48 0.2-: o () = 0.6} s
‘é O?—OooooﬂnnnuoooonoOOooﬁ(g} 5:75 ./’
-0 T 1 T T T 0.4
© o 1 2 3 4 5 6 S . /
Irradiation Time (h) ==a | //
) e v
34 SO, DWHEHICHT 5 OH - 588 . —— ,
?x%}@%g 0.1 OP.E 6.5 0.2 0.5
(A B In((50:)/(50:]) ko, | “folefin} [05)dt (ppm)

B OH OFE B /L [OH) df A
4

) BETEOFS b !
O AnsB), OFELGIHLIERS

35 3 (33) WwBIIDERes 24V -
A L7y RIGE Y OEFR



yaS et e =il L S TR OBARIE T SR

L RRET, (D) 2eEn 0% e Td, BI3.5EH ( IB3 5 Res 24 Y
Y-FUE VYRR LT Ty P LD TH D, itk OH @%’—-}%%qumﬁb%lw
RIETHD, EEOA Y -7 ol r RSB LIZFRSEBRSERMEERS LTS, IO
CER AV YA LT 4 YRIBTERT AEME SO #EAS B THAI L EMIRELTY
2,50, DEMEIC B B4 V-4 L 7 4 YRIGOEEMIZ DTk, Cox 5%, McNelis 5'°
Friedlander 5" kK k- T+ T N Tw 54, —F, OH 770k SO, ORICHRET
BEEEHSATED, IhSORIEHM S0, DK, ZAFPhEOBEFSL T 02R
Borr@El o NI T an Tty BEed V-4 v 7 4 Y RIEOWEOCER, K5 (3.4)
THEKL IR O PREIZ RS G.6) TFO—HsRELL, KEHOK, FATFEF,
SOs NOLZr “HFHKRETA I L, PPV yii vy 4 e LEE, RIG(3.6)T
AR BEE(L S Rt Criegee PHEIE (1, 1) OARESKGETTE, HEaNL7OCY
VOB WBRTHAEI b TERTT, COERFITHE, (CHeo = 1ppm, (NO), =
M THEOT, AV ERNEREEMELE 2T a, Z20OLHEL Y vr-F L7 40 YRIEK X
DL O AERPHERTDEI A3 hobhd,
CH.,00* + CH;CHO

CH:CH =CH: + O3 — (3.4)
CH,CHOO" + CH:0O

CH.00O*
— decomposition products {3.9)
CH;CHOO"*
CH.00* CH.00 (I
— + M (3.6)
CH 3CHOO* CH;CHOO (I1)
CH.00 CH.O
S0; — + SO (3.7
CHsCHOO CH,CHO
CH,00 - ,
+ aldehydes — secondary ozonides (3.8)
CH.CHOQO
CH.Q0O HCOOH
CH3CHOO CH:COOH
CH.00 CH-O
NO;— + NOxs1 (3.10)
CHsCHOO CH.CHO
S0O; + H,0— H:50,— + — aerosol : (3.11)

IITRREFERVEREAAEEL W R Y, FELFRRISTH 2 RG (3.9) 5% &
naZedn, KIEG.NDIKES S0, toRIESEREEMT, TOBR, SO. OELEE
FobnTwSE0.5%h™ ~5%h™ &) S D RE&<hokbDrFE L5, ERRETH,



ROIE - KTEILE - SRR - WL A

BJG (3.9) 12 & T Criegee PRIKDOREHFHE LI 2™ 2 BHI6 TR LD T,
Criegee WA & 2 SO, DBILEE IR LD EFHaNS,

(2) fE2Z®D (NOxl, [CiHs)o @b & TD S0, OF{LEE

SO: DIEREE XK 3.2 R L&D, Os DER I » TZ OERAMSERIA 2 Wi, T DK
KIEZToLEBOIE LA S TRTOBGRRE 070 T, (CiHeo (NOxl, [SO2)e, & {HD *
NEFREHLTIDESNED L SR IEKER LTI AL I E3EETHS, H3.200»e
bb»a Lo, SO, DHEEEE R SO o /1 XDioiifs2830b D, EllanfE7—
FEDHDPS IEEER CHAHESRE 5%, £ 2 TE SN SO, IBEORIBE L2 HEE
THBLT, /4 K 5BEARL IS (55 5 CPREAEEF, thebric R =
(_[T%E%g—;] ) ) BEE L7z, 295, (SO = 0.1 ppm, £ = 0.27 min™' iEE L, F4 O [CsHeo,
(NO)o i T % Rpax OIFEH 2T~ (NOLe # 0.1~1.0 ppm ZEFE L T, (CsHs) 3E 2
FoIFED Romax 28 3.6 1R T, (NO) = 0.2 ppm Tid, [CaHelo 0L 1IRICIEWREE ST LT
Wz, (NOJ = 1L0ppm T, Bl 1L DEROEERETFEL T2, WTROBES S,
(CaHelo 2B WE ¥ SO, DR LSERE W C Exth, s, K 3.7, [CiHeh # 0.2 ppm—~2 ppm
WREIELTINO) #E A B 0HKTEME %79, [CaHe)o = 0.4 ppm Tid -1.1%, (CsHelo =2
ppm DHBE, 04T TH -7, LI s, (NOL BEWEY SO. ORMLiz#v: 2 L &hr s,
B 3.8 4 [CsHelo / INOJEL( = ¥ ) %2 1~5 KBEIE L TEBEET-72HBED ([CHeo o H T 3
Rrax DRGENEE T T, SO OREER » WHKEL TBD, r8RKEVEEHY, 26D

=
[=4
=4

)max
[=)1
L]
13
- o o
[=] (=3 [}
T
)
aD
\ N\
®

[} g
e 10F (a)/ () () d A/A
Sl
ars IS W0 L7 e
Sle 20 / 9//./.
=2 ,A/u ST T SRS -
~ <SS S S ¢ 0.4 0.8 1.2 L6 2.0
! Q 0.4 0.8 1.2 1.6 2.0 [CaHglg (ppm!
[C3llg]° (pom)

36 C3He-NO-50,(0.1 DDm) -ER RIS 3.7 C3H:-NO-50;: (9.1 po) ~FAMRIER,

FITB T3 (d[S0:)/(50:) dt max Fiz BT B —(dS0.)/[SO2) dt max
= (CaHeo & DEBIR © L [NOL X D%

b =027 min ' (2} (NOJ = 0.2, (b) By = 0.27 min "%,

[NO]D = (.4, (c} [NO]O =1.0 ppin (a) [CSHB]U =0.2

(b) [CaHa]n =04
(¢) [(CsHs)o = 2.0 ppm
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38 C3He-NO-50, (0.1 ppm) - R & 39 CsHs-NO-S0:(0.1 ppm)-H2RZE K F

Rz B 2 —{(d[SO.)/(S0) A dmax BB —(d(S0:)/(S02)df Jmax @
& [C3Hﬁ]0 F Oz BEw v

k1= 0.27min "', [CsHele/ (INO) % —7F ky = 0.27 min 7Y,

i L7siBe, . * Oy ERERD B oT,

(a) [C:;Hs]o,’r[NO]o =5
(b) (CsHslo/ [NOJo = 2
(c) [CaHs]u/ [NO]O =

BRED LT, Ruo O (CaHide (NOJo 28t L TSBBEICR LY b OEE 3.9 10F T

(NOJ it LT, [CoHe)o EIBAE L 22 75 7OEMNTY, Rux BAEW I Edlbnd, r <2
Tk, FRAMNEREHLE T AR 2 5 TE D, £0ERNE L, (CiHso, (NO DH]
BB L o7 r KOBMIELTVE, —H, r > 200hBB 417 4 VBRI T, Rua i
(CsHe)o DHIMICHE - TRBI A E L A2 T 2, F3.6~3.8DF —F % & LK, Ruax & » 5t
LTVU/FLTb@%ISNLTLtoI¢®&¥@[ Helo & ppm B THL LD TH
Bor AAEVIEY DRISEERIEAE <, 7 > 2 Tl (Cille) 1€ 685 L T BEAEA L T 5
LEMhL, £y T SKTERE LKL DBy, Miller'® i, BRAGKEEELT, AL
74 rEFUEZORIKERRESLLATER (IHE) OXBEHEREIT, SO, OMLMAE
DEAMS (FEA L RIEKE) / (NOJ DL (7)) DA CHEFE T L2 MEL T3, L
L, RBROBED S, FL 7 DB AEHOLIBE, 627 v RIKRCED 5417 4 vB{L
KEOHEHH WL SO DHEHEAEL R B Zenbhrd, 20L& 5 hEE2% ({CHeon

(NO: @FHTFT, OHE AV -4 17 4 VRIEHZFRFNEOBEEETH A0 ERARL 2
W, Rmx % ZOBFOA V-7 17 4 v RUIGDHE (kos [0s) [CsHe)) WNLT7FOy PLA LD
2R 3. 1L Rd o Blicid, (NOyJo = 0.2 ppm, (SO:)y = 0.1 ppm THT 5 2 READKER 2 T TR
Ulco ZOEMS, SO DIMKBEEORAMEE, 2V vrd L7 4 VRICOFEBECHLIEZ1RT
HHIEDbeL, REMCECDENE L, Jhid, BREOEIZOH 322 1r0F50883h
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r_[riﬁjo A (ppm pm)

3.10 CaHs-NO-5S0, (0.1 ppm) A )
Fim BT 23 —(d(S0:)/ (SO2)Af dmax
kv = (CsHsl/ (NOJo = DPAfR
bt (C:He)o (ppmle

TWaiHThdEELIONS, SO DHEEXEED 3 bhitk, OH I ¥hMic kb5, &
NUADEE L3 B0,

[S0,}dt
8

e

5 8
\\-\\

B

(LGS ST ew
EERTE ‘

(:ﬁgﬁi)“;k£ﬂ0HMaL] (3.13)
2o

(R ~(mom).,
LLT, OH 3 YA voBE3ETE 3,
LiztoT, '

(%%%)Zii:(—}sf)—[z?%)m“—( 3 (0H)) (3.15)

FLT,0H 7V AADAOESEREC LD SO DHARE2HETE L, JThicETwT, Yoy
FLE DA 312 THS, BIZESEES BOERBENEO TV, Lizd 2T, GHe —
NOx - S0, ZTH, AV vA 17 4 VRIGTERT 2 Criegee HKIZ & % SO DELHER
THD o LAMTBEANS, £, B3 K3 ZOKBIED, AV VAL T 4 Y RIES
Hr 22T, OH DFES0EER/NE L, #icd V-4 v 7 4 YEIEAE W E 25T OH
OFEWRKEOI LDbrD,



T e ey =R LSRR EORIDARIN T 2R

4 loof
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I - o100 F
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- £ 80
i eof
] - 60 | .
é“'? aor 0 o.‘oo
nle r a0 | O
SlE 2ok &_‘é /
X oa 20 e
L 0’ L 1 L L Ja S% )-D
. 0 0.1 0.2 0.3 0.4 0.5 0.6 E ool
O] _ dis63] ~
kgy103k[C3Hg) at _[m)mfx , 0 0.1 02 0.3_3.{450 (1)‘5 0.6
(o h™) (ko105 1C3Mg) ) it {85,788 nax

{pom-h™")

E 3.11 CsHe-NO. (0.2 ppm }-S0O(0.1 ppm)
HRTEE R BT A —(d(50.)/ 312 CaHe-NO, (0.2 ppm)}-S0:(0.1 ppm)

(SOJdt Jmax & £ A K IE T 5 L EWRERFCET DI S0
koa[O:s][CaHe] EODEQ’[% [802] dl‘)ﬁiﬁ( E kOg[O3}[C3H6]( -
O :NO: &L T NO' &R (d[SO2)/ (SO2) A1 s 12 XTWE T 2 f)
® :NO, X LT NO. %/ ' = o

®: NO: LT NO, ¥#H
o L [NOg) / [NOJ =1

CiHe - NO R T O, £F0HIR 1, OH %l lHiE L T2 MRS YA VEIETH S I k034
ShTwad, Livl, 22 TCHs: NOORREBFECET TR,

OH + CH,CH = CH:z + 2NO — 2NO; + products + OH (3.16)

THRANBBIZ 1 20ORETHD £ s, NO OB TER L NO; »5 O, nERM 2
TWLHDEEZLNTVS,

hy

NOZTNO+O (3D

1

O0+0,+M—0O:+ M ' (3:18)

O3+NOTN02+OZ (3-19)
2

IS (3.17) ~(3.19) THER LT Oy i, REGO CHe bHGT 2, IT, r <203EBTH
NO. MHLRBEEHaNG &, KL (3.17) 3180k ->T Os MR L TRIG (3.4) B 3
i, SO, DML HL TV v-F v 7 4 YEICOFSHE TS, 3.9 f%?%’ﬁaib?ﬁ.ﬁ%dﬂ
LETOREER o B LTRD 2ENELORD, (i YRIG(3.16) OB L -
T r REVIEE SO, ORMEEE AT S L Fah 2, (i) r —EOBE, CGH BED
REMEREIE (3.4) OBEEORAL S 725745, HEHC KITERORE LIS ¢ 5, Criegee

- 5l —




RORE KT - HEERE - L B

ik & B O K (3.8), (3.10) 2 (3.7) XL THFHTHH 10 W ERHBEDRM
B (3.7 2T AL @<, LicstoT (3.4) oMERMKL (3.8), (3.10) i X 54N,
RepfEfans e FRENDZ, —H, 7 > 208EERE (3.16) ORMMEFKLIDLZ (D
CaHs 03754 T 3 120 W RKIGD CsHe REDIINL T, 4V -4 1 7 1 Y RIGHIREICK Y,
SO, DB bEES CHs BEICHL 1 GFEESREF R T b0 EFEL NS,

(3) CsHes -NO, BAD SO: DIRIGHE

RAELAE NO,ROTHALERISC KIZT SO: ORIEIRIEZ >V T, BESA TV 3R
F—F i, SO DFEIMNCE 5T, NO—- NO, OFLHEENET LA ¥ v 5> b OREERE
PHETFT 2 &5 Wilson 5" &R, 75250 P OEROAMMHE SR 5 £ v S Rip-
perton S¥OWE L H 285, —F, ASOWRLEH SN AL 263 Miller'®, Altshuller®® @
BEbH-T, ARACESATORL, ERETHE SO SO, DENHEOERE £ £ »T
F3.210R L 7o [CsHelos (NOJo, HEEFEIEE (£) 2—F WX LT SO, DVHIBED# %L 2 ¢
PR AR E L EORRTH D, H 3131 (S0 T 2 (Oslnex DRTFMET L1z, B
ST (Osdnax (SO 0 & &%, —EQEETL, # O, KT5IL > T CHe-NO,: %
{[CsHelo/ INO2)o > 3} L THEZ 1TV A{EH* (Os)nax = (12.4 £ 1.5) « [Og)ps = 0.545 =
0.066 ppm OFHCFE N TV 2%, B3.14 1, (SO it 3 3 [OHlmex OEFHEERL 2o
T, (OHmex i, NO# NOs S AL NO, D36 — 7 {51232 L7285 (1) 55 [Oslmax 0 F

3.2 SOAMEEEHA VR OH ORRBARICRIZTEE
CsHe (1. 0ppm} -NO{0.2ppm) -SO,-EHHZELH, £ =0.27Tmin™"

- HINHRRE [NOx ~ NOJusx [0 e b—t fTloHldr [OH)w?
Na [CgHskA }NOlu ESO;]O time(t,)  Conc. time(tz) Cone.
{ppm ppm) ppm} {min) (ppm) {min) (ppm} (min) (ppm min) {ppm)
1 1.01 0.202 0 110 0.188 190 0.485 80 165X 107F 2061077
2 Lol 0.199 0,051 120 0.178 210 0.501 90 1.44%x10°" 1.60% 1077
3 1.02 0.199 0.101 95 0.174 165 0.469 70 112X 107 1.60> 1077
4 0.970 0.198 0.099 100 0.184 180 0.500 30 1.62%10°° 2.03x10°7
5 1.01 0.196 0.150 95 0.176 170 0.505 73 1.57x10°% 2.09%10°7
6 0987 0.197 0.197 1125 0.177 190 0.521 77.5 1.50% 1073 19421077
7 0.999 0.199 0.384 110 0.179 185 0.504 15 1.62x107% 216x1077
8 0.963 0.200 0.756 127.5 0.180 200 0.494 72.5 1.41% 1078 1.95% 1077
9 207 0.397 0.199 90 0.363 130 - . 0.668 40 0.94x107° 2.35% 1077
10 201 0.396 0.103 95 0.367 140 0.670 45 0.95x107¢ 211x1077
- -
f, [oH]d¢
a) [OH]mux:T
NO:+ 03— NO;+ 0. (3.20)

* RIEARES EROERRRCNO, £EHEML, REHET S £, (17 ~ (3.19) BT B.20) ick o7 O 1257
BEICET 5. COREE (Ou)es &4 5, HIMLINO: GBS [NOL, & T4, . ‘
[Qa)os = ( ~ i bV & 4Bk [NO s M2k,
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o'g — —10
5& 08f g_ o
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H 04 @ LR 4. - 4
5 T o
& S 1t 3 E
= 0zl -2 _E
: z
I ‘ . L | | | o)
T R TR TR TRT 0 02 04 06 08 10
Concentration of S0; {ppm) [502]0 . (pprn)
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1% i :

CsH,s (1.0 ppm)-NO (0.2 ppm) -S0, C:He -850, HRERFH

-REEF (H0) < 1ppm) ki =0.27Tmin"~,

k1= 0.27min 7', O 1 {CsHe)o = 1.0 ppm, (NO) = 0.2

@®  NO. : LT NO: %A ppm

O NO: LT NO 2#H ® : (C:Hsho = 2.0 ppm, (NO) =104
ppm

BHSR () 2 TO (OH) DFEHEEERT 5, t 2251, ETORMNT(OR) ZIZEERLEL2
ZESBHSNTWEP BERT [OH)nex 6 (SO i & 5 FIEIF—FED#EARL, KTH iz
o TR sz FaEL - NO B TO (OHliaxDE( [INO)o = 0.2 ppm i L T), (OHJmex
= (1.67 £ 0.35) x 10" ppm ( = (4.50 £ 0.95) X 10® moleccm™") * EENTWBERT—HRLTH
. INOxh = 04ppm OEIZHL T Y, FHFTH 3, Lt > T, (OH)max 12, (SO2) < 0.8 ppm
T SO DHFEW LR VEDEEZ LI ENTES,

SO, & OH ORGGT, KIG (3.21) LTORIEE M horo Tukl, K (3.21) ~(3.27)
D& —EORIGERT, 7 VA AEHOELRIE Y % - T uhidf,

HO+ SO, +M —— HOSO; +M (3.21)
HOSO; + 0, —— HOS0:0; (3.22)
HOS0,0: +NO —— HOSO:0+NO, , (3.23)
HOS0,0+-NO+M —— HOSO,0NO+M (3.24)
HOS0:0+NO; +M —— HOSO,0NO; +M _ (3.25)
HOSO:ONO + H,0 —— HONO+ H,S0, (3.26)
HOSO,0NO: + H,0 —— HONO; +H,S0, (3.27)
HONO— ™ Ho+NO (3.28)

[RI5(3.26) 2B %, OH @FE&LAVLOT SO, DEMCE->7, (OH) EFT5 b0 FEs
N3, [OH) #EL %2 L FIE (3.16) OBEMRBL 220 TR KEOHEEEIMET T2 £ ¥
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ZS50BH, KRR E VT SO & CoHe DMK OWMEEE O a3,

_ d[CsHd)
( di ) _ kon (CsHGJ(OH] _ 40400 X1 _ o,
(._ d [SO:] ) k5% (SO:J (OH] ~ 1600 X 0.8

df . '

ThHoHIkird, OHIE SO0: X 06 CHek Fitid 2 FIEHEEIICKE {, Kt (3.16) DHEE
i SO, DI & > TEBNSBEEM 62T R0 0 LRT S Nb, SIS (3.16) O EMY
BFPAFe RETHED, ThSOESHC L > T (OH) 238N 2%, Lizsio T, KD 7T LT
EFEEE, COBREOSOBETRSO: KLsRub0EEZ sh, BHHDELR (S0 >
10 ppm DR THN S b O L HEFE LB, SO, i0 L2 OH EHOELOME L, RIG (3.21)
~(3.27) WBBEL T, Fff, Calvert & idigissill LIS (3.29) #BRL TV,

HOSO; +0: +H.0 —— HOSO.0H +HO: (3.29)

3.15 12, 80: O 1 IREEHZE O BRABED (SO.)e (8T 5 &M%, B 3.16 i~ SO: DIHAHE
BORAED (SO iod ¥ 2 KEEE2 A 2R T L, E3.16 T, (SO < 0.2ppm T
(_—da%c’—o—zl)max HREARENCHITINT 2 DL, [SO2)e ~ 0.4 ppm TiE—EfEICET 2 WA FL
Twd, 2D &, SO, #BLT 2 EMEORE I LIRERSH2 Z 2R B LT D, [CHs
BEUNOLB—EDS L TR (3.4) OV r-FL 74 YRIERS—ETHAH I LE2EL
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3.15 — (d [80:)/ (SO2] d/ hnax & SO- 316 — (d(SO:)/d!) mex & SO ¥ HF 12

PIRRE & OB FE = OB
C3He{1.0 ppm}-NO (0.2 ppm) -SO; CsH:s (1.0 ppm) — NO (0.2 ppm) —S0,
-ERESFR A =02Tmin RS F: k= 0.27Tmin",
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Miller'® %2, Friedlander &' ic k> TE 2 s h Tk 29 %, SO HEFENSO, nft LT
TROEFWAFE D E LS HERAFOBELZZEBCANTLLTLORTI LW I T

1%, Calvert %9 &, HEEBY I av—v 3> DERMS SO, OBEEEIMEE I oL T,
72280 i LR EsRWwE LaEBLTVw S,

(4) BEDERE AT A KENS

(CsHs)o = 1.0 ppm, [NOJ = 0.2 ppm, [SO:2)e = 0.1 ppm I FEIE L TS KK (&) 08T 2
Roex DIEGEEEFAI DD R 31T EHE T, Roax D, b T 2 ERER 1KLL D LE
0670193 o) RICHFITE I Eddbdot, 31812, Z0E BRAERT S (Os)nax DIE%

VEEIL 7Oy b L O Rt AP IR Lo THEANTWE VE BIRHE-THE D E
b,
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Light Intensity, ki {min=1.}

B 317 —(d[SO)/(S0:)dmax X E  E 318 O BARE LAEE (b)) L OBK

(k) & OBB% CsHe (1.0 ppm) -NO (0.2 ppm) -S5O

CsHe (1.0 ppm} -NO (0.2 ppm) -SO- (0.1 ppm) -82 8 % K[ F ([H:0) < 1
(0.1 ppm) -EEHRESZ ppm)

5 WiDhDA L7 4 RILKFRLEROEED SO, DR

W DOMELF VT 4 YERWTERRToRBERERIICRT, HBE, Av7ar
(1 ppm)-NO0.2 ppm) -850 (0.1 ppm}-£, = 0.27 min™' T{Thh iz, BWTFNRDA V7 4 VD
b, TVUPRERLTHS Run BPHEBRLL, BER, 8FE0RDIEAV 74 EOH, 05 &
ORIGHEEER L7 LT, SO 2B T 2N 2&EHE I}, C:Hi<13-CHe<1-CiHs <
CsHe < cis - CuHs < trans - CHy DIEE % - TV A, Roax 13kon &9 b ko, EOFEMN LT
ENDBLN, TONRTHD L RES 1T ko, LEE B2 A4 L7 4 N LT—U Al
ERETVWA0RHL, OH0HE52EFT RO G ~3ERETAL 74 YL BERREL R

Vo BEEZCGHe > CH > 1 -CHs DIHZ A > T2 80, EXELY L4V 7 4D 0H
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EEET Y e WDIECHe > CHez 1 -CHe ERS—HL TV 5, Erak

# ke, & BV %

T kiR, YV r-Fr 7 YRETER T 2EEFEC L - TAREHO SO: BB S L0
SHLRDA F — L 5HWLERFLTHD

FHRTORLDhOF VT 4 R Ao EERERY

#3.3 BT
:d[Soz]) _..dlsozl) SERE
( (8O0 fonse ( SOkt foes [0l [0 ]aae Em:’:ﬁt? (‘d{SOz] )““ ( —4{80,) )"“
FLT 4y 124541 3 OH (o) : (ppm™" min™") [S0;]A7 Jmax N [SO:ldF /max
max time © (% h™Y) ngs . M ©oom . % nt % h!)
(min) %) all o e :
CH, - 400 145 12.7 0692 18X 10T 1L26X10°  0.00305 12.7 18
CiH, 120 56 42 0.500 1931077 404X 10° 00209 536 23
1-C,H, 3 51 27 0.401 LSx 107 5.68X10' 00198 S04 1.3
gise 40 e 25 0400 25%107T BEAX 0T 0257 107 28
L
frans-2- 20 119 2.7 0.424% 2EX107 3% 0418 16 32
CH,
1,3-C,Hs 130 a6 25 0.548 LIXI07T ILDX10* 00135 44.9 12

a) B [Olefin]o=1.0ppm, [NOJo=0.20ppm, [SO,);=0.10ppm, %,=0.27min~}, HHE 29°C

h)
¢) el 29
d} ref. 30

OREDEABEH S N Ehot,

3.194, £ 3.4 CRRE Ty P EEFLV T 4 DO TT o TALRBREE R T HEODOMHE
B, B0 SO DRHERU OH DESHELIBATORT, MELTNTNOA SV -F 1
74/&?%%%9@@ﬁ%&&%@%&ﬁt%&? tm?%%@fZ(ﬂh%%mt%A

i, WIY y YA SE &91w% &Lﬁwrﬁﬁﬁmlﬁ?@éfb x%erTéi
TICE 4~5 HEET 39, TR TRIESET £ 572012, SO, HOBEBRAELTHA
DY BEC LD EEZ 5N D2 CHs DFEEO SO HOBREZEE T, HE ¥R, b

S A L Hiz GHOW /2 BB L 72 B, Niki 61540

i LA, frans - 2-CoHs VT &
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T
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=y 150) _
=5y
g S
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(1) OERFERANS &, CHs 4700 BREET CGH. » O RRE (1) DEREOHES
THHLSATHD, Niki 5OBEE S 21T 5 L, S0, #BbT 2 PHHA (1 R OEE
DEREE, CHe B 1-CHyc 20Tty GH. v 6D ZR0 2/3 127 3 & FAA X na, 7
= Ma'b?%amé{tﬁg i, C:H.@Z st L, 2-CHs Ti2 1/2, CiHe T 2/3 25T H D,
FHEE—HT 5, Lo, 1-CHs D18, CGH, tRBETHE I Lhs, FHRICELTWS,
1-CiHs 0 -4 v 7 4 RIETE C.HMRIET 5 2 L2521 T 0 2 28, Martinez 2 0
HEC L RUE, 1-CHy 405 CH, ~DINER 2~ 4%BE TS 1y ListsoT, CH, OFILT
3 SO:0BbieN T4 0L R 1-CH, PEEFERHHTERLOTSHRISKRTLEY
5, 272, 1,3-CHe QX329 v 7 4 vEBAOGEES, 0, EORISE & - TERT 2 CH.O
(F77o1rA42) b E700:; ERIELT SO ¥ 5 D L FE S 585, PREK () O 4ERE

CHz =CH—CHO+CH200'
CH:0+CH., =CH-CHOO*

CH.00*
——— decomposition (3.31)

CH. =CH-CHOO*

—_

CH, =CH—-CHOO (ill}

CH:00 (1)
M { (3.32)

@%ﬁmﬁ%nrw@%iﬂmm&w%%wtﬁﬁaﬁ%udsmwmm®ﬁﬁu#ofﬁ
& (3.7), (3.8) DHEEHEDL->TL 20T, SO: DEBETOEEW & -» THEERTS LEHA
HZEEZLNE,
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DRALFET T RS ILER

4.1 #

REHORTFIE, MTIRMEE L TEBHEE SN LIRKF &, SHERDE 188« (03

BB Z T TR TEL R 2R LD L, ERRETTR, BN & - TERT
Z2RBFHEETH S L an, RICERYOR T LOERIZE VTR, S0: 750 2R T
Beho TERNTORRIEE LS EELE5 22 2o Twb, —FH, KEDO 2 kT
DI BEE - WEET 7 oYL, SO HRBcBLs R TER L bOnKREIE L0 T3
Ewvbi, REOBKOBEFMECSSCLITELERME L AL ahTws, Thae0@El
d D, SO, »50 2K FEMERATANL L BHETH S,
C PR FAERCBRER, MTRETOTE—REY, EEtlzz7o/ vhtoRIELH 2
B, BT, ERARG TR, W-KERLIC L o TER L L RIEROTE S FAL 7 o v
LERAERLRAIN TR, 0L ol SER» o OMiEx 7 0 /L O FRIBRI,
SO: B SMEST~DOEBERICAERE L, £kl WEIFH 7 /e 2 BN sBEs S
ATwA, RXAPTHR, ZORFEROBRI, 90« 85 « 5 - iE - nEE 082
DLEOTHERCEELBIEZEL T A, Lo GRS NARETTDAT Yy 7 F 3+ /v —
ERIZLD, 2RETERBEOAL L TR C e KABROBBLEET 2 FTEET
Hh,

ATy T Fr =AW SO0, 060 2 IRNFEROWMREIHES S TSN TEL TR
i, EEEETHE (CNCO) 2RV THRIEAFE-NO. - SO ROFEBHEIE D WTHEL, SHk
SRR, AENRRELK TAERICRIE TR AR Uiz, £, FRTFERCRETHERFOR
BIZOWTHRE T T3, —7, 2K FORKERIZ, Whitby DT & B EFEANIES
frég (EAA) OB LD, 0.01~1 pm OBIBEOB TOESH LML I ENTEL L3510
BoT, ZOREIEHO MR > TELTY, McMurry &2 (3, kT EBAROEE LT\, 8
R LB SBRTHAS L 2REL, IOROREBESRIC DL THRRHER LT 7,
Miller' &, HHRA[EBEL AT v 7 F ¢ A —EB 2T, SHEO SO, OBLEE - B
ERBIZDOWTHREL TS, 72, Luria 53, i, 7 — A s 0 2 R TEROER
BT, BEERE N FERBBOEBRNEE LT Tw5, BEY &, HLORIEKEC S
WTBREREEAMEI L T b, Lo, Miller OBEXBGIE, SF 7o/ L kiZ+E
BRFOREIILALRHESLTES T, COBASETIY oV LERISE L, $1)
DHAEMRO -7 oV AHERT2DOMZEEA LY T,
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SOz 78 2 MR FADOEREZBE L7 & Dbt Roberts 519 1%, SO, 40 5B TR
BHADERINIZIZERNTH S LWL L T B, —7 Spicer &' M FERIE A FMH» S AL
72 S0, 0 SO%RREE L /1 T & B4R LTl 85, B S 5Tk A,

7O VERICRIIDEREERTO SO OB RICHER -, EEEE(([CiHe)s / (NOia
(SO:Jo, HEEMES) AT T SO OB LRIGEE T 2 FB i 2w TIRAHE (11-3) T
Nz, L7ehoT, I THERLEENEMES 7 2/ LT 2818, Fio, BXRFERsL
TOEP RGP TOER 7 o VO L, HBROMBARERRIEFTERL T a3 /L
HADEEICDWTHR~S, Fhasid, SO P OFEE~OEREBZ DV T HRITL 2,

42 £ B

B AEHERCEBE S TUANER AN Qo7 o/ vF v o R EE L, TH (11-3)
SRUBRMEICE D, EREETE (H0) < lppm, (CN) < 0.1cm™) TEBRAT- 7, HTFEHK
WE ([CN)) & w-7% / — % BERE - 7 2 EE TS (CNC) 2R TE=y — L1, &
72, 0.001~1 gm BTE O KT 12, BEARE S (EAA) BHER L TRIAKEIICAE 215 - 12, EAA
AEF T 2 sheath air DA, F v+ o N —WOREOES L —HT2 L5120, Kr_EHoE
R (BE-6CCLUT) 287, Bar: EAA AR, ERECIREL 7%, Twomey OH
ESPIC Lo THERLA L, KESMEEEL L, BRTETIFTHE, =70 LOREN 0.5
um BALEWC R U d 2 7O T, REELRORE MBI ER L 2 o7z, £z, SO & ST~
DEBFEERD S FIRG, 4. 10RmLt LI, A yErdy—2B0nT, 272k S0,
BHEL, A rE Yy —HORBESA A 7uv 757 (Dionex 10) 0L TEREL T,
A EXY vy —BAROC A A%, FPD 2T GEAET) THFLT. A v Er Yy —N
ORI 2 TR, &6k, EREMME (Dohrman Envirotech MCTS-30D) & & 0 &5 &
FOEEET>72,

4.3 BEReER

(1) SRR BRSO F

2 4.1 (@) BRI 70 SZEE 15 5 ko Bl (CN) IEE O RISEL AR L, EH8F0L0IZ,
®4.2i0, JOLEDOTAENTREOBRELLRL:, M4.1@7TE, CNZ 5590
, 100 2 THRKE (CNex) 1.53X10°em™ 2 iSE L1, U — 27 28X 3 & S8 L7288,
WARBERRAET L CS5EHT A X10em™ W 2 TR L~ BEESN LT T 2
HARDEOMWBREOR I, BE - 3 0 - BRL VLD s 3N2, Z 2 THER
E DRTRBEDN L pm FOMAIRTTH20T, (BREETE 5, BTORES, kit
hid,
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4.2 CsHs (L0ppm)-NO(0.2ppm)-SO - (0. 1ppm) -5 48 29 1.5 D SE BB AT i<
S SRR AR Lo BRI
ki=0.27min"",

FFO TR T 2 fERRLTwEEE L5050, 41D b5 L)
Wy, BRETULTEDEIC R, #00i, R 4.2 3+acEid, IoRcERHES
BTEZLZLENHLEEbRS, Ll, BAHEEZTELHREOAB SR TFROBLIE, 20
KREBAHHFMOBEC LTz s8N T0ILDEELLHNS,

4.3@)0, HEREHONESMOBKRELERT, B L b FoRMARESE T
A5, 2R, 0.2 um AETHREMELET 2, BIFHOBELE, T L T0.04 m HETELL
eme, ETBont K QERBELLOTER Z Ldibhd, LinL, b TiEd 34,

FIGD#HFETE 0.02 um IFOBESFERORB THAER L T i oo oh s, K 4.1(0D
FEEFIORFENMER 4.3 R L, COFITHREOEENE D D, DI kid, Lk
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o @ —E2
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fi | AR A * 160 min.-
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ke DAL
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(Royco #E81 LAS 226) # O TEIE LRI L 2 &, 0.75 um LRI FRIZEAYEEL
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L SO e REEHrER L7 e LT, BTLLBES—BLAwI b
mofﬁb,_mﬁiéﬁwﬁﬂﬁﬁﬁﬁéaﬁ4ﬁmmm&f SO, OYIHRE RIS & 5
Tkt (SO =04 ppm) =7 a0/ ADEREENKE Lo IBSORESR (RIEE
#) ORFRELREE 43R, ERERENS I ZIBESHETH S0, RO
MMz 23T 0.23 ym QR FHEEIML T, —UAHAEBEL T I Eabind, (S0 S 6
TRIA R B, BEK— LS E LT, Roberts &9 1, 1-hexene % 1-heptene 0 L 372 C
s BILEDRIEARIC NOyy SO: AT MERO AT v 7 F v »A—FEB AT, £RI7 0V
NEREA > 87 ¥ —THRE L THES 2T Lc & 23, 0.2 um fHhERE L+ 52108
DRF Lol J L RHE LTV, G HEOA v 74 » %8015 L 0.3 um M EOENRE
GREOEBBrL T oYL ERT A BRI TWLA Ko DERTIR C LA EDA V7 4
CEMELTVWALSHE,0.3um B EoT 7o S s ER L, ZHUS SO, SRR L A TR
LT, TIBSE RS 2 WA S B B, McMurry 52 i, CiHs -NO, -SO: -IIRZEZRRT
EHT 227 0 L OREME EAA THEL, 0.2 gm fHi % € — 2 & T2 —WWEO 5H &
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BLTW L AFRTE, SO 2FMLAVER EAA Tx7 o VARl shznlers, &
Br7 o/ nEl(ae e uwBScBond 0.3um D EOSANEEBEC LD TRL Ik
BHENTH D, L > TIONEFO LT Yk 6.24 ym BT OMNEBO X 7T o Vi ki
Fl-f#HROL7 e/ v ThdbDeEL b, o7 o/ VOERKRES V2O 2D ILBI M
i, TT7 OV ALDERKE - THET 255 0NEARTHL BN S,
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B (TDS), RETBE (TDV) OBBE{E R 12,

B DN

TDNP—E(TEETE)DMQL
_s(_ DS :

TDS =% (DlogDp ) DlogDs (4.3)
- DV

ThV =3 (—_DlogDp )DlogDp

BEZEDI O, B SO, BEORVEE b RUT, TDN OfEEZ{LiZ, CNC sz bD
E—HLED LIE-> T3, Z0—HOEHI, EAA L 3HEE TR 0.01 um AT ORF 2 #]
EXRRASEAESNTRE 2, $7:CNCIE, 0.01ym F OB/ M F 2 HEMICHE T E R WY
kLD ERBRE, =K, TDS, TDV id, L {B-REEEEEF LT, SO DEELHL
EZATTDV OBMEELRECI L6, FASKFACERFEEIIAELI b, 5,
TDS,TDV 6, 2B TEY —7HICEL £ 0BBICELTW 3,8, TDV 3E 4.4
R L7k 2 ICE R L & b BB U, 2 OBEEHRIZ0.15~0.25h  icEL Tw
B, TRAMETOF + N —AOWEEHSERESR0.12m T =030 BRETE 3
(FgSFRI - 2) 0T, XBET THE L 2EBEANTLHERETECHBEDOA TR
BHrakv, HREIEHL I 2B THL2OT, BFOFEHERLRAFCHI > THWArEIoR
3, BB CEAIEPEBLEEREOSA 7FL 7V — L0, U7 F L xr— A EOY T3
2Oy ITOVARDOTEERBRSE L I ENIEsATV S,
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DHETEETHBEE T/, MA5CRLEE S0, ERETOSATHE (Do) 3—F
BECEET 30T, Z0ME% (SOJ L 72y F Lzt ®FE 4.6 (@R T o Dpe 11, (SO
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(SO:)o = 0.1ppm BAE T, EIF—FEHED 14X100cm@ BETH S, (SO0 =1 ~2pim OB
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FEHE2HRWEEO LRETHD L EZ 5D, 4B, SO ML 2 WFEITE, CNCI LD
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1s03]1o (ppm)

0 0.2 0.4 0.6 0.8 1.0

[S02]19 (ppm)
4.6 {)TD Vimar & SO ¥IHAEE L O 4.7 SO, DA EE —(d[SO.)
i / dflmax & SO. FIHIEEE - OFAG

CaHs(1.0ppm)}-NO .(0.2ppm}-S0 2
-EERTEEFE, ki =027min™,

O INOsELTNOEEH

® I NO, & LT NO; #{#H

C3He(1.0ppm)-NO{0.2ppm)-50.
-ERTEER, £=027min",

BESALMEOL 7O VARA Y Y AV 7 4 YRIBERTITHE 2 E2 613, K4.60)3,
wrosmagorin( (L) Jeson Loy rLrvoTss, orn
EoDEMNELY, (SO & TIRIE—EQCHEAET L, K4.60121, TDV OEFEL
DEBONERAME (TDV max) % (SO L 72w LA bDERT, (802 < 0.2ppm T
TDV max 44 (SO € LTI 1R TH A28, (8020 > 05 ppm CREFT B Z - TS, 2D
i, B 4.7 SR L7 (_—C%[ISO—Z]) @ (SOl 1T BEFER L L E o T B, 2D ki,
ToEL DL A LT 4 LR REEROIES, SR T oV ARRBSO R LSETL Y
1R snwl 2 RiTHOTHE,

3) Forvvi, NO, D#HRECESE

(SO0 = 0.1 ppm, BHEDEEE (£ = 0.27 min ™) B0 (CsHelo / INOJ L (#) A& —EiZ L
TEEETT 572, [CNnax DIEF (CiHelo io LT 7o v L b DEEA.8@UCTR T, #r = 20D
BE, (CaHelo & & 642 [CN)max i IIT 2, L2 L 7 = 5 DIFE, [CNlmax 13 (CsHs)o < 0.5 ppm
Tk (CsHe)o iobt U IRIE 1 R THRNT 288, (CsHele > 1 ppm T, —EOH 1.4X10°%cm™ 123%
LTLED Cedbmotk, Z0LEE502 TDV nx Ok, 480050553 L5

(CaHalo KL TIZIZ 1 ROKENET L, SHED SO, OMARE L & WHBEFRL 72, (113
3.6 1)

SO: OB LIc k- THEBT 2 EFEz TV AgIE 20T, SO, OEEEREICHT 2R K
WEABEZREOHTERETH A LIRET 2, 405 OH £50; DEESE T S0: Bt ah, £
B 2 gHEEDER o T o b T 5 EE 2, £ OH DHOENEE SO, tORIGICE->TH
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18- T #
6l , @ E 100} (@ ~
- T g E a0k
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T ok g . 60}
i (b) ’ M
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[CaHs]o {ppm) 04 08 12 16 20

[CaHel,  (ppm)

48 QRIEERAREBEOERAHE 48 (b)TD Vyax & CoHe #THAEE &
[CN)mex 2 CsHFIHBEE - D D
E3fEA CsHs ~NO-S0: (0.1ppm)- S5
C:H-NO-SO: (0.1ppm)-EE &R F, A =027min"",
Fy £=0.27min™"! (a) : {CsHeho / (NO)y =5
{a) ! (CsHslo / [NOJo =5 {by : [CaHelo / (NOJ, =2

{b) T [CaHs)o / (NOJ, =2
ITFOUVARERTLEEZLD L, =70 LoERETDV TR,
TDV = TDVO + TDYV Res (4.5)

AT T80 ETHEEING, 227, Res iz OH LMD ENEOFS 2R, —7FH, SO ¥
LTk, kw EEEAD S0 0 1 XKEFEEEY, res & OH LA @ SO, OmbHE & v hid,

— 4800 4 (OHISOL) + ku ($0,)+ res (302) (4.6)
Rk

~ ["a180.) = % [ (OHISO.)d/ + ke [ (SOLJat + Res (4.7)
ZZT, |

Res = [ res (S0:)dt (4.8)

ThhH, TDV OFEEL (E4.40) »6hds ki, HECERARZVRETEZ20T,
RO LE, ChesHENRBELLWEEDNRS TD Vo KWL TIT>TH S0 TD Vi
b ZEEHEIA foax & THIL,

TD Vmﬂx =TD Vn“?;{x + 7D Vn?:: {49)




IOV AT AL B R R BROE{LAR T 2

TD Vi o (= [ ™ d(S02) = b [ ™ [S0:)d0) (4.10)
OH#bpofft a7/ B L THE UHHIERNER TCE2 00 LEET DL,
TD Vo< k% [ ™ (OH)(SO:) dr (4.10)

LidiaT, TDVRSE #HETES, IN% fx KBTSV v-d L7 4 YREEICHLTT
2y b L7 DOEEASETERLT, &2 T RN OffIX, Calvert » DHERE™ (1.1 £ 0.3) X
107 2em® molec™' s™t #Fwt, AV -4V 7 4 YRIGE%® Xppm, TDVasE % Yem®cem™ &

T2 ErEO@E), GIEHLTFAFRRO S D LIS 2 E 2 ERARNE L L,
YV = (167 £ 49) X + (1.0 £ 16.7), {r =5, ZZEIL 3 o fEIZFHL) {(4.12)
Y =(80+£239)X — (26 £ 109), (r =2, BERI I cHIEY) (4.13)

(a): [CiHi)of [ND), =5 (@ NCa

'] al : 1 . . L 1
o1l 02 03 04 05 06 07
ko { ™ (04 (CiHA it (ppIm)

48 (E(TDVESETDVERRBICBIZAY AL 74 YRIERED
3N
SO, LT UVAERCBNT S, OH LIAOEREL LT, Y- F v 714 Y RIE»S
£% 1 % Criegee PR SEETCH LI LERL TS, BFRTH, KERLALZERVE
BESAELTVS, RIEW@.17) TERL SO0 0RATERF W DOTS0: 20 bDOLT A
VAALOTEEEEE DAV L O EBbI S, AV A L7 4 YRIGTIR, RIGRD 30%~40%%3,
CO+HO R Vit TA® ™ EZLNTED,

CH,;CHO+CH:00*
CH;CH=CH:— (4.14)
CH.O+CH;CHOO*
CH.00" N
—— decomposition products (H.0, CO ete) (4.15)
CH,CHOO*
CH.00 M (CHzoo (1) (4.16)
CH;CHOO® CH.CHOO (I1)
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CH.00 CH.O . S :
+50;, — +50; {4.17)
CH,CHOO CHsCHO
803 +H20+MA’9 H2504+M (4-18)
H.80, —— + —— Aerosol (4.19)

FFD AL ERAITIE, AV A 7 4 v EIGOEED IX 10 ppmminT BETES 2
Es, BE (4.18) OMEEFES Y LT Castleman 5V @A #tiE, 1 ppm BT @RGE
ETH S0 5 HoSO, ~DEE I F B S EES RS Al o/ v e 7 o 05 — Il
LIC i aiTo iR, B/ A o0 FRETHLZ Z b ote, B0, BRERTTITbLR
2SO HETOAVv-d v 7 4 YREIGOERTL, =7V nfbLz HSO, @ AR7 b st
WIEERTHE®M, Liztio T, AfET SO oSBT 227 a VLR THZ EE2 5
o,

45 mRL LI, ERE 7oV ORER - EHET 20T, 20 % (CHeo L T
Tay b LD R 4.8 @RI

R 0.04~0. 13 ym BEOH/NS L7 o S UsERT S 2 Eaibho i,

a (CiHe /[NO), =10
016 @ [CiHala/[NOJ =35
. n =2
A [GiHe)o / [NOYJ =71 e
& (CoHek £ (NDY, = 1/2
£ otz ¥ [CiHslo / [NOLJ = & 0—-
H . L/_'_‘f:.._
/";ﬁf
lg % o~
& oos //
- G a
,.g,//
-
0.04f *
I L L L L
v 04 0.8 12 16 2.0
[CsHa) o {pprr}

4.8 (SR IR (D) & Calls FIHERE - DB
£ = 0.27min~, [S0:) = 0.1ppm

4} SO: b SHEA~OIMEE DM

wiz, EAAMIESTTORIZERIZOWT, TDVaax &, TDViex B35S0, D ilsk & (
A(S0.)) rOBRERDLLLBOER A9 ITT, A[SOJHEICHL Tit, SO DE~ADEEY
BIEL-EEAV. CORIYROBERRASELN L,

TDViax = (1.8 2 0.2} + A [SQ2) — (185 + 16.9) (4.19)

BRI S L T D, IR o n b, —EOLPIBRIEEL T, S0:
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® 49 TDOVORABEE:ZFACET S S0, MWER - OBE

1ppb HD 18 um*em>* QI 70V AdERL TWA I Edbhot, EORE? L h
i, BRAE OESEX 303K TH 32 ppb kEtHE LA, HOMEIOTI 124 20 ppb T, Zhizhi
D &% O, SHOKHBEMEDC L DICEHRE- KO 2RAR TR, BB 1R
GEOBERAE > TV LD LTS N b,

SO, #0527 1V (i) ~DEME £IRT T 5 KB % (Collsle = 5ppm, (NOLJo = 1 ~3.8
ppm, [S0:)s = 1 ppm OBBERCIT o7z, REBOBRXEEH4.10 12, HEREER4L4. 1T FR
TLTz, MRS T = 2 — 5~ I3EMD SO 2 ERMICKRETEL L) CHEREEL T, &
S 1Im, AR dmm OF 5 AECHEK NaOH £#{TH 2840 TH L2, 7 7 LOEER,
SEHEEHT I 1 ISRIRETT - 7o, MERTE, 85 0.7ppm @D SO, 2 H LA A ZYH T = 2 —5"—
WAL, HOF A SO P Es I 2ER L, 1 yEr Yy —ilid, 0.1wt %-
H,O, KEHA AN THH0OT, THO SO, SERMWICHEE: LTHES LS, iR, 147
v 77 (ICNE-T S0V OEfZTo/, A Y EY I v —BREOHAET KT —Ny
STHEL, 727250 FPD SMRET TP L 248, Bt s hi -7 (5ppb-S BAT). &
DEHIT, APy —DERKT 7y 7 40y —RRDTT, 74057 - IlHEE N 501
DITHITo7205, SO FiFL AEBRE AR D o7z, LA oT, A v Er Y v —2EfT 3
ERBEEYRITVLDEHLONE, 8510, 4 Py ¥ v —ORNES, SREMIETH
LA 23, BEBEERSOY B —HL20921%), L7zdioT, EEWE, H0, KERIC
B Ee2: SO0 t LTRIHERZLDTHL I Lb o,

FA41DASH, 7o a—F—BABOA ¥ Y v —HRIEO SMfEE, TSETF=2—
F—2HEALRWEEDA Y Py y —NRIEOSTEE ThThET, LT, ASH,
RTFROECHETS SO #RT Ltk s, &/, TS & AS ORBSIECRKICTEFET
2SO BECHLELTED, IOBREABIORETHELL SO BEOEE L —HLT
Wh, BERY, TDVi #BE2 L 22T S0, — SO} ~DEHELRO TV LI, 8
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Tedlar |_4 Iql"D
Flucrescent g ;\g;{% -
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50 | Agmso],+802 I
[ File ffusion Purp
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eoated. ca. Im)

0.58/min.
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410 HENEHERBROSE

1.1 SRS BRI T B R R

= IC iz & % Wil 47 47" % @ so, BAME
N
" Bsor] Bodn  Tseas (sod (S0t also) %S
(pgm~*) {(ppb) (ppb) (ppb) (ppb) (pph) (;5)
1= ;1:_; 2282 6;? 548 957 526 431 16
2w f‘; 23?2 632 623 948 642 306 24
39 I‘; 3?“ Sf — 939 684 255 60
' {153

2) " CaHe(5.0ppm-NO{ 1 Oppm)-SQOa4 1. Oppm) ; 3.5 B EBHEHE

b) C:H{(5.0ppm)-NO(Z.5ppm)-S0(1.0ppm) : 3.5 BT BRE RS

) CsHs(5.0ppm)-NO(3.8ppm)-S0:(1.0ppm) ; 1.5 BEHEMRE R
HEEHE RS F v o —BEDREER YOCII B R

d) A ¥E¥ P -, 0.1%H0; A 15ml i ifEE 1C 1 THR

e) SO, lppby [AFIEEAE 4.28ppgm HIZH Y

N SHicB s RERE

g) [80:)ea{AS) = [S0:]ea{ TS) — [50:] 2{KIE L TEHE

Sl fEidEGaS, Rund T, MEMEERRCF » 2 —BROBE L 00°CI ML & &
OFEETHVEMENREL Bo T h, BHRT WHREED SO HTE= 7y — Uiz ERTR, AR
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BEThH2ZLhd, 272/ b L RBOSEE~DLES, Bl L TO S0, OA—RiEHH
LD EEEL T3S, £72, Roberts 5% i3, 77009 FBIDAT v 7/ F v v ii—T,
1-heptene-NOx -50, -Fm & DHAFEZ T oV VOEREE 2T, SO hs 7o/ vt
BT~ CEEEYRE L2, ff» S5 HEELA S0 0 VLU OFRESH L7 o/ L Hic ST
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ELTHBAFR= oy =y s (NOHSO.) #Ben 2 JeMRESN TR DT, KHET
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HTE LW EHEL TV, FABIMOER T, Davis 5V 1%, OH & S0: 2 O RIGTRES
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DR & 2 DREII .2 TR~ rz, ZBEFMEEIC LD THT2RE L INEREEE s, BT
WCHESR L2 F v v B AL, 820 Torr AL L7 (INO] < 2ppb, [THC] < 0.1 ppmC,
[CN] < 0.1em™), ZHCARFER® CHesy NO, SO 2HHIL 7 7 » T { i A L TE—ICRE
Liztg, 77 &b L TR Lz, GHe BERX FIDffE #2707 k&7 7 (Pora-
pak Q, 135°C) = L DHIE L 720 NOQux, Os i2(bEFRAED NOL S, 03w d b, SO:13, Rk
AREBERTSENBIONRED SO S LV EFNFREZY — LTz, BELEEES ALY
NO. DRSEEETS (k) poWRELR, i, ERI7 oV VOBRKEREE 7S/ — 1%
BHEF & 4 2 BUBHGEESS (CNQ) ok 0l E =y — L, RESFRBERNREITE
(EAA) I DBXMICHEL T, EAAR I AHETESR LI L2 b o A—5 —DEFMES
Twomey GHEP I &> CEEBILEL, MESHEMEEL 2. 25, EAA CRET 2cE
F7 % sheath air OKSRIE, F v+ N—NOLROVE KGR -T2 L5 (BAT+2
CLIR) BfiL7e, R 7 aV L ofigiR, 77 o7 4 0% — ((FRETFPOI, 47mmé,
K7 —Z0.3um)EHCTT ol MELLT ALY %, AV 2027 70EHT27
=4 v REREEIM], H3wREFASmIEAYT, 05MIEE 3 BHEL, B L2808
A FvE44yruv 757 (DIONEX10) 15D ERLT,
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T VERDEBRICRLL, ERL 7 IVANF v A —NTEOREERNSECEER L L
W&o THET A2 AT 5700, EAA ZAVTHERATE ST 227 o0V L EABORY %
T, HRAFS VT T, BEHT 2 70 ANERT 20T, BHTTONES BT
TEORTARTH D, HEHE O DEK EEFCEILLLOT, RISV TELER, kT
DBMATEZ 0. Lum MFOMINRERE L EEoTnd, ERI7 oV L O ERIT BRI
1 20 SRR & AR BRI N L BRI L Bl T 5 £ 51, Oy MG BEL TW 3 &

#51 EBHEHELBLBETARELT oV A OBEREY

#l 1R % G AL RSz HEHEE
[C3He]o (NOJ, [(80:1s RH
ol-%h !
(ppm) (ppm) ppm) (&) K™ (vol-%h™")
1.0 0.2 0.1 36 0.095~0.105 4.3
1.0 04 1.0 34 0.090~-0.095 5.5
1.0 0.4 0.2 50 0.060~0.065 4.1
1.0 04 1.0 50 0.08 3.2

a) RICESHAECNT 2 XBHEA VrERERBCEL, £V -4 L
T4 RECE OFEBNBC I 7oV rERT 20580207
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FENSELEXI0 T ppm & D AV, FOC— 7B W AHHETH D, BRETRO 14073
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CRY, TORERENOOER{IIE Aok D bt kB EE LN, EHEBOLRERIE, KT
(5.1, (5.2) B (5.3) HEZERT1E'Y,

NO + NO; N:Os (5.1)
N.Os + Hp( 1ELETOBENE0Us oy (5.2)
INO, + 1,0 PCLETOBENCOus 1\ L HNO, (5.3)
HONO — 2 HO + NO (5.4)
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CHaCHOO CH,COOH
CH.00 '
+ aldehydes —- secondary ozonides — products. (5.21)
CH,CHQO
CH.0O0 CH.O
Ox - + N0x+1 (522)
CHaCHOO CH;CHO
M

AT,
T bl Twa 2 L AHIS LT L 53840,

Mk % SO DBEIIEVCAETHY, ERESTAVCLBETOHRMEMERL T
L/Z‘P[_,, EPFE‘TMS I [

I (5.20) ~(5.22) &RL



BOWE- AETE - MERAE B N

LIRS Lo THEEL, BirEARGT T, KIG (5.20) BNEFEICEIALDICAZTO
EEEREG 6O L #2 6NT VR, BB, REOEFCE - TEE (6.21) ~(5.22) ©
HEHEL-TLA0T, M5.90 L2 2, ZhooREOF52ERLS 25HEE
D80 #EDERBI DWITITbHERETHS,

(4) KsrhE
REHOADBEFEET 2 KOG 5.23) IFECEGELTHD ™, &L S0, kES
RS TR D Ebhb, MEBERZICRIZTKIOHRIIEG (5.19) & (5.20) @
BRIILDEN8NDLDEHEZOND, —FH, ERT 70V VOB T 2 KFD%
iz, RIGG.) o7V EBO v ATRAZOTH A2 I, 5.2 RUFS5.312,
ROADBEERALBRETY, BRTHREORKM (ICN]nx 1, BREE (RH) p/haw
L& RH OIcEORE o0, B5. 10 RLAE 3 RH~30% TR ERZD, #h ik
DHKEHRH WU TICN max @A L7ze [Oslmax CEET 205HIX RH L 2888 &
ZHRD SN Z 0N [CN]nex WET 2 E TORMRERROBECHATELLE A>T
. E5. 1M WRELIE D, RTOEREER RH ICHL MRICAWEEEETT I b
720 [CNlmax i3 Qs OERFICHEL TV B 2 Lo, VIHEOR FERERIZ OH L SO, tOF
ETEERLIFBAFCLOEC2bDEE2505, ZICHS.3CAD, MFEROBERE
A ERET B, MFERRFVWELEAYEI > TRVOT, £RRLEFEERS FREMCE
[QLLTIFET2 b0 EE2 b5, JOWOHBOAETEE[S0:)on 2 5HFH 2 1 1072 ppb @
F—F—Thd, BHEOPET -5 L2 L EBOBTERRHEDELOH 1 BB,
PHRESATVLADT, CEERL T, WHEY O TAREE R, o FEREELRD S &

& 0 (50,7, : 0.2ppm 120" “1‘02} \‘[806)_
[ » = ¢ 502];’. ® O..Ippm 110 . a,
1.4 ;‘_‘
S fo £
- g '5
T‘E 2 10 :
g 65 8 < /_E
& 5r ;TE_ e.8 JZ.O E]_
S 4 ;é 2 o =0
3f )
i ? 0.4 -1 1.0
= 2r -
[} * 0.2 4
¢ i 7 T ; 7 o ! L L 1 1
0 10 20 30 40 50 o 20 e =
BH (%} RH (%]
B 5.00 48 (8 200 o Bkl [CN] mex & 5.11 ﬁ*ﬁ*ﬁf@ﬁ?}%gﬁ%ﬁﬂﬁﬁ@@ﬁ{ﬁ
&Uﬁﬁgfﬁ [CN]f &?I‘Hiﬂﬂ)ﬁc‘:@ (d [CN]/dt)max t*ﬁﬁ@ﬁk@ﬁ@
B R =




IT OV NF =il & A TR OB{SR I 2 A

(Hz0)  (ppm)
04 0.8 1.2 1.6 110
T T

=
T
o
L
[
&

l)mo
©
|
w
\
A
Ay
hY
J\a
A
\
1
N
i=]
]
Joee 1
max

;
= < s
S - P Sla
it o o, Zla
5= g ]
N L T e L
P
] ] 1 ] | ] o
Q 10 20 kl] 40
RH (%)

512 MERERGEE 2 5 &7z SO: BEBEE O BIRIE (d [SO2] eq / [SO:] At)nx K ¥
T O EAENRE - ORISR
IX10*min— BE = n b, 2 ZTHEAS AL [CN] OFIEE &4 — ¥ —ic—%+ 2, LoL,
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6.1

FAbFERA € v VREFCER, 2REROR FREZCHNT 2 2 en3MenTED, 20T
ERI BV TR SO, (S0, »# 6 ONEERETERY) NEELBHLRLLTRE EENT
Wi, Linl, ATy 7RO EERGEFECEMTHY, ZORGERMTHL =7 0L
DB THBE SN T, SO, 25 ARLIHTICE § 03 RERSTE, BILEEDT
WrwhHDE, BEESR- 60D B, FiE L LTIk SO, KR L TERSE - #KbL
fo b O, HRSH S TR LEBEOLAEIHE SN TvEY, BE L LT, BEg(H.S0.),
fREgAHE T & = 4 (NH,HSO,), Bl 7 > ®=w A4 ((NH,),50,) stk &EshTsY, R
HIRBER D 7 — AR SN MBSO Y A FLREBPE / A FVEEBLHSNT VWA,
KEHFTHE, PAFVALT 4 F (CHSCH,) %, AFNANLDZE > (CH,SHY % ¥ 08T
MBI » 2 ERT 2 A9 207 + > f (CH,SO,0H) DFFE & 16 A T 3 30, H,S0,,
NH,HSO,, (NH,),S0, " EBERZ TH D EHEZ 7 2 VL DRESRAEED I L 72—+ T
HBEIENEEINTNSY,

—F, REFD SO, oD 7oV IVERE Y 3 ab— T2 00RRNEERT, SRSt
fThhi Bl Thiv, £ -4 17 4 YRIEF TORBER S, THEREOSH it
BOERY, EREIVTOHRBATZE = oY =72 (NOHSO,) DRIEYSHEE SN THWI0H
THD, BRA[EREL LRy V7 Fr o N—ERB TR 7o/ ML TEREMSR
Bz oo,

i, MSATIEEL ORSICHEE LT B ORED Uk, BE - mET S HENThbARS
B, ATy FFrrA—FEBRTERT 7o A RBIESD RO pERAEER OIS
BELZ S ATOERRBL G AR TR EFLOFRUH E L0, RESIRERIET -
fio BRERASCDOWTH, 1.4 TH~EDOTIITRELLTESRSERERESHERICOV
TR RS,

6.2 ® B

FEREOLT IV ADASTMET S, BAEMRAOAm DI 7 oy LF v -
&ﬁ%tf?«wﬁ—wﬁ%&%m%ﬁoto%#ﬁﬁﬁ@%ﬁu,7nm£774»7-(@
EEL FP-03, 47mme¢, £7—F0.3um) icELLz7 o/ Lr s 4o~ 73 7(10)
7 = EME 5mliCEE 27, Dohrman DN-10 228 4MEt T -7, £/, Bl IC




I NF v =ik B T RHEH OB LB TE I MY B AR

WX BN o v, BB A OER LT o, RESHEOER I, 500°CTEME | 72 H 5k
#7407 — (Pallflex 2500 QAST, 17mm¢) SR, HERFIEHNEFEEOB D%
BT, 2RESWET (TCA) I L DiThbik, BEERC 7 vy —ZETIZB KL, BB
AN MBS NDIREDESARERIDO 7 4 V8 —~DQEFEE R LT, ZHAEHERD
HrBELEE, TOERRNTRWEICLZDE L, /2, £ 7o i 553 R%E
i, SRROMEEHE -, BELLT 08— LORBA A OER LT, HESEE
SFE (EAA) 2BV THERO L7 9V L O 2B (TDV) L #IE L 72,

6.3 & =% )

S GE T o ADEEES T A O mBER TER LT, HREGERG6.1C
ML, A7 4 VOB EBEAFARLZ DI C~C, OF v 7 4 v E2AVWE, &7, EE
R ESH(HO0)<1ppm) & M EL A LI%RH) TiTw, HEEEHEE L) It —FE@0.27
min™' TIFofz, KIGEHE T340 NO - LT NO, 2#ALY, Runl, 2 3LHZSH0
BIZfThh, Run3~9 ZRBMO L HI{Tbl, BLBHFEO- S LT O AOHESTT-
foFEE A B 5 OFARM - LTRL, TOEE0A L7 4 v OTHOEER L RLT,
B61CRunl, 2THFLicAA>2uer 37 (I000rav Y5 axpili, @ik Cl,
NO=, SO 2 F{EMEECH D, OEEFNFA Runl, Run2 TEonf-x7a Lo s o
TR ATE D, DT, FEIEN1.68, 2.54, 333 REKRMOE— 7 »E D, 5.99 FiTiE
BONO,-DE—27 85D 61D, =77, QI N, OE— 72 DN, LEd-T
MER TRz 7oV AMIdBEEBEA A v R>EEREL I ENbab, IOl EREEMSLRR
TVHRERE—HL, BEROBIEVECI L1 LFHTEHD,

#£6] EROVERERSLIF OV LY 7Y v I REEe

LB ALk moooM % % oYL $r UL TEERD
No. AV74Y  [Olefin], [NO,1, [s0,}, RA F¥TUVIEE Av7a TRGE
(ppm) {ppm) {ppm) (%) {min) (%)
1 C4H, 10.0 30 2.0 - 20~100 75
2 C.H, 9.94 2.73 2.00 n 95~ 220 78
3 C.H, 9.54 2.90 1.93 -0 105~200 53
4 C,H, 10.0 2.82 1.93 -t 35~105 76
5 1-C.H, 10.6 2.90 1.96 -0 40~110 78
6 cis-C,H, 8.94 - 287 1.92 -t 40~205 99
7 C.H, 100 267 1.97 11 25~105 65
8§ I-CH, 103 .74 1.96 11 45~120 71
9 cis-C,H, 872 2,60 1.94 it 40~120 99
aj BEEHEEE A4 =027min"%
b)  [H,Q] <lppm, ‘
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(0} Standord (b} Run ! tc} Run 2
Range ;10047 Range : 10080 Ronge : 10040
e B
N @ My .
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w0
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~
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1.65

b
—od
‘;\L
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P \ A TS |
0 2 4 6 H 10 0 2 4 6 B 10 0 2 4 & 8 W0 12
Retention Time (min Retention Time (min} Retention Time {min}

B 6.1 %aL%ﬁlszmﬁwt7wﬁnﬁ774myem%%éntl7uy
WA Fwravw ST AN

(a) BHHESRH, () EEBA1, (O ERL

[1.3 Tk~ kS, SO 28k ARG E L TEREGPTREETIR WA, OH k S0,
ORI, S = b o L EEE (HOSO,ONQ,) OEKROHREE I EREN T EY !

HO+S0.+M HOSO, +M (6.1)
HOS0, +0, H0S0,0, (6.2)
HOS50,0,+NO HOSO,0+NO, (6.3)
HOSO,0+NO.+M HOS0,0NO,+M (6.4}

InNT ey —LiclES R TIRGEL, ICIL > TNOy BB SN TTHE b H 5,

HOS0,0NO,+H;0 — HOSO,0H +HNO, (6.5

L L, HOSO,ONO, EFFFICEGVIREE RS, MDA L > THE(6.5) 21T 3
EnbhTweb, RIRTE, 7409 —HEBCENTERERML Tw20T, O E2RIE
(6.5)IC & o THRIEHICHESERL 7 4 V7 — LIS L 05> T i o F T EEEATE Vb,
F7:, Ty —EEER BNERCEMIE TR BRET LTV KOERICEHES ST
IC 4% 1T->TH7z. b L, 7407 — i HOSO,ONO, 2 710, FIG (6.5) THRKT
% HNO 2RO NH, 2 DORIGIK L9, BTy I v AL LTRET 20 LTHERS,

HNO,+NH, NH.NO, {6.6)




TraVAF ey ik 2D BIREOB AR T 2%

SR TR NO; 0 X — 7 3EBCHA LS ol, 2510, RIT (6.4) &R,

HOSO,0+NO+M HOSO,ONO+M (6.7)
BB RFE= POV = v ADEROFEEM b B Ty 599,

HOSG,ONO+ H,0

HQS0,0H+HONO (6.8)

HOSQ,ONO Xk : ORIGTHERT 2 NO; A A i ahim o7z, 48, NO,- 1 4 ik kg
BRETENEOLETHY, NO; = NO, ~OBLEESICHEI kv, Lic-T, Bz
BEBGWLRES, 27 oV eas B ENE N, O —2i, 7407 =2 7o MICREL
FeRHEME, BA VT T o A hDmlEE T AT VS S ONKSEERY T H L ATREM A,

1.4 Tifio & 3 CBWHMEDE LTI, SOF Ltic3RB ez w2 £ 5 1.68~3.33
FOE— 2 3EER (FERLEHESD) KEL2L0Ephd, CGOA VI 4 LT
ZOTHEE, B, Yucs vEBOERLFEsnE, 8, Tord oBiE, JoMREST
BE—rpgBan I 25 NTeltEng, 220, ThoOBOC— 7 50T E 2%
BETICKL2ERSTol, 2OKER, 7oL VEIIBRESI AR, ¥, IR
Quggm 2 UF)THEZ Enbhote, £, ICIHd 245, HROBELERTL L, 2.5
BOC—7 R IRCOBTRFETELWEERE, FB, FFEESERE LR S
YR ENSOREITOEAHSRYTH LY, IASOBOTFEREHROBRI O LD
TARS—RELichbbELOND,

RO REERMTEToLBRET L. MBRFT TER L7 0/ VBERER|D
IV AR ROLOE B R, EREShTES LT B Mic ik, ERROMNHED
S s, SO RICHANL LMETHL ZEMbh s,

6.3 IERFSHET(TCA) O THFETo IR AR Lz, TCA R, BIEPOFRH
IFOSAOFrI 72—y avitEFHSIATED, FERTVLRFLOERICE > TH

#£62 HELFZT I ALOEFRIFERY

N IC 4 7 - i
NO. [NO3] (803 ERBE Lft NOji#tE L4} NOJSEF
(egm™) {ng m=%) {ug-Nm™) (u8"NO3 m™?) {ppb)
1 1.69 360 47 08 1.5
2 0 1560 0 0 0

a) L7 OVAETALTOET 7 44— (ERET, FP-O3)IcHisE, e 5 @r AT ICIBER
5 ml TR L TH,

b) EEE No, 115 6.1 1T,

¢} Dohrman DN-10 28 EMr88 2 FH,



RS KB - FIEMOKER - I 7

#£63 UEET 0V LOREITHRY

[Carbon!
R E S e Lt L7 o ({Total Carbon] +[S0%-1)
HEpe Bl 1 4 >0 TDY®
Na. Organic? Elemenal®  Organic  Elemental Organic  Elemental
(ug-Cm=)  (ug-Cm~?} (ppbj {ppb) (uE-50;"m=?) (gm? cm=?) %) (%]
3 kR 15.7 307 14.7 107 > 125 21 10
4 75.6 68.5 47.1 42.7 >70.0 >420 <35 <R
5 171 256 79.9 120 >219 > 1280 <27 <40
] 130 85.3 60.7 399 1340 > 1100 8.4 5.5
7 28 82 1.7 51 > 1580 - <0 <03
8 18.2 514 85 24.1 > 1800 > 1570 <Q.5 <I1.3
9 55.1 489 257 219 > 1850 2300 <1.3 <12
- Q.3)" (2.8)"
- (0.4)% (2.3)%

a) N YIUYFORESES TROEET 4 ¥ — (Pallflex 2500QAST) £ S00°CLLE i N
BLIbDERwW Tz 7o veRE, V7Y v 7 300~600 1

b) B No. X% 6.1 i3It

¢) Thermal Carbon Analyzer (TCA) %M, 7417 —EREIN-FORMEORAEIEL
TRD72{E,

d)y TCA 2T AUCUTTHREI LI RED,

e) TCA #MH\T 400°Ch 5 800°CORTHREB XL FER,

f) 442727 b737 .0 —THR.

gy Vand—HBLLI7 o/ O EREBE (EAA THE) OFEIHE,

hy ZanF— Wb oDy 2 P T PRER, wg-C,

ST HMENERL L EHRAL T, BRLULEA PRI ¥R RHEGE CO, & LTRET
BEBTH BT, —HZ, 400°CLUT TSR LRH & 1 5 B2 % A (Organic) I, 400~800°C
TR 2 AR % CFEM (Elemental) JR#F EFRL, BT 2 RENROFER 7oV LERLZL
3 B, BERBEY T s — YA ASD L IRHORESEZ 7oL EREL I 28T
HLEERNTVEY, RZFEBEDLDI, 74NF =Dy 777w FEbRL I, BFlIC &
WEHEE L7 4 v —OBEBTHRE S W RES A AREROBER & Ra LT, Bi&” 1
NE—DEHED SELE R EE T 0 Y LORESIEL Ui, RO Rund, 5, 7, 8, 90
HEBECRTRESAREREINTVWS, ChRUTOHEKAIC L 2,
REMMAOLDRENC L7 OV N EHRT AL F v V- NEBNBETF T 20T, BEREHA
LTF v —NEE 800 Torr $ CRAELZ. I I T BARTH CHEELI—CT2:LT
OV ABHETZOT, L BARTOTRF v+ v A —HOBENTE—D /ME4To7
Li-#8o THMCERE» SBELHETEZLOT, TRECZB G0N 5, EAAREORER
LEICEHTTRENS 2 N TW2, #hd, T7eV AP EROBHEYHPEFEL, Rund
O 1-7F rTRBES I RIEAEOH 2 SRORERV LT O/ VP FELET 5 2 Latbd-
tro EOWER C<C<C, OIFIR Y, ERBR[RTOERRLE (X > Tnd, FiC, 400°C
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7. BEEOH & SO, oRMEICHTA
EEEHOBRE

71 B
HEREE OH 4% SO, N3 2 Rk

OH +50:4+M XL HOSO,+ M (1

FARFICBITS SO, DFEELRTHHERETHL EELON TV S, SO, DRpLRREL2E 2 2
FTCERMBEETH0 TS TS OEBINHARLINTEY, F o ET 585
BT Calvert & Stockwell &2 & > TRFES Y,

BRI BETIX 3WREITH 56, MBI L ¥ 2 BEOENTH SIS 5 2 REIG
~OBEBERCEE, RAEMITROREFIR 2RRNEEER A RBE=MOELH - 1&
BIFEL, 2O ER A 2O EBREEBIC LT3,

BEZET TR, AXRESRE- BT i L - T b DHEMEZRD L 2 & TE 5,
HEMEOE» 5, BREOTEAOT T A 202 2 EABLEETHLH, BEIRED
OHiEZO: 5wk N itk - THREENTLEI o0, LEOFEFEATLIIERTEL Y,
BETTE OEERDZDITRBFREELHGA2LEXSH D, Castleman & Tang”, Cox®,
& Dt Cox & Sheppard” 2 2 DAL L S b QRIEE{T- 7, L, ZhenBlITOF T,
SO, DHAEBELBEERN > T w2 DiE Cox & Sheppard 2243 TdH %, 3 57, Castleman &
Tang B Cox DHETIE OH+CO — H+-CO. BE¥RIE: LTHW SRS, ZORIED
BEEBGETREE SR O e pnBicb® ), Ol L #FB LRV TR LHETD b #idfE
EHEET 2 EHNEEIL 2o —7F Cox & Sheppard ZEERIEHWE L LT CH, 2L, L
2 i, Calvert & Stockwell B L /- kS5, 7ar v 2 HEEWELr L THWS &, 2ha OH
SO RIS > TERT S EREL 2SR T 20 L B ICAIE SN2 TREESR D
N, Z@&ET Cox & Sheppard DAL FRF 2 LB LT3,

Calvert * Stockwell i, Castleman & Tang GHEEZ & 12 LT, OH+CO RISOFEEE
HicRBurshEMEEEHEEIEL, £ = L14X107 %em’ molec™'s™! X W 3 HEEB % B 70,
ZOfER Leun WMEE TITo - EHOBREEE~AMNMELL O L 8T 2, FBEF B
% #lI5813 Davis ¥ R Harris 5% i k> THiTh i, REET T 2445 & L TRIFH I

k= (0.9f8;§§)x 10712, B ERETH B2 b > 1.0X10712 284 LT v 5, Calvert &

* 2 OO AE EEnviron. Sci. Technol. 18, 116-118(1984ICFER L1, £ COWRCEEEER (BAH
BTE)BEEML T 5,
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Stockwell 85272 b Oz ch e L TFBELEVL, LA LEFOHEIEENES R O T
RLWOT, BERGELTLEYEEDER Y, SO: OHEAFERNTE LICL > TREET
B33 b OEAFEREL, Calvert & Stockwell DM EEDBE ST 5 Z L 8HF L,
55F Atkinson 5B L WEBSFEIGESIEEL 129, HE 0B CH,ONO 6 OH %254
¢ T, REEKEBI 5 O BELREEOEEER2RDL 4D THS, JOHELLINE IX
10 Bcm® molec™'s ' L LOBEER A ERICRET 2 M TELZ ARRTR DR EEER
L, ##mE - LT #-CiHio 2T OH4S0, KIEOREEHAFRE L 72, #n-C i AV
Bk, TArCEERE L EECETIAAORMBELRIL I N TES, EER
EEL L TREIEIASHEF cRBan 7oA Fr o - ERHL, #ROEREID
HERFGEWEHOT TRE 21T 72,

7.2 X B

BERy LTERL- 700 F v ¥ A—REERGE THERIT 4m?, HEmmZZ 7 R
SAZVvIRETF7Oya— AR T VA, RIGKHAVWSEREIbo»rUDEEREL, 7140
kD ETFRREE, 2610, W0CCIKINEL - AT, —160°CICKHEIL I ELr ¥ a2 5 —
ST T T N— N T 4 A - RSB TR L T2, ORRNEShOTME, Ho0 Ippmy B
F, NO. 2ppbv LUF, B{ARFROSE0.04 ppmC LY, FFRYWE (BHEH) 5@ cm ™ LITFT
Hot, JOLEEEHE20 Torr TF + 2N —RRTALK, RIH AEHEEEH L ES v
N ZHAL, FryA-HO2EOT 7 EHAMEL L TAAREBEE L T B 26
L, LIRSS, BE - REA RBEERE—Eorniin AR T, KIGHADH]
B2 % 7.1 R T. S0. #-CiHy XU NO & Matheson £ OBMHO L 0T, AEEH K
FoTa 5B ThrsERCELL, FHREBCHSVT, 0.1~0.5ppm D O HRFT L &
SO, DBREADERENHEL LB I T o0 T, O DEREMILET 272012 NO KM
L7z, Atkinson 5D FE I Uisiv, OH SR CH.ONO 5 &L, 20 CH;ONO

#7.1 FHEHERUARB® DI HEY

- oMo’ E (ppm _ mﬁ_ THfd
[C.Huo] [80,] [CH,ONO] INO] (ppm min™") (=}
1 1.32 0.201 1.95 2.40 —19X10°%  0.423+0.011
2 1.28 0.199 3.0 3.08 84X107%  0.435+0.018
3 1.32 0.402 1.95 2.48 14107 0.445+0.011
4 1.31 0.387 40 4.0 —53%107%  0.475+0.028
5 1.29 0.376 6.0 5.81 6.9%10°°  0.42410.030
6 1.26 0.784 1.95 2.24 26x10°%  0.388+0.008
7 1.29 204 1.95 2.43 —91%107%  0.378+0.011

a) TRTOEEGRE 3031 KR NG, OXMMEHEER £ =020min"! 0RE T TiThii,
b} [SO:]icowT IRELTRS-BACEEETH,
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2 NaNOQ: & CH:OH 2 o8 L, —T8CT 2 BHETRE L 7B — 198 C TR AR E L 7
bOERW,

RISEREE 30321 K, RREEONRRIE 1.6kW ¥/ >3 7 R ATHE ¥/ 707
DX S 20nm & DEEEORDERE, SXAAEERGRD L OCHEMTT 270194
vy P AT 4Ny —RERLL, £72, 55U NO, ORMEEETH R 2HETI L
S DEHENRE RO,

RIGH ABES € =¥ — 4 3Bt A504EHE, NO. B Qs SR AR, SO,
HEEMRIVEARO LD TH B, £72CHONO & #»-CH,o DERFIZ, FIDBRIB LA
HAZAT Ik T 10457 HIEL 2, XHEENT 70 S TEIEL 228, SO 0F +
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Chemical Composition and Size Distribution

of Atmospheric Aerosol
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Measurement of Nitrate and Sulfate Lon Concentrations in

Ambient Aerosol by Short-Time Sampling

FEFRARER - R 3o - kETZE @I

Kentaro MURANOQ!, Katsuyuki IZUMI', Motoyuki MIZUOCHI?
and Tsutomu FUKUY AMA®

g B
HAFERDHERERET 2000, 74— FRBECL DHBRRAE2FALLER
Ty FORERHEFHET A I EMNLETHL, BEFEAT y VOBRUE THLIHER
HEE BT, SRER, BRAREE 7o AVOBBEE, KE7 e haE
A4 vBEEMETZRAENL T + -V P2 T o b Bl a7 o A BDR A 25
B4, Bl 2>) BEOELEFAL O, HIF IS 704 0TF LT 40
F—FHEEMIL, SRV FI L0z T o VEREL, HE, A4y
U RS T =TT AR EE G D5, 30 SEOERLEY 7Y S TRET
ks I bnTEL, JORBCLVRDHAESFORE,
(1) B, BeEER LD, WA 4, Tl 40, AV VBl s RSB ER
Brua,
(@) SHOFE4 4 OB, F4—ErrdrynsDEELEILHND,
(3) 7EHE, WEMEEOFEGE 2T, BROERC LY, Wik F >, WA A 0ER
LEBELZS,

Abstract

In order to get information on the mechanism of the occurrence of photochemical air

1. EI s KRS T 300 KR REES BTN 16 % 2
Atmaspheric Environment Division, the Nationa} Instilute for Environmental Studies, Yatabe-machi,
Tsukuba, Tharaki 305, Japan.

2. EIAEWEAT B T 305 MBS ET G B 16 75 2
Engineering Division, the National Institute for Environmental $tudies, Y atabe-machi, Tsukuba, Ibaraki 3035,
Japan.
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pollution, field surveys were conducted at Tokorozawa and Urawa Cities, which are located
in the southern part of Saitama Prefecture, as around those cities photochemical smog had
been observed frequently. In these surveys, measurements were made on the meteorological
parameters (such as temperature, relative humidity, and wind velocity and direction),
congcentrations of gaseous pollutants, number concentration of aerosol and anion concentra-
tions in the particulate samples collected on the filter, The sampling was conducted by a
sequential sampler with polytetrafluoroethylene filier for every 30 minutes. The filter
deposites were then extracted and put into chemical analyses by ion chromatography.
The following information was obtained by analyzing the time variation pauerns for the

above mentioned observation items :

1) [n the dayiime, the nitrate and sulfate ions showed high concentrations at the time of

ozone maxima, indigating that those ions were of the photochemical origin.

2) The sulfate ion concentration increased also in the evening; this probably was due to

emission from cars with diesel engines.

3) In the nighttime when the relative humidity was high, nitrate and sulfate ions were

produced in the water droplets to bring about high concentrations.

1, @Lwic

KERICHEE S - 2ERY, MERAmE, SN EEREPTRE—RIG LD, —
IR, RNERE, MBS, JhOWEHE, MEBERETRYE (27 eV) ELTX
SHiCEEL, AMFACERECHREREOREYE k> Tw5Y,

H ARG R EEE I BAESHICBWT, 1EEE: L THESRTE D, #ORRELR & <
HehTws, Lbl, 270V AHOREA 4> (NO:T), R 4> (S057) BEOHIZEM
i, HEfEs s, | HEEQRRBMOY 7)) v EAESETH D, A 4 v OFERORH
BOR BN, EMCB LT, 12 BESEHRDO SR TH i Ehn'?, EE6E, WA
YOEHEO LRI —AEEY) F L F A O F L7 4 L — S EEMICERL T, R
LTSI -TRELT YV ERHEL, KEERA 4 2B 4707 b T T
Fa4—(IC) THHFTEI LD, KRL7a VA0 NO:-, SO @ 0 AT DBEERE
ERET L2 ENTER,

BRI T, RS, WETEME - BERER,SOHEY A, EHEEHOERCLY
FEH LB, TOERMEES S OWER X O WES~BEIL D OREERISEEIL, H
REFPTHFEAC y IMBELL T 22, HEEEBOFRE L HAHicsw T, 5 AR
Y TARICHIEFEAE Y FOREEIT oA, SARCREDNEEA Ty 7 L ABRRER S
y—vHp@Ep sl TBRCIEBZEORELLIRLEL YV (OBECLEL L HCRBBRED
NO,~, 50 BEXEAlsh-07T, FAcEE L SRER, FkyEeE, o7/ vo#
#apETi s eht Tif< s,
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Determination of Nitrate and Sulfate Ion Concentrations in Ambient Aerosol

Field Observation in Winter Season
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Abstract

Field surveys at Tsukuba and Hachijo 1sland as well as an aerial survery over the sea in
the southeast off the coast of Nagoya City were conducted to assess the background levels
of anion concentrations in the atmospheric aerosol. In the predominance of northwesterly
winds in each survey, the background levels of nitrate and sulfate ion concentrations were
determined 1o be less than 1 and 2~3 pg/m? respectively.
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HEFRERDE « AT - R RE-BU P

#F22 NTLBIEETZERA T -BE(810114~810119)

ION CONCENTRATION

DATE SAMPLING Cl- NO;~ 80,5
MID TIME pg/m?

810114 10: 30 1.35 0.22 0.99
11: 30 1.59 0.24 111
12: 30 1.53 0.22 1.21
13: 30 1.82 0.21 1.43
14: 30 1.76 0.37 1.29
15: 30 1.74 0.24 1.25
16: 30 1.83 0.29 1.18
17: 30 1.79 0.29 1.34
18: 30 1.76 0.33 i.34
19: 30 1.61 0.40 1.47
20030 1,74 0.42 1.45
21: 10 181 0.45 1.62
22030 1.59 (46 1.53
23: 30 147 0.59 207

810115 0: 30 1.53 0.78 2.70

1: 30 1.49 063 2.31
2: 30 1.81 0.49 216
3030 1.40 051 2.45
4: 30 1.43 0.46 2.37
5:30 b.56 0.57 2.76
6: 30 .78 0.50 2.75
7130 1.65 0.38 2.77
8: 30 175 0.42 315
9: 30 .67 0.51 328
10: 30 1.34 0.54 2.86
Il: 30 1.39 0.57 2.86
12: 30 1.44 0.57 2.76
13: 30 1.28 0.50 222
14: 30 1.00 0.42 1.94
15: 30 0.96 0.49 218
16: 30 1.07 0.55 241
17: 30 0.88 0.44 2.42
18: 30 0.65 0.37 2.40
19: 30 0.60 0.37 2.60
20: 30 0.29 0.38 2.56
21: 30 0.23 0.38 2.95
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KETT v O A

#22 (B &)

BREE 1 4 OBERE

ION CONCENTRATION

DATE SAMPLING Cl- NO;~ 80,
MID TIME ug/m?

10116 12: 30 3.69 1.02 3.83
13: 30 3.44 116 4.00
14: 30 0.48 0.55 3.35
15: 30 1.09 0.36 2.40
16: 30 113 0.32 1.41
17: 30 1.06 (.27 1.17
18:°30 0.98 0.41 0.75
19: 30 1.17 0.44 0.94
20: 30 1.38 0.19 0.64
21: 30 1.42 0.33 0.71
22: 30 1.48 0.38 0.81
23: 30 1.73 .24 0.64

R10117 0: 30 .51 0.18 0.56

L: 30 1.34 0.25 0.70
2: 30 1.51 0.24 72
3:30 1.66 0.22 0.68
4: 30 1.50 0.14 0.50
5: 30 1.65 0.15 0.50
6: 30 1.86 0.14 0.50
730 147 .11 0.45
§: 30 1.26 (14 0.46
¢: 30 1.44 0.18 0.59
10: 30 1.77 0.18 0.65
1. 30 1.37 .20 0.65
12: 30 1.57 0.21 0.67
i3: 30 1.49 0.31 0.77
14: 30 1.35 0.28 0.73
15: 30 1.43 (.35 0.80
16: 30 1.02 0.33 0.76
17: 30 0.81 0.40 1.01
18: 30 (.49 0.39 1.24
19: 30 0.86 0.41 [.14
21: 30 .11 043 1.i3
2230 0.44 0.45 1.01
23: 30 (163 0.52 1.15

— 141 —



FHEFREARAES - A2 - R RE @Rl A4

F22 (B %)

ION CONCENTRATION

DATE SAMPLING CI- NO;~ S0
MID TIME pgf’

g10118 0: 30 0.58 0.60 - 1.26

1:30 .69 0.51 116

' 2:30 0.7} 0.44 1.01

3: 30 0.60" 0.36 1.04

4: 30 0.66 0.34 1.02

5: 30 0.69 0.44 101

6: 30 0.60 043 - 1.09

730 0.51 0.35 1.00

g:30 0.45 0.32 . LoG

9: 30 0.55 0.23 (196

10: 30 0.44 0.30 1.62

11: 30 0.34 0.26 1.51

12: 30 0.25 0.26 1.50

13: 30 023 0.22 1.53

14: 30 0.23 0.18 1.28

15: 30 0.31 031 - 1.27

810119 10: 30 0.80 0.55 349

o1l 30 0.54 0.52 3.34

12: 30 0.69 0.47 378

13: 30 0.87 0.45 4,04

14: 30 0.79 043 433

15: 30 0.81 0.43 4.09

l6: 30 0.96 0.36 330

17: 30 .19 0.37 334

t8: 30 1.03 041 - 6.33

19: 30 1.09 0.52 292

20: 30 0.91 0.65 2.94

20: 30 1.19 0.75 306

22: 30 1.28 0.57 2.85

' 23: 30 1.01 0.54 273
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MEFRAHR « NETTL « R O I ¥

F23 NLBIKBTIEA A BE(811214~811215)

10N CONCENTRATION

DATE SAMPLING cr NO,- 50,
MID TIME pg/m’

811214 11: 00 1.34 0.22 079
12: 00 0.94 0.16 0.63
13: 00 0.93 0.10 asi
14: 00 1.29 0.12 0.67
15: 00 129 0.10 0.77
16 00 122 0.10 0.81
i7: G0 0.99 0.16 0.97
18: 00 105 0.20 109
19 00 114 0.20 1.07
20: 00 114 0.20 1.02
20: 00 1.23 0.28 L4
22: 00 119 0.22 0.91
23: 00 0.99 0.16 068

stizts a: ao 0.94 0.5 0.69

I': 00 1.04 0.16 0.71
2: 00 0.89 0.17 0.77
3:00 0.77 0.19 0.88
4: 00 0.89 0.18 (.85
5000 0.6 0.16 0.85
6: 00 0.78 0.15 0.78
7: 00 094 0.14 0385
§: 00 1.06 a1l 0.65
9: 00 112 012 0.70
10: 00 1.07 0.10 0.66
11: 00 105 0.11 053
12: 00 1.38 .19 076
13: 00 093 0.43 0.70
14: 00 0.89 0.13 0665
15: 00 0.8 0.12 067
16: 00 1.08 0.12 0.78
17: 00 .49 0.10 0.50
18: 00 1.63 0.08 0.69
19 00 1.83 0.1 0.67
20: 00 170 015 0.70
21: 00 165 0.13 0.70
22: 00 1.29 0.09 0.60
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KEx7 o /v hOiiE( & >, RS+ - ORENE

£23 (F &)

1ON CONCENTRATION

DATE SAMPLING ol NO,™ SO,
MID TIME pg/m?

811215 23: 00 1.21 0.10 0.54

811216 0: 00 1.56 0.12 (.53
1: 00 2.05 SO 0.53
2:00 2.10 0.20 0.60
3: 00 1.91 0.30 0.65
4: 00 1.91 0.30 0.68
5:00 1.08 <040 0.74
6: 00 0.83 .35 0.60
700 0.67 .52 0.82
8: 00 051 0.33 0.59
9: 00 0.44 0.0% 0.46
10: 00 0.58 0.24 0.53
I: 00 — — —
12: 00 1.77 0.22 0.73
13: 00 2.88 0.27 0.84
14: 00 2.60 0.67 1.26
15: Q0 106 0.43 0.79
16: Q0 1.95 0.38 0.72
17: 00 1.52 0.34 0.62
18: 00 1.67 0.33 0.60
19: Q0 1.44 0.28 0.51
20: 00 0.56 . 018 0.33
21 00 0.67 . 020 0.40
22 Q0 0.43 0.15 0.31
23: 00 0.38 0.16 0.32

811217 0: 00 0.37 017 - 0.34
1: 00 0.32 0.17 0.31
2: 00 0.54 0.18 0.33
3: 00 0.71 0.20 0.40
4: 00 0.49 0.18 0.39
5: 00 0.58 0.17 0.4i
6: 00 0.70 0.20 0.46
7: 00 0.64 0.21 0.5
8: 00 — — —
g: 00 — — —
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FIBFRERES - RBTTEZ « 8 T3 @l A

F23 B &)
ION CONCENTRATION
DATE SAMPLING cr- NO,~ 80,7
MID TIME pg/m?

811217 10: 00 311 0.69 1.46.
11: 00 1.85 0.67 125
12: 00 2.07 0.60 120
13: 00 195 0.55 108
14: 0D 2.49 0.46 1.09
15 00 261 0.48 0.97
6: & 284 (.39 0.88
17: 00 273 0.46 0.83
18 00 343 0.48 .96
19'; 00 2.89 .36 0.79
20: 0 297 0.34 0.87
20: 00 150 .30 0.83
22: 00 0.84 0.27 0.69
23: 00 0.38 0.40 0.76

811218 0: 00 0.3% 0.68 117

1: 00 085 118 158
2: 00 0.73 117 1.64
3100 0.34 082 1.47
4: 00 053 0.94 1.43
5:00 0.43 0.78 1.34
6: 00 047 084 .44
7:00 0.79 0.97 1.50
8: 00 0.67 C0.77 1.28
9: 00 0.23 0.51 1.07
10: 00 0.63 0.8 122
11: 00 1.54 0.68 1.41
12: 00 223 0.76 1.66
t3: 00 1.51 0.63 .44
14; 00 0.39 0.65 1.36
15: 00 1.23 1.50 235
16: 00 1.34 195 3.23
17: Q0 — 1.85 304
18: 00 0.61 1.28 .50
19: 00 020 0.95 2.56
20: 00 0.33 0.94 2.55
21: 00 0.35 0.93 2.46
22: 00 0.36 0382 241
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KA LT o/ RO A A -, Bl A ORERE

23 o)

ION CONCENTRATION

. DATE  SAMPLING cr- - NOy~ 807
- MID TIME ‘pp/m?
811218 23: 00 0.24 0.76 229
811219 0:00 - 0.21 0.73 2.20
100 0.31 0.77 2.26
2: 00 0.29 0.75 2.18
3: 00 0.22 0.71 1,99
4: 00 0.36 0.78 215
5000 0.35 0.83 2.20
6: 00 0.37 . 08l 219 ¢
7:00 0.50 0.86 222
8100 1.31 L.10 2.21
5. 00 0.67 0.53 570
10: 00 0.9 0.31 1.13
I1: 00 0.85 0.28 111
C 1200 1.21 0.28 1.26
13: 00 229 . . 030 1.40
(4: 00 §.04 0.40 o124
15: 00 204 - 0.29 085
16 00 2.18 0.20 0.58
17:00 2.96 011 0.36
18: 00 - 4.06 0.10 0.37
19: 00 5.12 0.09 0.40
20: 00 5.62 1.00 0,44
21: 00 5.61 001 0.44
22: 00 671 0.10 0.46
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KEZT oS VPhOEEA A+ v, FEA o OBERE

#24 AEHEBMEEBLEECBY2E B4V RE

DATA SAMPLING - NO;~ 50,7 NH,”
START MID ug/m?

830203 15: 46 15: 51 0.50 0.36 2.64 0.79

RUN | 15: 56 16: 01 0.56 .46 2.60 0.50
16: 06 16: 11 1.09 0.67 263 0.76
16: 16 16: 21 1.02 (.59 233 0.52
16: 26 16: 31 0.79 0.48 255 (.61
16: 36 16: 41 0.61 G.49 1.20 0.22
16: 46 16: 51 Q.15 0.44 1.56 .29
16: 56 17: 01 0.28 0.49 1.53 0.28
17: 06 17: 11 0.12 0.35 1.55 0.22
17: 16 17: 21 0.72 0.42 1.97 023
17: 26 17: 38 - — — —
17: 36 17: 41 0.46 0.42 1.98 0.39
17: 46 17: 51 0.36 0.43 ' 1.78 0.39

830204 10: 41 10: 46 0.33 0.51 351 1.08

RUN 2 10: 51 1¢: 56 0.53 0.61 35 0.87
1t: 0l 11: 06 0.26 1.14 273 0.90
11: 1 11: 16 029 1.11 2.81 0.74
11: 21 11: 26 0.30 1.50 2.87 0.76
131 11: 36 0.32 0.93 204 0.76
11: 41 11z 46 0.59 0.93 2.90 0.71
I1: 51 11: 56 0.49 103 303 0.83
12: 01 12: 06 0.31 1.12 3.00 0.79
12: 11 12: 16 0.53 2.09 353 1.50
12: 21 127 26 0.67 2.11 336 1.33
12: 31 12: 36 0.76 1.26 367 1.17
12: 41 12: 46 0.31 0.57 320 1.13
12: 51 12: 56 0.20 035 3.00 6.94
13: 01 13: 06 0.64 045 325 0.50

RUNBKBWTIRFHE 3 00m LLLORTHH D, 3,000m 2 Le 1,000mUTTA 4 D5
MCKERENDH DL I EMbe o7, 8,50 BERESRECBLIEBEICIEATH S HK
&<, F2. 15 RLALSP20.3 um OBREEL: LB EE2RL T3,

RUN 4B TiE, 11:100~11:50 i SO5 BEEAEA L Twh 500 o 4 > id A<
TEALHE S AT, 505 O, LSP20.3 om » oM S 6, H 2. 16 IKRT L i,
L EERARL T IEESTSE N, THEREA A VAEEERIICLVWIEITEED
OEBLRL, A 7 v OBEMAAEMNTE GO, WICTT &I 0H Ak TOEERE
WH-=th, ¥A-KFOHEERICLY, REZ 7o/ vdoREN —ETERuI it s s
DTHD D,
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tTEFiERRR « RETTE - B mE-EL A

24 (e %)

DATA "SAMPLING Cl- NO;~ 805 NH,*
START MID pg/m?

830204 15: 12 15017 0.31 0.55 1:68 0.64

RUN 3 15: 22 “15: 27 0.17 0.66 0.69 0.17
15: 32 15: 37 0.12 0.61 0.43 0.12
15: 42 15: 47 0.1% 0.60 0.35 0.00
15: 52 i5: 57 0.2 0.60 0.60 0.25
16: 02 16 07 0.35 0.67 1.05 0.29
16: 12 16: 17 0.10 0.45 1.19 0.36
16: 22 16: 27 0.16 045 1.61 0.52
16: 32 16 37 0.22 0.63 2.50 067
16: 42 16 47 0.34 1.36 2.65 0.99
16: 52 16: 57 0.36 1.16 2.69 1.09
17: 02 17: 07 0.28 0.57 2.54 0.75
17: 12 17: 17 0.20 0.51 2.50 0.8
17: 22 17: 27 (.30 0.56 245 0.65
17: 32 17: 37 0.29 0.42 2.67 0.95
17: 42 17: 47 0.28 0.33 207 0,35
17: 52 17: 57 0.27 0.36 292 0.88

830205 10: 40 10: 45 0.78 0.43 114 0.72

RUN 4 10: 50 0:55 023 0.36 2.30 0.64
11: 00 I1: 05 0.22 C034 1.55 0.34
116 it: 15 042 G.40 1.83 0.13
11: 20 11: 25 0.24 0.5] 1.72 0.46
11: 30 11: 35 0.44 0.42 1.92 0.44
11: 40 11: 45 0.49 0.33 300 0.51
11: 50 11: 55 0.50 0.69 iy 1.10
12: 00 12: 08 0.44 0.92 2,58 0.71
12: 10 12: 15 0.64 1.62 193 1.16
12: 20 12: 25 0.54 0.91 245 0.69
12: 30 12: 35 0.40 1.18 449 2.81

NH.NQ; ($1F) = NH,4 _(75'})-1- HNO; (# A)
NH.Cl (#7) = NH, (#2) + HCL (# 2)

ItHEBRASMETH L %3E L2, Al chsd4 4 v 0RERIZ, BEFEHEPS
EAEZOAEEES S 2P L TRE G, BEMA L OENeRITEIy fo—n e LTH
HI~NETHoT,
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508

X B30203 RUN 1
G 830209 RUN 2
& 830204 RUN 3
+ 830205 RUN 4

[km)

Height

Concentration pg/md

2.16 SO O@ESAA

5. 2»

L RFEERD O OFEDIHVBEAMICBOT, KMEFERIEDFEOL R WA 4 — L FF
BETFIZLE, MEFAEy V7 REBLOMREITI Lo HEETHS, FR, NLE, &8
BHEREL LR85 2W/ETH, NO, NO,, H20RBKFRMEOBENEL 722 &, O
DREMZE—ETH 2L oHL T, RAL 7 9 AhOREEE A 4 >, BB A 4 > D3y

2T FEE LR LRENFETELS, TRFN, L ug/m* LT, 2~3 ug/m* LT CThH -
EA

NLB L BEENEREE L2 OHE IR, FRS5, 56, 57 FE OIS TRERESINT,

7YV OWERMN (R&RE | RESH—ILA8I® Lo, BRESMIEIRFE L
£9.
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KIAPDEEN R & T REEIENER

Determination of Gaseous Nitric Acid and Particulate Nitrate

in the Atmosphere

AT« KIEFEARRR - R R @Il

Motoyuki MIZUOCHT', Kentaro MURANOQ?, Katsuyuki 1ZUMI®
and Tsutomu FUKUY AMA?

£ 5

KEHOHEEEY 2 L FREBEOERE L L T, Denuder Difference Experiment
{(DDE) ¥ A2 Al B L, 7 -y —ld+ A o Fa—7RER L. 7
BUAAYF, RENemDF A 0rFa—7% WEREFNC A Ly 7 AH5 28T 5
T HELERT S o — Y RGEENE 10/min T, WEEES A BHERE 8%
BLE, BIFEERE BRI ESEonl, $RBEMIIRITIF 7445 —2R05 ,
TEEEA A, RS REHESTTR TH -7, B HELLRI T I 7405 —
T4 VIERE (0.002M NaC0s/0.003M NaHCO,) ThiEL, 14>2ra<t 35
74— T A OERET o, 1ppb OB X & 2 BEEECBERB TER T
LI khiol,

Abstract
Gaseous nitric acid and particulate nitrate in the atmosphere are determined by the
denuder difference experiment (DDE). The DDE is a relatively simple method and requires
two parallel samplers. Both samplers consist of a polyamide filter and one of them is used
to determine both gaseous nitric acid and particulate nitrate and the other, preceded by a
diffusion denuder to remove gaseous nitric acid, (o determine particulate nitrate. Gaseous
nitric acid is determined by taking the difference of the amount collected by the samplers.
The diffusion denuder consists of 10 nylon tubes (4.2 mm i. d., 50 cm length) and two
1. EAEERR B T 305 RERA RS DR 16 % 2
Engineering Division, the Natienal Institute for Environmental Studies, Yatabe-machi, Tsukuba, Ibaraki 305,
Japan.
2. ENAEHAN CKSRER T 300 FIRPEEES AR ERI 16 % 2
Atmospheric Environment Division, the National Iastitute for Environmental Studies, Yatabe-machi,
Tsukuba, Ibaraki 303, Japan.

— 157 —



KRBT« FIHEREE - R R"E-BL 7

Pvrex glass adaptors. The tubes are placed in a parallel configuration between the two
adaptors.

Polyamide fiher was capable of collecting gaseous nitric acid and particulate nitrate
simultanecusly. The filter deposit was analyzed for nitrate ion by ion chromatography. The
collection efficiency of the diffusion denuder (sampling flow rate was 10 1/min) for gaseous
nitric acid was aboul 99 %, and penetrallon efficiency was over 95% for either model
particulate nitrate (NaNOa ca. 0:1 ,um dia.) or ambient particulate nitrate. For determina-
tion of 1 ppb gaseous nitric acid, sampling period of two hours was required.

1. #% B

ARRh oMY A R TIREEEBE R HT 2 2 i, 1@RIEH a7 NO OB B 240
SRR THY, TS ORERNOEEYE2LL L TLOEETH S,

RERR TP OREEY A, ﬂ?ﬁ%@ﬁ%@mféﬁ&ttf,w%@74w7—Tﬁ%ﬁﬁ@
EAHEEL, EBLTELHEBEAALBEDONACIEER 7 47y —""Honikrfor7 40
F—THELANT 2 HED, ZOBEIHLEF{AVLORTEL, LALIOHKE2WTE
EELTRTREIGSEIERO 7 4y —ETHI 2 2 a2,

NH.NO; — NH; + HNO; ' ' (1)
NH.NO, + HiS0, — NH.HSO, + HNO; @)
NaNO, + H.S0, — NaHS0, + HNO, 3)
NaCl + HNO: — NaNO; + HCl (4)

B A, RITIREERIERE A RET 2 L TR eBREER L & 5 TREM2HER S Lz, (1~0)
DS H U OHRTBHICIE s T Wik TR E SRS A 2+ 5 KIST, @RI
D7 4Ny - THEY AL TREEE: LTHETARIGTH 5, BrimAKse Tl
~BBEETHY, WEEF A LB, NFAEEBELB/MIFHEL Tw AT RERSDH L, 22
Frd—toH 73 —DAELNELRTVERMTE—~ FO NaNO; 4 @Az nTwd
L#EZLNG,

#Z TAE%ET iz Shaw 2o L > THE SN T wa, Denuder Difference Experiment (DDE)*
ED, KEPOWEEY A LR TIREBEOSHELR %3 A7, DDE OMBE 4 3.1 KRd, £
%%ﬁiiﬁbf%/77—w BTHy, BRADY T I —FRYT T AT —hEH
ah i, FiANDE, ﬁ/77 —DH~, %@ﬁx%ﬁ%?%ﬁﬁf~a—y 2EEL, O,
BFCHEE 1T, O IRPIREEEL S 21, B R R B 7 R 2 NA 7
SQﬁ%%éﬂéoitﬁ%®%ﬁﬂiofﬁ@ﬁ2ﬁﬁéﬁm?éou@ﬁ&f@iﬁ@fﬁ_
Foa—#— b, KFIREEEE C RS R AR HE T 2 L R HEMLETH S, 2T
ﬁf:;—¥~tuﬁ%,Nﬁ:ngN&db%%ﬁaz%u:7%4yﬁmbtbmﬁ%m
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SNT SN, FRBEFERTN ISR F DI —F 1 >V ZEETH»ET 5, 2
CTARTRERT 22— —wrfovda—7, BEMTREISBR, KU 774
NE - ERGEAZNOBE SR,

(R . (B)

0.0 diffusion.denuder

P F -polyamide filter

MFC ‘mass tlow controller
0.0 TN Stotal nitrate

PN _particulate nitrate

HNO5(gas)= TN—PN
{PF (PN)| [PF ;TNH
I

MFC
T 1

3.1 DDE o#isg

2. X B

2.1 BT a—F—DBIfF

LT 2= =it E /A4 vF (RAFE4.2mm) OFAnrFa—7 (v ¥-47—,
YWy AF a7 NLZDESEAHZLFI0AR, KX%250~80cm g TEL LD %, /3
AV 7 AHFAGT T 7Y M7 #EF L, SRE27 7 VAVETHEBLLLORERAL ),
HBENPTHR T — 2 -5 — %2R0 L HeHET,

Diag, b, c)

IiTa=FAarFa—TORE, b=F10rFa—7DEE (cm), ¢ =HEEFE (I/min)
?&9,%iuDUmsmlmu,ﬁéSMm@+4my%;—f%mmeEﬁgbtmﬁ
Foa——%, HERE10/min THEEL:LDTH 2,

2.2 WEHAORE , |

3.2 105 U A I 0V & 0 355 & 0, 310 ppb OTSRRA A 554 & ¥ o, AZER,
WA 2 R A 2 BT A L ORRHES TS 3 T 210 & T, RAEBE (5 ppb~900
ppb), FEMERHRE (0~90%) BTETH D, ERTAFER, Frezy, BARSORE
LTTEETH B,
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[ 7]

T« BPRMRAER - R oW - EIL P
-[ TBM ]:

F1
—eed
F2
'ﬁ ™k
F3

MT MCI U
A p—
] ] Fi~F3 fiow meter
i

-
114 M. €1,22 mixing chamber
80 bubbler
MT:mist trap
TBM:teflon bag manifald

AC - air cylinder

3.2 GHARA A R E OB

2.3 BEHEOMY

R ERELIER Y 7 IR 7408 —i, 50ml ERH=FE7 722~ AN, 1A 2av 7
774 —OT A LR RIERETE (0.002 M NaC0:/0.003 M NaHCO:) 10ml #5012, 60 43/
ke L, miETo7,

24 B ¥
ARHNEPOMEE A 4 ik, A4 oo 7T 7 4 — (Dionex #8 Model 10) 12 & 1 4347
[

3. BRRUEE

3.1 RUFIFZo0E—I24 58N R & BT RIERE DS

3.1.1 HHEEA A DK

Y7 N7 007 —OWMEEA AMEREICONT, MERSE S ANEEOBE Y 3.3 05
T FHEMIZER 47 mm, (HEEL X BEEIZHT 100 ppb TH o7, S0 BEOARET LR E
Wi ACEE LY, BIF100%80OMENELEBL, LIS TAT7 7407 4 1 F —
(Gelman type-AE) TH[RIFROFR £137:4%, NO, 2RI 3 h TRYES S o 458 2 1L 2 ATREME A
HiHIr, LELHEEENRELIE, OBHCINVFEALSh o, #YF IR T4 05—
2 &5 NO, NO, D, BRERETHIZTINUTTHY, By AMEC IHELRITX
HNbDEZEZL S,

3.1.2 RFIRHESEO L
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100~r e
;5 D\
H
=
.
-% o RH 20%
% o RH 50 %
© s RH 80 %
| —_—T1
9 50 100

Flaw rate [{/min}

® 33 BUTIFT7a0d -0k AWES AOHE | HERE AR OBF

E7HAZ0.6umOEY 732 E7 4 05—z 20 TRE EITo%, 1RBAHEVFIF7 4
A=, 2EREHTHENEOEVE IR TLEETHA Il ym DT 77 405 —53%
HL, AGHESITOTEOI X > THESFERD T, £ 3.1 WRT L 5 i FREESRI,
QEFEIC IR S U o do, LD LEY 73 R 7 408 — 3 EEY A 48T 5700, 1EEED
THERIEIEE I, REMAY R R TFIREBREENALESUCHEHTSE S, s 2BHOT 2707 4
RE— L TRERICRLE &S ARG RS, | B EERL T & R PR T 7 o>
TANS— L SERUTUE RS H 20T, HFREBREC DT H 1B, 2EBEW
HEIAAEAFE~: LIS, IECI0%MESNTVE I Ebhof, 20 5, HER
HLFEETH S5 LHMRL /2.

F31 RBUTFIF740d—ictafuFRPpYEomE

Particulate matter congentration (gg) Cotllection efficincy
i st {polyamide) 2 nd {teflon) (%)
NG~ SO NO;~ S0, NO;~ S0.%”
L. 2.51 7.87 o} 0 100 100
2. 5.53 7.77 0 0 100 100
3 4.68 6.90 0 0 100 100
4. 5.61 9.70 0 0 100 100

Sampling flow rate = 101/min

3.1.3 #R, HPREHE

R Thifi~re & 5 DDE T, SHRMEEMHEC L, ERER S LT3 0BT X, §
FIRIHERIE R 2D 7 4 V¥ —TRHREL, 1EOSHTERT SNBSS 2, 22 THRITIF
T4NS —TORBEHECRE Ui, WES A, RPRERE, HEI R SERCREL, T
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%32 RUFIF7405—ICLAHERED A,

P FIRBBE O R HE
Nitrate concentration (gg) Collection efficiency (%)
Ist filter 2 nd filter
1. 24.5 110 95.5
2. 3206 1.30 96.0
3. 44.3 1.82 95.9
4. 41.8 1.72 95.9
5. 41.4 0.227 99.5
6. 18.1 1.14 93.7

Sampling flow rate = 10 [/min

ByEL (30~35°C) o T BHEERE Yy FREBICR) F I P 7408 —% 2 HERTH
FERiT, HEDNELFAG:, BI2RRT IS, EITBUL LoMERE N, RIEER
WEETHE LEZS,

3.2 BT a—F— (L HWMHMY RGE

3.2 WAL RAEREIC LD, WHERY A& 50~100 ppb FBERE 3 &, FMEOHEE LKL
7a %ﬁfjiff’i’ JA4EmRT, 2 ’Cﬁ%%i (Collection efficiency = CE) i & -7k
iz,

CE (%) = (1—C\/C.} X100

B3 AWR LI E ST 7805y 7T 2= ¥ & O BY R 50, OALTHHET 3,
@BIET = 2 — 5 —£BAL T2 RRBETIAE C L LT, RORTZH—A o
WMEAAEZDEEMELTEY I G EL, WBYAREREL L, FBRIZ O FEEC
@), D7 (N5 —RENTRIBL, HEBIREL TIFoR,

HHOz .
E i Diffusian
denuder (2)

\
5 L Mass [low
o Polyamide tilter meter Punp
F
E l

‘ . Tetien pipe '0)

©L Waste ' ’

B34 FA 0L F 2Tk SRR R AR B
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#33 HMT =2 -5 —10 & WA A DB

* Denuder Generating HNGQ, (ppb), Penetrating HNO; C, Collection efficiency (%),
description  0-30min  420-450min  ave. CV* 0-3min 420-450min 0-30min 420 - 450min
L. D(5,50,5) 4 70.0 732 003 0.062 1.45 99.2 979
2 D(5,50,6) 798 80.1 833 009 204 2.75 97.2 96.6
3. D(5,50.8) 58.8 75.5 69.5 018 2.30 128 96.0 90.4
4. D{(5,50,10) 64.7 580 56.2 0.6 5.03 9.13 922 84.3
5. D(5,60.6) 822 65.9 163 0l 0.415 0519 99.5 99.2
6. D{5,60.8) 744 664 - Ms 0 012 0.779 1.87 99.0 97.2
7. Di560,10) 67.6 62.2 631 006 0.634 330 99.] 94.7
R . D{5.80.10 78.0 60.5 726 012 0.997 0.915 98.7 98.4
9 D{10,50.10) 63.7 62.2 62.3 0.02 V] ©0.311 100 95.8(RH =20)
10, D{10,50,10) 536 624 . 620 0.06 0 0 100 100 (RH=60) -
1. D(10,50.10} 925 86.2 960 007 0 0 100 100 (RH=40)
12, D(10,50,10% 36.8 89.4 790 020 0 0 100 100 (RH=%0)
13. D(10,70,20) 41.7 41.0 432 0.07 0 0 100 100 )

CV* =Coefficient of variation

RIJXENFRDT = 27— DO THH 0~30 53, A& 420~450 FOHEHEETRL,
FAurFa—TES, AR, BERL:BEVEOMBERTT b, 2EREREL D RE
WA THER A AR B OBE D L KEHRBIZ L C 0.05~0.20 DEEH D D, —EHRETO
BRRTE s, LbL, 74 0¥ F 2 — 7 OMBY AOMEEAAM 2 2D+ 5TH

HEELD,

3.2.1 HEEHRE L HESHEORRFR

B35, 3.6 MARPEOBISEN L MEGE L DML T T, R& 50, 0cmDF4 8>
Foa— 7% S ALINEE LT T = 2 — &0 DL THEERE® 5, 6, 8, 101/min (60 cm
i 6, 8, 101/min) LZMES & THEEEL, BRI > THESEIRD LT

< {tﬁﬁ‘] i’:% "2 ‘.":e
§0070—g : SLAWIN
g “6L/MIN
= BL/MIN
= .
:-: 50CMx5 181N
£0
9 1 H § 8

Elapsed time (h)
35 M7 = 2 — ¥ — DHER N A HERhER

DEFZEL  HEREDOBE(F 2 —
7 RS 50 cm)

1007 BL/MIN
- BL/MIN
= 10LMIN

£ 90

B 60 CMx5 '

580',.

< 1 - H » B B«

.‘i%apSed‘ time (b
36 B 7 = 2 — & — O A fEE

DEFEL  HEAROCBE(F 2 —
7H#E 60 cm)
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3.2.2 Fa—7E3 LHEGECMRGR

3.7, 3.8+ M nrFa—TORS CHENROBELERT, CoCRIMorFa—T%
SAUFNCHBE LT =2 — ¥ —1Z20nT, F2a—7EX% 50, 60, 80cm 2L &, HHE
fiExZinei g, 10/min & L TEREEA AUHERETEF - 7R EOBMcHE-T
MESFEIRAT 2EE S o,

1 100
T e

GOCH
90‘0\‘@\%\&\
0=10L/MIN

50CH
80
L L]
1 i 8 § o H ‘ b B
Elpased time(h) Elapsed time( I )

o
=
1

56CH

0=8L/MIN

pollection Effitiencyl2s)
Callection Efficiency (242)

o
=1
A

=

E 3.7 B85 = = — 5 — OREE S A HEL = 38 B TF = o — 5 — DY A HEY

BORBEEL A vrFa-—7R FOEREN A vFa—TE
S ORI (FEETE 8 1/min) S O GRERME 10 1/min)

3.2.3 Fa—7HE - FEEWEOBR
D (5, 50, 5) T, WEY ABEDESTREBETCH o0, Fa—7FHs 10Kz L:D
{10, 50, 10 Tit, GHEHREL 280 W0 Ymin o L) 090% L LomENEsEB L,

3.2.4 MISHEE (R ©RESEOMEE

D (10, 50, 10) 2w T RH % 20, 40, 60, 90% = Zfh& ¥ THENE L OBRERA .
WTNOEMEE I B T LHEDEE 99~100%TH D, RHKEEL (B liSEhEnSs
iz,

3.25 74— A PFHETHHERAOATREEEDWT

ERAPRBSTE, BBV ABESSEERICAVCE 0 Ay +RARBHEE LN,
(~10ppb) FHRERF =2 —F—OHEBY AMEYESRHCLEEsh W I EhsF (O
vF 2= EROLEET = — - BEREPI BT O+ RS AMEELE TS Y
DEEZ D, FRERFZBECE TR, HERBEREZVWIEHEI LWL, ZITHEELTL
ARYTORENFEE 2T 200/ min OBBEFRELXBEL LTD (0, 70, 20) TRIFZHEDE
LAY (AN
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3.3 BT -2 - ORFREEENEAR

DDE TREMT = 2 — ¥ —CONTFOREEREW I EMNLERSTHL, T I TEHAT b
AHF—EDRES L NaNO i F ¢ EEORIFOR FIREREC DLW TEAR ST, 2
ZTEMFE (Penetration efficiency = PE) KRR & » TRz,

PE (%) = (C/C2) X 100

IITCRERTF S A - — 2 EAL LG THES WP REBRRRE, G IEEHEsL
R TIRIEEIRIRE TH 5,

BTRYEPERT 22—V 0L 20BN EEET S L &, TOEAFEZKD Gormley
“Kennedy &7 i L » TEFETE 5,

J = n/no = 0.819xp(—3.6572)+0.097exp( - 22.3¢) + 0.033exp(—57a) ’

T f=EAE, n =HORE, n=ATBE, «= 2DI/Q, D =fFOUHFER (cm’s™),
[ =FOES (cm), Q =HHEHRE (cm’s™), L IOAREARISBROROZNILT 5,
DA, 50, 10), D{10, 70, 20) TiEv A A XEH 10 AT ERD, TR EREI R - T
Wa, FRERE0.0Lgm ORFOEBE (D =2.4X10"%cm%™") THEAE BREELFHHET
55, EROANEPORTIRYEORZEE, 0.0lpm Kb RELHIEL2HZ0T, 5%
LR TFEARSRAD D,

3.4 D10, 50, 10), D(10, 70, 20) O FREREEOCEBRE 2T, (DO, 70, 20)
WonT AR O FRIEERED ), D0, 50, 10) 2w Tid, F4Es iR FAEERE,

34 HHRT =2 —ORTFREBEDOEAE

Particle Sampling time Particulate nitrate cone. (NO;™ yg/m?) Penetration efficiency
deseription (min) c» C,» C/C; (%)

1. NaNQ;® 125 85.6 88.2 970

2. NaNQ, 30 756 74.2 D1

3 NaNOQ; 120 78.3 81.1 95.6

4 NaNG, 187 26.0 268 97.4

D(10.50,10) 5. NaNQ, 315 25.6 26.6 96.2
6. Ambient® 670 1.40 1.43 919

7. Ambient 555 591 618 95.6

8. Ambient 345 1.87 1.94 96.1

9.  Ambient 260 5.27 5.61 94.0

10.  Ambiem 394 0.673 0.658 102.8

Il.  Ambiem 270 0793 0927 85.5

[¢10.70,20) 12, Ambient 185 297 161 82.3
13, Amibient 763 2.35 294 79.9

14 Ambient 160 1.69 1.717 95.5

a) €, =Particulate nitrate concentration through the diffusion denuder.

b} C; =Particulate nitrate concentration without the diffusion denuder.

c)  Generating polydispersed particulate nitrate from a 0.002 M NaNO; solution with a constant outpul atomizer.
d) Ambiem particulate nitrate.
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AETZ - HEHEAIE - o EL A

RIADK PRI b 1C SUBEEOEEENESNE, D

B0%6~96% £ K & {7
NTWLIMERF Y 7 248,

§le_,710 ZOMBEE, ARFE (ERY2~8 um)

BrELOR, BE, TSI 5T0OLRBEOE L DOAKBRRTH S,

34 7Z14—=NFTORER

D(10, 50, 10) % AL, 19834E7 B 28 H~30 H £ T 64 REREEEHAITE 247 - 12, FERSEIE
IR TH o, BRELFHEZIETT, MBORC -7 7TH 29 H»

R FRRBSHEELSHBIL, BIC 7B 298 15~ 18 BHC A Tk, BN ATES S D8R EE 2
SNBEE— 7 HHB L, 2R3 10 R U2 LS 2B ST 28 Y 2 0HEI B
L B FRRE  LUEET A 8

&z EmERL, BiER (30~34°C)

RLTED, NHHO; OFED LI 23 FBRLTWALDEEZ LND,

Takasaki
26-30 July 1983

s Basenus mine atid
"1 purtialaln ity

IN%INHHI!H i ‘meﬁlﬂ L “Mu

"
i

i
3

Kitrats concantration tpg sm3)

20 iy

I Tl

lIllﬁT!ﬂﬂSiz!ll'\sllﬂnli!"li'\l
Il

Hﬂl‘ \

T

i

30 iy

Time ol tay (k)

3.9 WEEEA R, R FNHEEEO LML mET, 198347 8

28 H~30 H

Tahasaki
8-30 hy 1983

Ratia (%)

3

Time o I]lh)

310 2MEEcHT 2B A0ES0 Bl BB, 19834

TH28H~30H
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REPOWES A & B RHBRE O Eid

4, ®& E

REPOMEEY A, HTRHEBELHET 208, EROBR7 + M5 —2HLIAETIER, &
HEpUHHEISNI M TIRHEE» > OWHEY A OBEKEXE L & T v i) Denuder
Difference Experiment(DDE) # w2 &, R oOPEEZ U FICHHBENBECAIET Sk
MATRETH 2, $EKO DDE T, W7 2 — ¥V —OREEBE CRHETH » 7o, FRTIITE
Foa—¥—lrfurFa—TEERATEI LT, BT =2 — 5 —RFOFHEIER
2, & DEERHENTERICZ 72, T = 2 — 4 — OWiEA A HELEE D0, 50,
10y, D9, 70, 20) TRFRWO%LULETH Y, FTIREREEARE D0, 50, 10) TEHER
95%F2RE, D(10, 70, 200DV T B0~96XBE TH oz, BEWXDVWTR, 7F 75 —0DF
WA CHESH L EEL N, BERFTTHZ, BIEMCRY7IF 7407 —%f05 2T
EiCkoT, WEAA, NTRERECRHESTRTE 7, FICEETHET MY A
owTiE, D10, 50, 10) % FwiHEEE 2 T 1ppb BEDOEREMAETH B,

5 A X B

1) Okita, T, S. Morimoto, M. Izawa and S. Konno (1976} : Atmos. Environ, 10, 1085-1089.

2) Harker, A. B, L. W. Richards and W. E. Clark (1977): Atmos. Environ., 11, 87-91.

3} Stelson, A. W., 8, K. Friedlander and J. H. Seinfeld (1979): Atmos. Environ., 13, 369-371.

4) Shaw, R. W., T. G. Dzubay and R. K. Stevens (1979): U. §. EPA Research Report EDA-60012-79-051, 79.
3) Forresi.'J.. D. ). Spandau, R. L. Tanner and L. Newman (1982) : Atmos. Environ., 16, 1473-1485.

&) Shaw, R. W, R. K. Stevens and J. Bowermaster (1982): Atmos. Environ., 16, 845-853.

7}  Gormley, P, and M. Kennedy (1949): Proc. R. Ir. Acad., 52A, 133-169.
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Measuring System for Gaseous and Particulate
Air Pollutants by Chromatographic Method

KETZ « MEFERARER e R w2 - L P

Motoyuki MIZUOCHI!, Kentaro MURANO?, Katsuyuki IZUMI?
and Tsutomu FUKUYAMA?

E B

RAFEAEy FREFOFELMAELELIENTZ O N7 74— 2T A Y
A, BTRYE (SO, NH, NH.*, RCHO, BEMHEE OWES AT LE5HE TS L
Ehiz, FHIHERMETZ « - FHEERT- 2,

RO F A -NTRWEOHAFRIC £ 2 artifact 242 T a2 plilFo—7%
BERAL1.80: 15 6%KLO: BB 7 4 M7~ kD, R TRHERFEYVF 57040
TFLVT 4N =L DHEL, NHy, NH*, HNO; # X, NOy- 3ERZFC LS
MER LI, PUTEFIR, 2, 4-Y 2o 7oV F3YrERGEY, SlEEs o
RN A —TERL L BERBEIEH T o — - XN TR T ERELT,
RIVFPS7A4RLF LT o Ny —ICEDREL, P77V A8 THERELRIE ST
vy, GC-FPD CEHRL 72,

LRORES AT LEHNTT 4 — 0 FREZTTV, Blgr+Y, 7YE=F, 7r3E
= b4 gL THA-RFARRTRE - 12,

Abstract
A measuring system based on chromatographic techniques was developed to separately

EiAEWRRT AR T 306 SRUBHIEES EATHTEFN 16 % 2
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Tsukuba, Ibaraki 305, Japan.

— 169 —



7Y bIET 4 ERLLSR RTRAEERDEOMNE S R F A

determine the concentrations of gaseous and particulate pollutants such as $0,, NHa, NH,*,
RCHO and acidic sulfate. The system was used in a summertime field survey in the southern
part of Saitama Prefecture 10 get information on the photochemical smog formation
mechanism.

In the measuring system, a diffusion denuder is used to minimize the artifact caused by
the interaction between the gaseous and particulate matter. SO, is collected by a filter
impregnated with 6 %-K.COQs, and particulates are collected by polytetraflucroethylene
(PTFE}) filter for ion analysis. Concentrations of NH;, NH,*, HNO; gas and NQ,; are
determined separately by the denuder difference experiment. Aldehydes are derivatized by
the reaction with 2, 4-dinitrophenylhydrazine and their concentrations are determined by
high performance liquid chromatography. Acidic sulfate is collected by PTFE filter after
removing ammonia by the diffusion denuder, derivatized with diazomethane and then its
concentration is determined by FPD gas chromatography.

In the field survey, gas-particle distribution factors were obtained for the following two
pairs of gaseous and particulate components : HNO3-NO;~ and NH;-NH,*

1. Loz

HALFEAE y FHEROBHCIE, FARDELRTFRYER2 TN P ER TS EBNETH
L, TNETODHA-RTOSEEERE, TAREODL VTR « V¥ — TR TF2HEL, &
TANY —THARMBET 2D TH -7, 7 4 0¥ — LORFIRYE L BAF A ORI, B
FRYEBERL T, FALLTHEShARY, PrE=7, 7rEowh{ 4y, BEFA,
R OWIE 13, artifact OBEZHE ZF THEREESNE T, Tho OFEEBRILOLL
T, ¥HEF = — 7 (diffusion denuder) #35F s 1Y, ZOHRAK L VHEEBWEIEATTEE S -
oo THEE A A R FIRESEHE O SR EE I DL T IREIERICR< 0T, BTogEB z#H~<3 k
502, BRWEL LT, “BIEHHE (S0, FrE=7 (NHY), #1445 C, NOy,
NH,"), 7AFtF (RCHO), EitwiEels (H.S0, NHHSO,) 25&k ¥ s7uvt s 7
FFHHTREFEORRBCOVWTRRZ LB HE T2 74 AV FREORR*HES
5,

WERE L7 2/ VORIRETH S SO, iF, KRERYHORRNEETHD, G 06k H#l
EV{Tbh T3, BEEASHESEE LTI, BREERE, ERTVLEESEC VSR TY
Bo L LHIEHRMEEA R, 7Y ESTHRACLDBESEZ o0, BHEERER ) 7 F0b Y,
HEOBVRIENTE R, FIBO7 4 Ly —THTFIRPEERE, BBOTALH VSR 40
& —T 80, #fEL, KHHERES 4 (805) ELTERT2HFENABEELYICE > TH
EENTVBEDOT, ZOFBEE 2L THRE 2T,

AEFDO NH HIEEE LTHIRO 7 s L8 —TRTRPEE2REL, NH: 2BEBOY 2 7
ELERIERT AN —~HETIFESELHO SR TV 258, RIZAT & 5 7% artifact
MHIEROD 7 4 Ly —ETRIAEHF LN, TLOAIERTERL,
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negative artifact

H.SO. {preexisting particle)+NH; - NH,HSO, (1)
positive artifact
NH.NO; — NH: +HNO, (2)

FHRIAPTEEC, (D¥FFL6N, FBICE NH, #EB<HEL T30S H 2, NH. D
HIFIH L TH HNO; flE 7AW@ X [F#ED Denuder Difference Experiment (DDE) % 5&H
FEHE IR OWLWTRE I TS,

AKERO7AFE PHRINLERA Ty 7OREWE L LT, ¥MFERIGE B TEERZEE %
BrLTw3¥, C~C.O7AFE FOERAERE LT, FESYORE L, 77
EFEFR 24V tuZ iz BT Y (DNPH) - VEEERESEB S 8, Sep-PAK Cis
7= b U w ¥ (Waters Associates) LICHI, F8ELL, BHESERE 7 o757 4 —
(HPLC) THfT2AE 8L .

AEP B 2BERBREYE CHITMI T 0/ 4 (Bl A b =HS0,) Oafidfes
i H.S0, 04 2 RN & ¥ 5 K8, B Ho.SO DA 2B 22 AEEsE e TE 24,
B CREBROBMASTETH ) - RETEIEES WL 2 22 PHESNS . I T5E
i, KES5 Lo THESATVAHEY 22D, RGP0 150, DER AT,

2. RERE &

2.1 SO.»flE

2.1.1 SO. W&EHORE

KEZSBT7TAAVEER 740 F - LR FEET B0 HHXOTY ) »2FHALTWDS
i, MHEEAA 2O T 57 40— (IC) THAFT HHAW, ICOHT MTRKERFEELS
2BEFEZN20T, F) ) rEERETE T ALY BELEB I E LB 2L THRN %
7272

BT 4T —i1,80 T IOLRWEHENOSIA AT —A T 4 LI —5FEEA 30
ARRRL, Fror—5—hT—RBERET S L Lo THRNL,

KI%010 ppb F2E D SO, i3 100 ppb DR o ~FFER A S REIBEGIC L DERL THRE
pE A

2.1.2 SREOEERCEENREORE

B4 L B® A U 7 b (KCOs), BEEF b U @ b (NaCOs), BEkEF + U 2 4 (NaHCO,)
D& 2, 4, CUKRBEEEBLTHU L7 45— 1220 T SO: HENE L2 ROFERETT,
7 4 VY — I EE 47 mm, FEEFRE 20 /min Th ot RICIORTRIFHESERERLL
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l oor _m—___—‘“'a_——fﬂ
= _
- s
& sof 2 o
s O KzC0s ® 5ol %
E o NaCO3 &
S & NaHCO3 g o' RH 20 %
! | | I | ! © a RH 80 %
0 1 2 3 4 5 [
Concentrotion (%) | !
0 100 200
41 &8 740 ¥ — (K.,L0: Na.,COs, Flow rote (£/minl
NaHCOs) @ SO, ffifkshse 12 6%K.COs BB 7 415 —D SO, B

S

6%K:COs BB 4 ¥ —iz DV THERE L HHEE (RH) OBFC > TRN 21T, &
BEE4.2TY, BEE(RH =20%) CHERBOBINE & THRHBRIBEI LT L
2L 50 1/min LT OBERE THhIE, EEORIHRCETid (RH =30~100%) £ 95% 14
LoBEMESBLNS,

2.1.3 & #

HEERBELT 7 4 VY —RBEEK 20ml THIH L, ICKE 0 ET o7, B4.3@IETT
k512 80, 12 8057, SO OWMF L L THE SIS, Z0OHE, CERMCHTIRERSLEL
B0 THENH L B, F I THEREKE 1%H0: KB 0.5ml 2MA 2 2Lk > TS0 %
SO ~AEHBEE S0 ELTERET> 7. H4.30IRT & 9 H:0: 212 3 & SO* 1
T AT §OE NERE N, BT RS HETE 20 I/min, HSERFH 2 FERIT 0.2 ppb(§/N =3}
TH-oT,

22 FPrEZFEIHFRZ A EZVLAST-DRAE

2.2.1 WEHOREE

DDE T NH, ORI %475 #8&, HNO; #I7E & Rk, 8iFR7 » £ =7 a3 NH; 2ERHZ
BT O RHEMBLEER D, £ I TR FREFEORHVAEY 1 vy -2y, BESR
a4 NH;, BPR7 v E£=7 AHOMEMRIC DO TR L

LSBT 4 F —Fo - T Ly 7 A 2500 QAST BE 7 4 ¥ — % SR~ 30 2L, 7
by —hT—BERET L o THRLY,

¥ 10 ppb @ NHs i HNO; #A WO LR UEHt Vi X > TRES ®
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(X B 12 )]

204 0.5ni
1% Hly
sof
sof
SD{
51 15 0 5 W 15
Timelmin} Tima(min)

B 43 SO WEA7 447 —-OHHRORA 47 av 75 AR, 1%H0:0.5
ml 2% 7 b &)

100

-

501

Coilection Efficiency (%)

* 0 b o
X
3
[
&
2

Concentsation {%)
44 87 4+ 1P — (HiPO., H:C:0, H.BO;, HCOOH) ¢ NH,iE%=®E

2.2.2 ARBEOBRERCHEREORE

M4.44) Y8 (HPOL), ¥ 2 ((COOH) o), &wh (H:BOs) DEEWGMIEINT 2
NH; OMIEHE s R+, MEFRGEE 47 mm, HEREE 20 /min Th 720 5% U VBTHR
R85 M, WIZCDERT 4 L5 —DBEFE L RH 0BGEE 4.5 07T, BED
i RH CBEA N F4Tmm B8 LT 200 /min BEOHEFRRCRFLERBB LT,

2.2.3 5%V VEEREET 4 Lyl LB NHs, BFIRT > &= LBORFHHESE

4.6 5% Y VEMERAEE 741 F — 2 2KERT, FRHER T BRET T, BIERICH
3 NHS LEBBOZR LD X - THESE 2 R B0 1 A%Z & 8L TIZIZ 9%
PlEosiEnBoni, MEOSEE» oRIBHEETRETHS LEL D,
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|oo'~ 3
= 100+ ° 6 0 ¢ 0 4
-~ o
5 3 ° °
g g °
& g 9%
= =
=
N | Tokarozawa
£ 50 o RH 20% :_5_ 3 Argust 1983
g H 90
E & RH 80% 3
o 6 1 13 u
Time of day (h)
1 )
Q 100 200

Flow rate {#/min)

B 45 5% VBB 4Ly —OHE Bl 46 5% &R 4T —I1TLD
B K 00 ~ f% L — ) i _ k

NHs, NH* (p) oFIE 2=
TR ) IR B TE N p

2.2.4 WHT - 2-5—-0ORFY

NH, BEMOER T =2 —0MFIESY OB LD, HESmm, X lm oA
Vo 2 AR T ABENRZ a2 vER 0 —T 4 v L, A RS icERE O R FERL 2, ZOHE
Toa—¥—2ks NH, OHEMEL 4.7 T REBECBEHEREC LT T%0ES
H5H, $790ppb @ NH. 23 L € 10 BRRAL T 9% LoSER B o N, KEBEER
Wppb KD+ FEVEEZSNEZOT, WHME CORBRTETH 2, RCERF= 2—
F—%BLLEARBER LB 20O EWETTHEL, 2OHKL-T, 8F=2— 5 —0OH
FRT v 2= AEICHT 2 BRELREIL 2, COBESRERABE 7 1 V7 —E~fiET 51
O, TrEZVLETRAE7 447 - LTRQ), Q0L uRGES, ERTHENLTE
BarE2L, TITT7 2 T7AELRICRBEE-FIhD, b OBan7T ey 4l
ELTETEL To 5 MSME CBBE R 7, A 1EFT &5 i BRORBEHNBS N0 T
Traov AEOERRLEBRETHAS LN, Ml ek o7 =2 —5—
% DDE ~ERTE 2 LEEHRTE 3,

100+ ——0—__ 00—

004,100, 20 —-(COOH),
90

vellection efficiency s

i § 1 v 12
Elapsed time{h)

B 4.7 v vREHERT 22 —F— 4 &F, 100 cm, 20 I/min) @ NH; f§&E
B O RARFREREE
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#4] BT = —F—0fFEREE

Sampling period Sulfate concentration (gg/m®) efticiency, C,/C;
{min} Cy Gt (%)
l. 210 0.449 0.432 104
2. 400 0972 1.02 95.3
3. 775 1.91 1.94 98.5
4, 345 1.35 1.33 102
5. 820 1.80 1.93 933
* D (4,100, 20) =4thubes (coated oxalic acid), 100 cm length, sampling flow rate was 20 1/
min.
**  C, =Sulfate, through the dilfusion denuder.
***  (, =Sullate, without through the diffusion denuder.
2.2.5 & #F

REEHEELL7 vy —REFA20mI TR L, IC &) NHS 20T L7, Rt
TERZHERE 20 1/min, SR 2 BT 1.9pph (8/N=3) THhot,

2.3 ERAF RS ORE

7 VHOEEA A DD BbAKEEER ClT, NOy, NH BOWTER%{To7. 3
OHIEICE 50, HNOs FOH AREREMEDORZE DLW PTFE 7 4 08— Huni:,

WEINLASERRIETKTHHEL, ICCI OB, By, B4 4 oRBaL
ov b ST LAEEARICTEY,

Injection

Injection

J —d

6 . ¢
Anion

20 16 12 8 4 0
Cation

Time, min

48 RE=7o/NboEEEs B3>, B4y ORERZ 72T
N
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2.4 PATEFORIE
DNPH L2707 & FEOFEFLORTEATTRT,

NO, - NH*NHH-E:C:O
NO,
, u
% H,0 + NO. NH =N =CZp
NO,

2.4.1 BBA—FM) v SOFEUR PR

HFEI—M) v Pid Sep-PAKCis #— P w ¥ T P2 b ATHBLLE, 0.2%DNPH
SI% U VEE- TR P P ASBEY 2mIEL, A MY v VOREOW PRI, BERRPT
ACV—F—@HETTIREERs AN L L, $LTRODNPHERE L 77y 7%523
DT, TR =P UATHERL, M498RT L8777 2E%187, DNPH 2R CRIG
HhiE <, MHRCEEFEEEL, LT 74—V FEBCBL TR FOMRECETRRLET
HE,H—PVyYORAEEY) AV FEry FTTHE, Yy—ATF 7RI y—N L 20ml AL
OUFARIZEET 2, 1 EEREOBRE TR 7 7 HORE MR sk b o,

2.4.2 RIaEBOHE

KEFHEFHIEE 13 mm @ PTFE 7 4 48 —CRTRDERBEL, 1 /min THELL, 20
WERB TOMENES, -V v V2 2AETIICERL, LRE L 2EBREOMER I & > TK
Bite BA2XTTEIRLC ~CaDTALTE FIcDnTBIFRERNES NI,

U¥ Absorption{ 365rm)

l‘ll l'll 10
Time<min}

Bl 49 24- Y= o7z n b F398008Ersov 75 A
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#42 DNPH & SepPAKCu #— 1) v PO FALFE FEEHE

Aldehyde Counts of integrator (xv) Collection efficiency
1 st cartridge 2 nd cartridge (%)

1. HCHO 131385 800 99.4
CH,CHO 97140 3436 96.5
C.:H;,CHO 31622 o 100
n-C;H,CHO 210714 0 100

2. HCHO 220264 2986 98.6
CH:CHO 211015 3574 98.3
C;H;CHO 29629 0 100
n-C;H,CHO 158358 ¢ 100

Sampling flow rate=1.01/min

243 & &

HHEsN-RBR 72 P 2ml THH L, HPLC T/ L 7., HPLC 0% 2% 4.3 1
Tde £ 410 ZHEEME 70 I ARRT, Lppb BED C~CiDT AT EFIZD
W 2EMBEOBERMT, 7 b= MY A L A HMEREDA THENBEECERTE 3,
BME TR, MEREN/ min, HERBERT, HCHO=0.7ppb, CH.CHO=10.5pph,
C:HsCHO =#-C;H,CHO=0.2ppb (§/N=3) Th-1,

F43 TATEFSAOLDOEREZ v b 75 7 4 — D&Mt

Column Radial PAK C,; Cartridge, 10 cm X 0.8 cm {(Waters)
Mobtle phase CH;0H : H,0=70: 30
Detector UY 365 nm
Flow rate 2.5 ml/min
Column temp. Reom temp. (26°C)
Retention time HCHO 3.40 min
CH;CHO 4.90 min
C;H;CHO 7.40 min
n-C;H,CHO 10.80 min

— 177 —



rov b 7774 %ERALLY A  RFRAKHFLEHEONES A7 4
HCHD

CHyCHI

bJ\}ULM__k

10 1] 30
Timetmin}

U¥ Absorption (365nm)

410 KEHR7A7TE FEORENLHE I o< 7T 4

2.5 Wil (MMWEE) oRE

ZITHWEARE, NH: #RBRET 20T =2 — V%Ml TH L0 E T, 7405 —
EAHS0. 2 HETAEO NH (2 L 2PHRIE 0 E, S HSO 297V A5 iz
IhAFn{bL, YA FARHECH) S0) L TERTAHDTHE, FHOHEEICII PTFE
TaNF—FHunil,

2.5.1 KEHEOHE
NH: SR LEH T =2 — 4 — 2 By, HERE 20/ min TARERZ2BEL L,

2.5.2 4

AFNMGERT A7V A VIEE, BRETHY, 2O2RETI2IEVERELCWETSH
Do, HHEBCHEICT A LTRESEIAELRE o, K411 K HBEEE L A FALER
OEEEETT, A REFEFRY~, BRFBSH, Cex—F 10ml, DicAR{EA Y 7 4 5~6 %
HERI~2m CER LD ELF L TAI—A10m]l, Exz—F 10ml & BFE2BEL
ZilE AND, SEBLEELLE, 285 2% 20~40ml/min TRL T, D N-xF)-N
-—tu-N-=pav 7= (MNNG) OF & »&EK (1wt%) *5mlBEANS L, 77
BB YTV A VA ANREEL, ETH.SO, 0 AFUESRTTbI S, YBERED T —F V&
WREHEREL L L ETHD, RICHEEEYE £ L THEEY 50 ((C:Hs).S0.) %M
fnz, 200 x} F2HE & T8 L T, GC-FPD TER 217> 7. K 4.4 1 GC-FPD D&kt 2 R4,

FPD OEER SORBIIN L TERTERVOT, RIGREHR o= Xy 2 CR1B O
MM & o Tr, BBAIRR RSSO 7 o~ M 25 ARK 4.12 7§, NEHRESE(C.H;) .50, &
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BN

411 PT7RAY OFHEEE
AN, B B : Bast
C:xz—5Fn 1iml (CHy,S0,
D:KOH &+~ FAT A0 r

— 10ml
E:z—F 10ml+H#EL:
74y — |-
]

{CaHg)y50,4

FPD Response

10 2 )
Time(min)

412 Bigitewmora~v 73 A

% 44 GC-FPD O 4#rdefk

1. Column 3mm i.d.%X1.5m, glass
Liquid phase
Ucon oil 50 HB 2000
Support
Uniport B, 60/80 mesh
2. Injection temp 150°C
3. Column temp 90°C iso
4. Detector temp 170°C
5. Flow rate
Carrier gas (N2) 80 mi/min
H, 160 mi/min
Air 90ml/min
6. Retention time
(CH3).580, 13 min
{C;H;}.80, 25 min

KEDBEERHREL, (CH:) S0, &, s HS0, BEX R,

IOFEERAGD EASHO H.50, BERME RS2 2 b TE 20, KEPCEELTYL
LZEEbNTWARHEKRT v E=7 A (NHHSO,) bEE (CH):S0, E LTHTLTL %
WIHEORAETELZ L, LA LARTOMBEE LTEBEHFEEL TW AR v 2=V A
((NH9:S0) L @EFITE, ZORECI > THEEEMEL LTOBERETTHETHZ LE
25, BMHTRIEHERE 20 1/min, ST 2 BT 0.05 xg/m? (S/N=3) THo/z,
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#£45 SHZHON A, RRXT7aVhoA4 4 v BELHA-KT2HET

0-3 3-6 6-8 8-10 10-12. 12-14  14-16  16-18  18-21  21-24

50, amol/m? 0.14 0.1 0.26 034 010 010" D10. 009 0.08 007
50, ppb 3.10 2.55 575 768 229 2134 2.25 2.07 0.80 1.66
DDE HNO,(g) umol/m? 0.09 0.01 0.06 009  0.09 0.20 0.17 0.10 0.07 0.06
HNO;,(g) ppb 1.97 0.27 1.24 191 1.99 448 3N 2.25 1.58 1.33
NO,™ (p} gmol/m? .06 0.1 0.16 025 040 0.0% 0.07 0.08 009 014
NO;~(p) ug/m? 3.49 7.08 9.96 154 251 5.42 434 498 572 882
T-NO;~ wmol/m? 0.15 012 022 034 049 0.29 0.24 0.8 016 020
NO,y(p)/(HNOa(g) + NO,y~(p)) (.40 0.92 0.73 074 (.82 0.31 029 (.44 0.56 0.70
TI-NO; (p) gmal/m? 0.09 0.12 0.22 026 021 0.06 0.07 0.08 a1l 0.17
(DDE-T1) NG, (p) gmol/m*  —003 ~D0OI —-0.06 —001 .19 0.03 000 GD0  —002 -003
DDE NH,(g) pmol/m? 0.7 .47 0.11 009 0.38 0.35 038 0.23 0.09 0.18
NH{g} prb 17.7 10.4 2.46 190  B.42 7.89 8.40 5.18 2.03 392
NH.*(p) pmol/m? 034 055 117 129 0% 0.44 0.37 0.54 0.61 0.56
NH.*(p) ' pg/m? 6.04 9.84 211 232 162 7.96 6.68 9.84 11.0 10.1
NHi(g)+NH, (p) amol/m? 113 1.02 1.28 .38 1.28 0.79 0.75 0.77 070 074
NH,*(p)/{NHs(g)+ NH,"(p)) 0.30 0.54 091 093 070 05 049 070 0.87 0.76

#46 8F4RAOFR, KEZT7 0/ N4 4 v BE L X A-KNTIHHEF

0-3 3-6 6-8 8-10  10-12  12-14 14-16 16-18 18-21 21-24
50, pmol/m? 0.06 0.10 0.14 0.15 &.16 0.15 0.22 0.20 0.09 0.06
50, ppb 1.35 215 303 326 364 339 4.95 4.38 2.00 1.40
DDE HNO;(g) mol/m? 0.05 0.03 008 0.18 @.30 0.3} 0.08 0.09 0.10
HNO; (g) ppb 105 0.76 1.73 408 6.83 7.44 174 2.07 215
NO;™ {p} gmol/m? Q.19 0.21 0.38 0.37 .32 0.14 011 0.11 0.15
NO;™ {p) pug/m? 1.8 129 234 23.1 19.9 8.72 7.09% 6.66 915
T-NO,~ pmol/m* 0.24 0.24 0.46 0.53 Q.62 047 019 .20 0.25
NO;™ [p)AHNO: {g)+NO,™ (p)) 0.79 0.88 0.83 067 0.52 0.30 0.58 0.55 0.60
TI-NO;™ {p) pmot/m* 023 0.18 0.43 0.37 0.20 0.08 0.11 010 Q11 0.1
(DDE-TI) NO;~ (p) pmol/m*  -004  -DO7  -0.05 0.00 0.12 0.06 0.00 0.00 -0.01
DDE NH,(g) pmol/m* D4l 069 0.42 023 0.23 Q0.25 018 022 026 0.26
NH; (g) ppb $.25 15.6 9.46 sl0 5.23 5.60 408 4.94 5.85 5.85
NH.* (p) pmol/m® 0.75 0.68 1.01 0.97 0.87 0.56 0.7¢ 0.49 0.52 0.69
NH.* (p) ug/m? 13.5 12.2 18.1 17.5 15.6 10.0 14.2 873 9.30 12.4
NHi (g)+NH.* (p} pmol/m* 1.16 1.37 1.43 1.20 1.1 0.81 0.97 0.71 0.78 (.95
NH,* (p)/(NHa (g)+ NH,* {p}) 0.65 Q.50 0.71 0.81 0.7% 0.69 0.84 0.69 0.67 473

#47 BHOBDOHNA, KEx7oVithD 44 ViBEEHA-RNTFAHHET

0-3 3-6 6-8 8-10 10-12  12-14  14-16  16-18 18-21 21-24

SO; gmol/m’ G4 009 004 043 009 ALl 011 014
$0; ppb 313 210 306 298 200 244 250 322 1.57
DDE HNO, (g) gmol/m' 002 0Ol 005 012 018 014 0407 0.02
HNO;, (g) ppb 055 026 119 17 405 322 151 .55
NO,” {p) pmal/m' 012 009 0.0 0.11 06 007 009 £.05
NO,™ (p) ug/m? 733 546 666 697 389 440 537 302
T-NG,” gmol/m* 014  ©I0 016 023 024 021 016 0.07
NO,~ {p)/(HNO; () +NO;™ {p)) 0.86 090 069 048 025 033 056 0.1
TI-NO,~ (p) ’ gmol/m* 010  ©07 008 006 04 004 004 D08 0.05
{DDE-TI) NOy~ (p) gmaol/m* 002 002 003 005 0.02 003 001 0.00
DDE NH; (8) gmal/m* 064 052 062 041 034 037 033 038 0.55
NH, (g) ppb 143 1.7 138 908 765 823 708 12.7 12.2
NH,* (p) gmal/m* 040 035 033 036 028 02 028 032 0.15
NH,* (p) ng/m? 725 633 592 650 508 439 507 568 2.78
NH; (2)+NH.* (p} gmol/m* 104 87 095 077 062 061 06l 0.89 0.70
NE* (p)/(NH: (g)+NH.” (p)) 038 040 035 047 045 039 046 D36 0.21
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#48 SHIWHOHFA, KExT7ord0A 4 BELFA-KTFIMET

0-6 6-8 3-10 10-12 12-14  14-16 16-18 [8-21 21-24

$0; gmol/m* 016 008 0.09 013 005 010 oll 011 0.14
SO, ppb 148 1.77 1.94 298 107 2200 240 246 3.21
DDE HNO; (g) gmel/m?* 002 002 004 007 014 QIO 006 004 002

HNO; (g) ppb 0.47 055 080 1.50 303 223 1.42 0.90 0.54
NOs ™ (p) pmol/m® 012 0.07 012 013 005 008 008 0.07 0.07
NO;™ (p) gmol/m* 719 450  7.30 8.27 313 5.03 506 444 4.18
T-NOs~ pmol/m* 044 009 0.16 020 019 018 014 G} .09

NO;™ {p) /(HNO; (g} +NOs~ (p}) 0.8 078 0.75 0.67 026 044 057 064 078
TI-NO,™ {p) gmol/m® 0.1 007 011 - 005 006 006 007 008
(DDE-TI} NOS~ (p} gmol/m*  0.0] 000 001 — 000 002 oM 0.00 4 001
DDE NH; (g) pmol/m® 040 016 030 009 0.2 027 046 027 0.46

NH; (g) ppb 8.85 3.55 6.78 212 480 6.1 102 &l 10.4
NH;* (p} pmol/m* 046 043 0.41 0.67 0.36 0.31 0.21 032 0.45
NH,* (p) ug/m® 8.29 7.75 7.35 12.0 6.40 5.59 3,79 5.69 8.06
NH; (g} +NH.* (p) pmol/m* 086 0.59 0.71 0.76 0.57 0.5% 0.67 0.59 091
NH," /(NH, {g) +NH," (p}} 053 073 038 088 063 033 031 0.54 0.49

3. EEBFRUCAN

74— FABERSEEEEORRTOASFENR T ok, 4> 7 v 7B EEHOR
ETH ot BEHELS A 3~ H, 8 H9~10 BT, 48 BHEOEHKEES 2 BTz, ¥ 7
Y v 7EEE, 0—3, 3—6, 6—8, 8—10, 10—12, 12—14, 14—16, 16—18, 18—21, 21—24
D 10 KM e, '

4., BREEE

—E R (S0O.), WEEX A (HNOs), i< 4> (NOy), 7>¥€=7 (NHy), 7¥E=
A4y (NHY) ORIERERES, 803, 4, 9, 10 BicF THKA5~4.8 L, UTHE
(SR =3 g

4.1 ZEHEEEE

SO, BEOEEE( %% 4.5~4.8 LK 4.13,4.14 &5 L 72,80z i3 1~8 ppb ORE/TH Y,
PR OBEEBE L L TERYRETH >z, SO BEXEAIAIZE6:00~10:00icH<, &
B FRIEN o7, 8 A4 HIZ16:00~18: 00 1@<, 9 10 HZBEORBIIEL <B%Ew,

4.2 WEH R, BFRBEE

HNO, B O AREL 5K 4.15, 4.16 0L, 8 B 3~4 Bid, 12:00~14 1 00 K B HE
4.48, 7.44pph 2 FNFITRL T 5, 8 A 9~10 A, £EMICEE RS AS, 121 00~14 1 00
BEOBE LY bEBEETL, HNO: SR EERTICE VERT 2 2L 2 TRL T 5,
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830803,04 —a— 50y
Q3r
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t
E
ES
Q1F
3 [ R A R
Time of Doy
413 8 H 3~4 H® S0, B8k
810809,10
—a— 50;
o3
02
%
=
E
£
a0
| , —
Q 6 12 [ Q [ [ 18 24
Time of Doy
414 8 H9~10Bm SO BjE
830803, 04
—&—— HNDy
L3S WS (P}
HHO,(9) FNO; (9}
Q3 10
- .‘K\ .
{N A |
i / \‘r-4'1\ el N
i / | e L

Time of Doy

415 8H3~4 HD HNO; 7/ A B & # A-HFSHEE
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830309, 10

—8— HND3

or

o __NE§UR)
HNQs 9 + N3 TR]

93

pmel/m*

0.3

0

0 61 1z |BI

0 o |‘2 Ié ‘ 24
Time of Day

416 8 F 9~10 H® HNO: 7 AHMEE & ¥ A-RFoHHN T

830803, 04
—=— NOIPIDUE
——--- HHDy [ 9)+HO3IP}
o1t —a— T1- N0y

pmol/md

Time of Doy

X 417 8 F 3~4 H® NO, (p), HNOs (g) +NO,™ (p), TI-NOs™ BE

RFRRSEEE (NOs~(P)) i, B4.17, 418 Rt I8 A3, 10:00~12: 001,
8F4BIZ6:00~8: 00 CREEAEF 2.1, 23.4ug/m® BR L T3, 9, 10 HIBEEE Z/NS
<, R0 00~12: 00 CEREEELTRLTWS, SHEEE A > (RS R+ TRIEERE)
2, 8 A3~ HIZ10:00~12: 00 =2 2RLTWw3, 9, WHEAR LG s aEAGSH

3, E—2idhitenrThs,

# A -BFAHET fuow = NO (PY/(HNOs +NO; (P))id, B 4.15, 4. 16 ic R Lz & 3 g
BihE <, FRIE 2 aBEEsLEmc Ronsd, NHNO: RUTFIRTERRECH Y, T

[EHA LTS L PHEFESEC TR0 THEY,
NH.NO; = NHs + HNO;
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830809, 10

—=— NO3IP)

== WNO3 0]+ HEAIP]
—a— TI-HO§

orr

05

pmel /m?®

03r

e —
Time of Doy

H 418 8 H9~10H® NO: (p}, HNO:(g)+NO;~ (p), TI-NOs~ BI&

NHNO: AR L T 7 47— LB ETH LAOFEFHEEFEL S REBOFEVE SR
NHNO; OB HEZ 2, TD72%, 7 4 V7 —I X 2 R FIRIEHRE O BIE @ kBRI »E 72
NTntess, EEFHOME T, DDEBICHEEL T7 4 V8 — B0 FRFEBRRREZEWE
BRLk. ABEHROEERLI~4 3R T, L, ZOMAAEER L 2E ] LROEBDA
T <, HEERGC L DHBSERT S, 7405 — L0 NHNO; EHBEORIGIKED,
DTFerd Lo icWEn7 s vy —EtholphsZ tho bHBTE 2,

NH.NOQ; + H.S0, - NH.HS0O, + HNO;

4.3 FrEZ7P, PYEZVILAF

NH,, NH,, NH, +NH, @8, # A8 7448 TF i =NH./(NH; +NH,") 2K
4.19~4.22 12 L7 NH BB O BREL I RER 238 — 3% <, Bos ORIERRY &2
BhoTwd, i3, TryE=7OREFRIBTOMEMOBHNETH L0, TYE=
FEeAFEGEMEESS Y, S EP AT EBER TR SATRE WEKA 7 5
T, BEHEL 2~8 ug/m* THRLOHEFEL 0P LEVWETH >,

Ha2OMEEIZDDEETHEDTT 4 MY —EERBR Y artifact #Z 0 FHECSVRIET
B, MOREFE LT, E#F 2 —72HAL, &L NH, 28 LHL NHS LT
ERT % Ferm'? QHIE®, 5> 7 AT Y B%2— b UEHF 2 — 70 NHs 203 &2, B
B 7> NHs % NO Bt LT NOEH THRIET %2 McClenny & O FEY BMEEOBRIER &
Wi s, Ferm @Az -FrizBnT, 10~11 B3 THEF 0.6 ug/m® DEVWHIEMERT
V2%, McClenny &3 7 B2 0.3~0.9ppb, 8 HiZ 0.8~8 ppb DIEEB T2 251, HFHBEHLF
wigEBPLE SRS,
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NH." i, 8 H3, 4 HiZ 6:00~12: 00tABEH®E L, 9, 10 HiZ 10 D 101 00~12 : 00 %
LTEWEETRLTWS, NHs +NH,* & NH. EFABROER %70 T2, fin’ X 8B 3HD
61 00~10 : 00 iZ REEIICAE < T, NH* 25 %LU LEED TV, Z OB f5 0 fro,
MRz, NHy RIS E D AR UABERIEL T, NHS LT 7 oV ALl T
WELDEEZLENG,

B30803,04 .
B HEITT L]
13
A
/’A‘\ /r
A /
/ '.‘ F’ Y
/ \ .
i } ; "
1o M l\ ’r" voow

- \ \
£ 4

g

05

iz 1]
Time o Day

419 8 H 3~4 HD NHs {g). NH.,* (D) +NH, {g) B

830809. 10

—— NHI5t

- #e HHIIP I+ My 19

scmal /m3

05

Time of Doy

420 88 9~10 3¢ NH, (g}, NH,' (p) +NH, (g) g
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KETCZ - HEFREAEE -  ®E -/ A4

—
830803,04

—=— NHtu]

[CHE

B L s, LLLE—.
K3 L9] rHHLIP Y

o5} a5

] 5 12 8 0 3 —z 18 24
Tims of Doy

4.21 8 H 3~4 B NH,* (p) I & # A - T FETF

830809, 10

—&— HHR

o __NHiiP}
HH 19 1ENHTTP]

05

] & - |‘Z * I‘E ] [ 12 18 24
Time of Day

4.22 8 F 9~10 Ho NH," (p) B » & A -k FHEF

4.4 BERABEZLFEF

wvL7AFe ¥ (HCHO), 7747 F (CHy,CHO), ot »7aFe P (CHs
CHG), 7#27A7FEe N (CGH.CHOID 8 A3 ADBEL(EHE 4.9 LF4.23 TR/ L, 7F
NTNTFE R, a7 F0, AVTFVOREDTH L, ARELIZ 4EO T AT & NI, THH
BENEL, BEESF—rE2FRLTvw4a, HCHO 8 00~10: 00 inBEEE 7 L, CH,
CHO (£ 8:00~14: 00 CEAVBEERL T3, CHCHO BeErcEBEMEy, CH.CHO
210 00~16: 00 i EIBEE R L REBEESKEVEY -7 BLWHABE T AR RS
4, CHsCHO & C.H,CHO 3R £ BEOBEEMNKE {, BEEREC LY REPizERL T
WA AREME VLA, FIEEMEREL» TR, 7A7TE FREEFNCRICHECES, BED
FETHL 0B HELHERIEDEEHCNCT S LILETH D,
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7ae b Y37 o —EERLLTA HTPRAKSEMEOAE Y R 7 A

#49 SAZHDTALFE NEE

Date Period HCHO CH;CHO CH;CHO C;H,CHO
ppb
830803 0-3 2.86 293 0.37 ND
3-6 3.03 3.37 0.45 ND
6-8 3.68 523 0.72 ND
8-10 545 8.65 1.52 3.00
10-12 4.46 9.05 2.30 7.88
12-14 248 7.90 2.28 7.88
14-16 216 6.76 2.02 8.55
16-18 2.15 527 1.73 6.82
18-21 1.49 3.02 0.96 5.25
21-24 1.62 2710 0.75 3.37
830803 CaH;CHO
01 CHaCHO
ppb
gl
AN
AR
£ 5l
gl HGHO CaHsCHO
opb
4}
2t . J\WJ
1] [ IIZ“I‘BI‘U Aé“#?“\‘s"“
Time of Doy (Hr} Time of Day Hr]
B 423 8AIHADO7ALTEFAE
3. &8

7av b 77— (FA, 414y, BiF) P, 72—V —HKORAEFEIN-FED
ALY, FARK, MFRORBEEMEONE A 7 L5 HBH L,

AR 7oy v OESA 5> (NOy,, NH*) & PTFE 7 4 ne s — BT HER, AR
ZRI LT, SO; i 6%K.CO: ERY v — AT 4 Ly —TH%EL, 1%H.0. AT SOF I
LABRICTERL L, BBV A RTFREEEOERIAIRCRL A EH T a2 @A
LERBEIN{To e 7rE=T-RFR7 v ES Y AEOHBIERG, VA, MFOFEEE
Mz 5% Y vBERERT 4Ly —EEHLERKC L DTl PHFEFRZ 4-¥=b0
TreZb RS E2EFEBLE Sep-PAKC s -+ U w ¥ TFAFr FEEEL, 7 F=F
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VATHItE, WEZ o< b 75 7 4 —THHT A A CRIFLER 2B, BUEFRESE IR
F2a—F -t 7 =7 ERELTHREH CHETHE L, V7V AT VIV A
FAGEEE L%, GC—FPD Izt W ERLRESEREE,

DY AT LAIVHERMRT T 4 =V FEERTo7, W8I A BERADPE L
D, BEERIGI L DERL TS I EEFLTWAA, It ToRFRSEENEESBR
BREREESEZ L EPES T oI,

TYEZTFHARDOTSETREESIN T2 &3 BB BRER Ao T,
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HEDOREBORESZE

Calibration Method for Size Distribution

Measuring Instruments

REFRAER « Aoz - R IE AL

Kentaro MURANQ', Motoyuki MIZUOCHI?, Katsuyuki IZUMI'
and Tsutomu FUKUYAMA'

2 B

FEFELARESTRR (OPC) - BEAEZ TR (EAA) ORELFEZMITLIERS
WET 2, OPCIZDWTHE, B¥S T & /7 AN THERLESL (RES BT
TV NERVTREXRT27-E23, B2 pm TV YV TREFENIELVLI &0
e s,

—H, EAA ORISR EGRBTH 2120, EEEBELCHAMMI 7o/ L EERET
BAESRIAELWUL, JHCLNBEOLERESF v 7 T2 TRIECELS
ek, COBWORH, WER AREER, EHRR, BeEF oS- willg
ARHFEE VAT LRUEL, BEE - EEBEY B thilEBgr7 o ViR
ETELZEEREPDI,

Abstract

A commercially available optical particle counter (QOPC) was calibrated by applying it
to the measurement on the monodisperse polystyrene latex {PSL) aerosols of known particle
sizes. For the size ranges less than 2.02 gm, the OPC was shown to give size distributions
consistent with those stated for the PSL acrosols.

The absolute calibration of an electrical aerosol analyzer (EAA) was not feasible,

1. ENIDENREE KABES T 305 HREHKESHEINTNE 168 2
Atmospheric Environment Division, the National Institute for Environmental Studies, Yatabe-machi.
Tsukuba, 1baraki 305, Yapan.

2. EOEWIRET W T 305 ZomRAEERE B ERET T 16 7 2
Engineering Division, the National Institute for Environmental Studies, Y atabe-machi, Tsukuba, Ibaraki 305,
Japan.
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because, for the size range covered by the EAA, it was difficult to generate the acrosols of
known size distributions. Therefore, as a practical way which could be substituted for the
calibration, the stability of the EAA sensitivity was examined for the several times during the
measurements. For this purpose, polydisperse aerosols were generated from aqueous
solutions of sodium sulfate. The generating system was composed of an atomizer, a
vaporization condenser, a diffusion dryer and a mixing chamber. Since the concentration of
the particles generated from this system was dependent on the atomizing pressure and the
concentration of the solution, these were kept constant throughout the stability examination
of the EAA. The reproducibility of the size distributions obtained by the EAA was found
to be good.

1. RLsic

IF7uYAORNESFAER:E L TR, BroRBESTRS N TVE 8, real time TIBEDR
EFLHORBEABONTLL, ZT7 VAT v v A—HWTHEFRIGI & b 27 o vk,
FRELEELTO{AREHANLLHE, FLAREPOL 7oV IL-ORESHASARL L,
AT (0,01 pm~1.0 pm) WEFEARZE DR (EAA) %, KEFH (0,12 gm~13 gm)
WCEBELS AR TR (OPC) 2{EH LI, choDOBEBOKEZH L Wi, HHES T v 7 2
FHOLHEOREE L, —ERECI7 o0/ LRFERESV TREFHZHEL, REEC
ETZrT2HECDOTHAS,

2. EBHEZE

2.1 HTR4

HHERESTBREROEE S 7 v 7 AKFii, Dow Chemical HOEHET 7 v 7 AL F
FEW Q.09 em BTRERAERYRAFLy, 2.02m R E=pbrxy, 344 umi3EY AF L
YIEVEZ A RATY, BT am BRI AF /R DNy REENRTCERLT,
Royco #HBIRIFRAER L 0, BWREL THEL ¢ 70 R U R, 0.220, 0.500, 1.091, 2.02,
3.44, 5. 7um TH o7,

Hor 7 v VR FORAR, EFOMBEREFRYKCERLCRKEL, TORRY
WH, 1/10, 1/100, 1/1000 i FRL TEB =¥, BRUAZTRTERL TiT>7. ZEHEE LTI,
0psi U ETHTFOBRELTH2HOTHNETTE L, BER V<P, 3P rod—ns R
EURERYRERERLL, BRERNTORERCEETL0T, A LTHERALL, H
T L LTl AARETHS MODEL 3076 EHAT v A ¥ — %R L, BELIRT 2L
BERrEL, YIAYNVERBECANCEREEREcETC 2 5BV TREL L, RuT, B
CAZEG2/minic L DFFRL, BEF v+ o3 —NTL7 oV LBER2—CLE, 2han$
AEBOBRER S 1ICRLE.
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A BHRERE B SR CEARBESEE D::APMFo7 E MRS
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2.2 RERLT—7418

0.12 gm Bl EOREEANFSWE L LTiE, 0.124m~6.12 gm % 15 v > V2400, 6.12
um LLEEBFE LV > Y L L7z Royeo #81, Model 226, 236 AL 72, KBE T5HEH (Hitac
M-180) =& F—# % E L AN /AlogDp 3t Dp OFTIC LIz,

WAL BB ERR (HAERETHS Model 3030) ##HA L 7. MFOBLEHED
#Fz LY, BTORBEEES 0.0036 pm~1.0 gm % 10 LV > PR THEETE 245, NBrEMA]
UV RAERSTEETH LD TT -7 be?, 0.01~1.0 um 2REBHEAL L7z, 7540
B3 cross sensitivity 2&E L, Twomey OFHHEIC L DT, AN/Aloghp 3 Dp TETL .

3. BRIEE

3.1 STy 28 FI L 5 OPCORE

FEARAEES T o 7 AR FOREM#ES5.2, 5.3, 5.4, 5.5, 5.6, 5.7TWWirL 7, {F4E
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e liiaat T
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= T \rlll'l“. T ™ TrrTy —r
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56 34dum 77 v 7 ARFOREG 5.7 5.7um 77 v 7 AR TFOREIR
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FORPBEVEESRTREL LY 2 (0.17~0.27 um), 4 (0.42~0.62 um), 6 (0.87~1.17
pm) ZERFABRENEH SN TS,

OPC BHLFo 5 DB RSB LA U EE SV AR HEATL T3 - »BIER DB &M
DLEBETH B, 0.220 um, 0.500 pm HFHENEN, LU P2, 4RINE 5 TVR5 LI, HIE
RN FELSHETE T, 0.2204m, 0.500 pm B FICH L TENREFH T7%~123%, 84%
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OPC OHIER, B85 7 v 7 AR F2EE L THE 2 81To 7245, 0.220, 0.500, 1.091, 2.02
am E T, FIGT2REFHCRTREARLE{, BV PORFENZIFZEL LI EERLIL
L Laedss, 3.44, 5.7 um TIHBER TEEME CRERLCHENH D, HOESHN TRE

th B2, REA ) 74 A 2RHATHLENHS I,

EAA OIRIED L » DE AR FRER R, BEE L EEREOBEBRRECEET 3, Iho
REELBED AEORESTOEIMEER{, EAAORBRERLFLRADL L TREDH

b TLIenTEL,
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IV ZFREEHEBERNFR

Study on the Molecular Cluster

Formation Processes

Rl @R - rMEEAR - =il

Yasushi OZAKI', Katsuyuki IZUMI*, Kentaro MURANOQ!
and Tsutomu FUKUYAMA!

E 5

7oV UEROVBELEEI o NI ATFEEE (7725 —) OEREEBEH~3
BT, BEESTREBLRFEL, ERLTo0, JOEWTH, RV A 2H8E8ED
EAT/ AnmrsHAZRcEN2 Y, HBEERCL-TERT 275 Ay — ¢ NEHEER
PR TRE T 2, 7, HTROBECRESEL Y oERPERCET 2R 2TV,
w T Ar, (0 CHiOH, Na, SFEOEBERWT I 7 A5 —EROKREF I,
UHDOEDCHFREOOTEES Y 7 A5 — RSB E L,

WS, ST ORSFICEE LR 2B, ArBUCO kDWW T BARE L L XA
FE(P) b DBEfREREN, Ar, CO: OZREBE I E LN P00, 20302 4 o
FTHREOLIBRENBEN, THRBEOT - L—8T 5, BETHFO-RUBEL P
DREEMEHRE 2V T lE Knuth BBREWEF 2T -T2, BORFLRFOE 2 TRS
FFaFOBECGEATE S, 2 TERE TR, ZHENSTI 08T
EEEFHHEELRDAND L wERNRGEFEEL, CO ~BA Lz, ZDRR, CO;
ZEHERBES P LT Ar 20 bBOIEEEE TR T O”, (C00: O FEHREORER
FENARICHEANTREWI S CEBET 2 Z LN LS, 2 l0omfvic L 2/7iE&
RO EHERBEOEEERC L TOHIRVES R,

Abstract

The cluster formation process, which is regarded as a foregoing process for aerosol
formation, was investigated by use of a supersonic molecular beam apparatus. Sample gases
with stagnation pressures of several atmospheres were expanded into a vacuum chamber
through a nozzle and the clusters produced by the adiabatic expansion were detected by a
quadrupole mass analyzer. The intensity of the molecular beam and the detection efficiency
were investigated to check the basic performance of the apparatus. Then the cluster

1 ERLAEWEA KSBELE T 305 FIREUAE AL HRENEF 16 & 2
Atmospheric Environment Division , the National Institute for Environmental Studies, Yatabe-machi,
Tsukuba, Ibaraki 305, Japan.
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formation was examined for several gases such as Ar, CO, CH,OH, N, and SF.
Considerable extent of clustering was observed for the former three molecules.

In order to get information on the mechanism of molecular condensation, the dependence
of the dimer concentration on the stagnation pressure {P) was measured for Ar and CO,.

The Ar and CO, dimer concentrations were found to be proportional to Py'*6*%!® and
Pp*03=02% respectively, in agreement with the existing data. Theoretical interpretation of the
dimer concentration as a function of 2, had been developed for monatomic gases by Knuth,
However, his treatment was not readily applicable to polyatomic molecules. Hence in the
present study the theoretical formulation was extended to include the degrees of freedom for
relative rotation of the monomer components in a dimer, and applied to CO. molecule. As
a result, it was shown that the steeper P, dependence of the CO; dimer concentration was due
to the stronger temperature dependence of the equilibrium concentration of (CQ,), than Arz,
and some information was obtained on the rate constant for the rate determining step in
the dimer formation.
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1. &

HBRHEORZOTRIERBEICL T 20~40 ggm™, BEHREE T 10°~10° @ cm ™ BEOK:
FRUENHEEEN TS, ZONTRYED S 5, BEO 30~0%5 2 kKT, T bbb
APRPEE L TRES BB OYE - LERELCL > TRF L b O TH S, BET
AN 2B FOBSR OB L %22, 2 LT IALORFREOEREPENEL S KES L
TRARFLEELZHEE2RL L TwE,

AREMAEEEC & > THERS AR, KPRYVEORE G EROMICLERTE B2 ABKRT
D, PRI, B2RAEBF LV A TORRER L THHARHMTHECZ VIS vbY S
HAbFEA €y ik, EHRELY, MERICYD, RUEABRED L RGERES, KEXE R
THEHELSHEERIEEFEI L, BAREOBEWYEANERS A TECK 2REFHIENRTEDY,
HEOETY, AMOMRB~DEELI(EEITILHON T,

IO BREREEZL L, AL ONTAOEREREEANDL I Lk, REFROBELRE
BIT 3 L3 B o R TR, LV E{BBENF - ROEFCSOTETNLBER LR
bOTHZ I LHEFESIND, DX IOERBERE, ERCHEIEELOME, »2VviET
HFCE-THRENS &5 AR, S, ABORMETHE: & 2 BERR~OBTHE £
LTERBEFOAFC LB TRIREGEELRET I boTh D, %< 0EEY, HRIIE
BRENT &,

SAEDFH S A B W IZEHORTFAER 2 AL BROIC I, fESFHEEEREST
M >TEBELEAIFREER (7525 —) BERL, Zhd ™, LR-oT3BIIKER
W, FrRbBRE100A M ETHEEIT 0 VAT EFERS LONERET S EELONT
Vb, ZOVFRE R HHM (nucleation) kv >, BURARLHN2 EBTEHE L TR, K5
T4k, BREHIVEHHNOBRERVAHN ALY, REROBUBECREICL ST
B EHRESEBT 2EMAH RO 20855, AFRETE, NFERO IS YIMETEL Y
BRA LB s R/B L FENLL, &5 TRERN TFORET 2 LERIEE L TR
REEDLILRFRHECEVT, BBCBIT 2 HEO- D THIEEESTRELERTREL
TERTEIEE L,

ZOFHEH-T, BEFEE COMESREZE 100 4 BEOHEIL(/ An) L EERICEHL T
AFREBR ST 2OCLBERHER 2 ML To7 oV MgSEE) 2RELL, JOEE
WT/ el Ui RBERC L 0 RHlsh, 2FRERELCT’E» 0T8RS T £
TOEEEBEORE, ChERTROBTHREEFCRVELTEFHETA + {ELEES
FHEICL VBT 2088FN R BITETHL, / ANDSRETZHAOEND P (I ky
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B R W FERAE - EL D

AEEVD) BRIV I I LIC s> TR, RHOEBRLEI Y2 ZENTE, Fhilffo
TEERDOTERLEDL T 2, AMETCRHFLLTAr RV CO, #8BH8 - LT RIE AR %
(CO2). DBRE L Po OETFRHFERHEL, 2 FMAOPRFEERIGOH T 7% B TEBRERIC
MRAEN RS2 22 L 2R at,
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2. EBREEBERUZOMERR

2.1 EREE

7R REOTEARER 2.1 R T, ARG EE Im 2 50cm DA T ¥ ARE
BT, HIEE (K2.1, A) LZOo08EE (M2.1, B) THRIATWwS, HIEEIR 101 >~ F,
BEZR 6 FOBEEN Y P THR AN BEZIZE TN TN 4 » F OB > 7T
FERanar—ay—A (H2.1, BS) A2k, IhsBRVALAEETHS,

/

B 21 7o agsirEEEmE
ARG HEE (A) HEFE=E (BL, B2 WadrhTnsb, %h%h@ﬁ@ikﬁtw
AV —Z(BS], BSD)AHEEE S TWw5, A, BSI, BS2i3 104 4, Bl, B2t
6 »FOMEER 7 TCHRENS,

AFEOENTHL 7 A9 —DER-RBOERTRAEE C—LY —RAO—2 505K
BOWEFE2.2cmT, PABAELE—LY —AHZ / A (Mo BVE THEMS RANEE)
kb, E—2 V- AL EHEBIZAF 7 — (Beam Dynamics ) 12k 0, FEEELHE
B aA—F—~ (AFYVAFL4RAY) BRIV ZRFAEETOA T3, BASNLARRE
/AN, AFv—, 2V —A—F—%@BoTHTREBRL, HEZETHRLENE, /AL
A % < - EOBEEE (do-s) 1 1~12 mm QOWRETHBL SE(La €5 2 EHNTELH, /XN, AF
T—, DY RA—F—DFFA A bid He-Ne b —F—EHWTITo72,

HERBEIES - o0OEZEREE 2.3 05T, R LT (1) KRy~ s DRBEH,
(i) 2@EO £ v~ 6 DREEE, (i) BEORLA, (iv) EEERL Ry s0KEOR
Bk, NHEATELZ LIk oTnd, By hbDGEE74 v IhsBASh, BFTH
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Sample
Gas

C ==
MF

= 4
0001 ¥ \)
1500 /s 4500 /s

22 7 oY ALESTEBRNTN
N/ X, $:2%%—, C:aVA—%—, MF:[EH~A7 15—, D
BAE AR LEBRIOES (Torr). FTORMTEEOHSHEE,

E 23 AEEBABPHEER
C:HAXr~, R:EER, V. HERELHF, S:2v 2, RP: HEER S 7 HR
HE 3001/min), P:[ENE, B: 77—, &HE T4 > 1, HEEFE I 1%
E3,

BRISCTHOSRESNBEETE S, BAEANEAV2 L 23EB B 2HHL, BERIA V1%
BLTHAZNDS, FMlORBREM L BET ARG CRERB 27— L LTHATE 3,
HEAR 10 AERE E THA, BMIAZVEICTRTRATF VLAY A CREFSNTWVE,

HANRA Z7FOER (L EAE, P)RENL S >R F 2 —+#— (Setra #, Model 204) iZ & -
THE L, E—4 Y —A8, FHE, AFEOEHIEREYH (BEEZ, GI-TL2) THE
Lo AR A2 HA LW E EE— LY — A, g, AIEEDFEHI1E~8X107 Torr Th -
oo H2ICArEHALLESOEEBEOEERT, WTFNO RITBVTY A > P> Py
ERDEBHEREEN TSI b5, Puid 107 Torr O ThH D NERB VR 7 4 L& —
REES O TAREECHERINTWLS,
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#FLl HZEBNOEND L L AHEEREFE

Py/atm P/ Torr Pu/Torr Pu/Torr
0.12 21107 5.1x107® 1.0x 1078
0.37 5.0x107* 1.6x107° £3x107%
0.75 1.0X 072 JLx0® 1.6% 1078
1.50 1.6Xx107% 5.6x10°° 2.2x 1078
a P L¥ARE B E—4Y—AFHOREHN, P BEENOES, Py EIE
EROE,

b BRI AT T AER G, / AV—AFv—HlEREE Ymm TH -1,

2.2 MER _

AERWERE R 7 4 V3 — EBEEO/ OV AFHRERTT 572, 2.4 CMBe R, RIER
A AV, AF vy X, MEBYAZAVY—, RUFrrarborickDilsh, o
YA—%—@QIEEIEEI LD, 2T 4 v (Extranuclear #, Mode 041-1) T8 FE%
MEoTAaFdFthah, EELEAF @43 ATRFSHATHERBE VA Z 401 5 -

{Extranuclear #:, Model 162-8) THEMIE N 3, 443 F + ¥ 4 b o (Galileo,d501
type) THRH E#, HH VA ERTIBEESE (Ortec 9301), REHEET% (Ortec 9302) %1
DoinAd w7y — (Ortec9349) THEEN L, HEHORIIEA 9 A 2—7 (Tektronix,
7904) OEEIAEF b LI NEHB T X7 4 A9 — OB (Extranuclear £, Model 011-15)& & -
TTHo A7 bbidA vy a2 2 —70 X Buc@\lERE, Y#HZ/ VAL 79 —»h60T7 40
FHIEANDLTESNE, FAROBNE2 XY Yov y— R Lo THE T2 TES, —A,
VZFAYEGE S CRESENE O ETAFF 2 F AT+ 5 4 F— (Canberra,

PA

B 24 HE R
iAd b, Li4d > QNERR 7 ALY —, C:Frrabboy,
PA : HIEISE, AD - G ARSI, PC:oSLA A 7 v 5 — MCA: TAFF +
YANTFIAN—, O8:FvuAa—7, QPS . MEE~< A7 417 —BHE,
XYP:XY 70w ¥ —, PS: 44 LRUA 4> XBER,
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Series80) 12 k » THE L 72, HERHEE 10 4~ BEEE T4 ¥y o2 2 —70 10~150 F 0%
EHRons, HUNLEREHFER2.2I0RT,

A X, TRAT74AMT D4 F yFREOCEERETFH IEERBO Perfluoro-
kerosene (PFK, # A7 o) 2BuTH~, PFK ©v A3y — v 2 REOBRER M (B
SLEE, FHAIBTER) EROTHELIAEEEE Y L, —7, FREOVRAT7 409 —%H
WTE-—BRE (60°C), AILEFEBzALF - (T0eV) TEEANT b2, BE0~400
OHATHE Y — 7 OWEE 2RI EBEINH TRAMET 2 ¥ — 2 O Tl » T4 4 »EEHE
OEBRHICHN T 2ETFEERS T, PFK 0227 b L HERFEO—HFI2E 2.5, 2.6 I
T BREITAT AN —ORERICETFTLI0OT, RRIWCHET 2 LBHMHH S,

22 HNRYLCRERMS

Quadrupole . Mass Range (M} 0~500 a.u.
Mass Filter Resolution {(M/AM) 50~100
Sweep Time 50 s
Electron Gun Emission Current 0.5mA
Electron Energy oV
Molecular Beam Nozzle Diameter $0.1 mm
Source Skimmer Diamewer $0.65 mm
Collimator Diameter ¢l 5mm
{a)
(k) -5
|‘ ||]|J‘|]JI|¢L[ [ P
1] .| | bl e —
100 200 300 400 mse

2.5 Perfluorokerosene {(PFK) & @AY b

(a) : 27 O A EATEECNEERY 2 7 « A7 —%2 @M, b) BBNER M
EhEFER, wTROESE Y PFK 1 60°C i L TREL -,
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Transparency

arb. units

0 100 200 300 400
m/e

96 PFK MR~ M (E25)pholESNMBEHEA 7 ALY —DA4 % i
BROEEH (n/e) EELE
73 AY—DENRBER LW Ak, K&t m/e TEAESRE(LDLEICH
gEainttTni,

2.3 HTREE

FERNTHFRVEE S NNESTFROTIIEORE D L HFRBEBSFVWRTTHL, IO
CEERANDLID, ArEBRHELT Sy s STy FEA (PO RUYTAT A AT =%/ AND
EHEBLWTHAE LY Ar" B (Un') © 2 A A% = —HBERE (dn-s) W T 2 &FE L2,
I AT BECHATZ EE2TEOE2. 7T CHIEBRERT. Pu 38V dos TRE L, das
SR ONTERCEIL TR, —H, la i 1mm< dos <dmm TEED T 3 25,
doos >4mm THEINL, BRESETEURESL TR, 2025 dos S4mm TRATH
BERENTES THEERNOENZEIFE 2> THA EEESNE, 2T ds <2mm
TOPuk I #8325 Pob L ZFEEFALTED Pu=10"°Torr id I,,” =7x10*
CPS iR T B 2 bbb d Bo dees =Tmm T In” (3K, 1.8X10°cps, ® & 545, £ETES

[,3\3/105cp5 Pu/]dsTorr
g 3
12
1
11
o 0

5 dn_s/mm 10

27 BEAFEHOVIF N () EHEEROEZS (Pn) O/ AN— A% T -0

B (do-o) KEN
Arid P =098 atm THAL 7.
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nEEEEACWTENCHET S £ 2.6x10  Torr iMlE ¥ 2, AU do-s T Puid 2.0X107°
Torr THHDT, FFEPO ArBE2.6X107° Torr X3y 7757 FIBECH 13{Fi0% -
TW5,C0:TH P =0.87 atm TRBOER ST/ £ 25, P FERPOEE (6.4X107° Torr)
oty 25wy PBE (3.5%1077 Torr) O I8 {ETH T,

24 2328—0D%H
EEOMHEERARDL 20K DHDEEOAFROVT I 7 AY —ERORRET - /2. #
REF2I3WFE LD,

#23 BlshdHik

Po/atm Hmax" Ia/ In®

gas
Ar 0.5~35 17 TRI107* (2.0)
Xe 0.5~10.8 2 1.3%10 (0.7)
CH;0OH 0.13 5 1.0 (0.13}
CO, 0.3~2.5 24 25x107% (1.0)
SFs 0.4~3.0 not observed —
N, 0.4~3.0 2 Sx107* (2.9)

a BEMENTRROSEEFOTTH.

b TEEBEFHEBEO A VEEQR () ROBERERPOD L/
InflnBAls e & 20 L ¥ &E (atm), CH:0H 122w T
Lo/ In (E Tengon /fomons 2 OFFE Uz, EXER L,

FHAD—@E LT ArZ2Bwi b EDARZ b vaE 28R LT, Po=2.8atm T Ar; ¥
TERLTWEZ bbb, Aryld Po= latm 2 &3 { Bk P SN+ 2 o TR
ZoHifEiE Po=Z2atm A aBEFICAESNE LI, Xe EBFTCOERETLL o/,
Pz 0.5atm CEENRACHL, XeDANAr(P 2 latm T A BBRELASRS) LD G
{BWES (0.5atm) TTREDER S A S, ZOI LR Ar-Ar DATFHEA LY b Xe-Xe D
STHEAG LD L L EREY 5,

KEEERERTHDTFORE LT CHO0H QR ~7 PALEIEL: (H2.9), CH0H #%
BTOEIE (0.13_atm) THEEs¥ 5L (CH:OH)H s Thiani, KERSEEERT 2
SFTIRT 5ARAY — T —Miz,

(CH,O0H), — & — (CH,0H) .-, H* 2.1)

O THREENZ2DOTHEH2.90ERANZ b LD (CHOH)s $THERL T2 Z Edibird,
KEEESZFELDTFRPEVEG P, THHEEEPERTE, n > DRELLRERBLITIE
JALEEBAL P S TALENDHS D, CHOH R Ar ¥ A% ¥ v ) 7 LTHERE ¢S
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HTeaEBRAEOMRE

l ‘ «32

i 1 1 —_—l 1 N I 1
o] 200 400 600 800
m/ie

B 28 ArZHEEOHIANT b
Ariz Po =28 atm THALY, A’ 2 TRIBERT,

“20 40 €0 80 100 120 mie

5 29 CH,OH O%HEEDERA~NT v
M it CH:OH # T+ .a:CH:OH @& % Py =013 atm T# A b-e: CH:OH % Ar
U 7— L THE (Ar £ 0.13(0), 045(c), 0.74(d), Kt l05atmlel).
{CHOH) » i (CH,OH) oo HY =M, H' OB Tl S h2, mle=40DE—2 i
Ar',

EEFEOENBENET (K2.9), CoBOEKIRCBEINTED, Ar VAL > TH#E
EMNGFHROPLANTCE AL N I Lk EHFIATWLEY, AEETHL Z0RSRM
Bulash I 3 FROBLE 2 EREMMETTHHE L TWE 2 2R LTS,

CQ: 13 Py =0.4 atm TTRESBIE N, B 1latm UL THEREOERMNL 512 (H2.10,
COz id Ar L BT 2 EHEREERLPTW(FRL.Y), Lo L, CH:OH oFEksiitians
Py=0.13atm T CO: DTHEFIX TrIT LA LER L &\,

EREROER I, WHHLZCRIVBOLEYAENLBETHS SF 2 N, TR EihE 28
HTERWRAELLRBESA TLES THY (F2.3), J0BORBTAOERELERT 2
ik, S ANEEESHNTALESSE L EZ NS,

LEDEBEORABEACLERORBRE, BOTHEREEER LI VWLD SF, N E)
BPROUT, +S90BETERENESh LI b odz, AR TR EEITo Tk wng,
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1 5 0 15 2 n

[T,

200 400 600, 800 1000

B 210 CO. DEBEOHEART PV
CO: it Py =20 atm THA L AE S 12 (CODn UADE =7 BT RT/¥y 7
A e

ZROIE, SHETY L35 H OB O THEBEOERNTREC RS THS I,

B
RUMBRER AN L > T PFK O Ay — v HHEL T Bk BRI AT RATET IR
RO FHEBERCEH L T,

5 B X W

1) RIEAER (1976) | B2 280, "HFRI L, BWES,
2) EEAL - FEZ (1982)  ARCERF 45 MEFFERTRIEL, 439,
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3. ArRUCO.nZBEFERE: L ¥AFE0MMF

3.1 &

BEE /AN - b TOZREOERBEL O T >V THARSRTERY, L L, 45
Lia—RECAEESTFHEALoEENBEFL COEL LW c 3 ERFAEL Il k2T
W, ZEHEBEOLLYAE (P) FEMBERNCES IFARSATHEY, BERFSFHS
EHERFAFCLL 28 NLERMIBVGEIAITOL 2520 ERTVR,

3T, Knuth @EEF AT 2w T RBEERF BIROVICEN LY, B Z2E0 £,

A+ A=AS (3.1}
AT A— A+ A (3.2)

OZOOFBBTHRENTWALEZLY, 47, A, BTEOERI X » TEEER &1,
Al AL, #H0TE 50T £ OFRIC L DEEML TR, Ay #ERT 5,Knuth
R (3.2) OEEFEETH LI LETRL, £ OEMEFHS, S sudden freeze model ZF W0 T
TERBELXHELS, JOBER, EHACERBERI P OLIRIATE LWL IEREE
B, ThIIERER: —BLLY

L Liahis, BEFAFCET 2 Knuth OFFRWE 202 E TREFFATCRERTE R
Vi, iz E, CO: DT EARRE IR Po O 2 FICEHIT 2 & & BEBEINCH S TV 557, Knuth
DEFAE CO; BB SFMAEE>E LTERL, ZHEABES P OWRCHLAT 25
BHE~DE, By, OROAERBLTH 5/32MA 20, 202 kiE, sudden freeze model
DEE LT FERETO S BERE, & UM E R ZRARE L E % CO: DHBAC b IERK
WET2LENHL I EERLTVS,

BEozds, ERRTREEFAFO—F LT AL ERFAFLTCO 20T, £
REROREBED P KR EENEL, Kouth DERVASETLFCBERATE 47
KHEREL CEREROBRGRE 21T o7, CO; OSFMIR B OMESERNFHEILL T
FLHRTWSE"Y, ZOAHTFEAEL L (COD: MU (CO)* DFEFHBHEEHHEL 2. An
U (CO: DBED P 77 NL T, Az & {CO2); DBELICE-T T Ar U CO; i3t
T5i18f2 (3.2) ORGEEDRBLICOWT bERL T,

3.2 K B
ArRUCO 227 0V NESH%E (IVE2.18, K2.1, 2.288) «BALTTAZ 41
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RIF -8 T - RFRARR - Bl 0

F— T T/ERRHLY, S AL—AF v -EREEI I mm L, L¥AE, P, %
0.4~3atm OEWETERS Y, ZHREA 4 EE, L, CHBEERA L+ CHE, Ly QLOLEA
EEEEE RS, Ar BUTCO W LTA A L v AOBFEERTATR—&ETHAELT-
72a

3.3 RBEXR

CO. D ik A A4 2 i81g, Lo, LBEEHA 4 HE, n, OELEAHE P, OBRELTY
Ow FLEOAR 31 TH B, loglly/In) 13 log Po iR L TITIFEEFICHIIIL, £OMER2
Watvy, /XN —AF<—B0R, dis, 2E(L3 ¢ THIEERRDELLY, BEE das KW EA
PR TR 2.03£0.23 Thot, COBBERINEITORE™ LI —BLTWS,

Ia/Im dns=82mm

- 72mm

o
o

4.2 mm

arb. units

L

02 1 20

Py/atm

31 CO. - RIFEE (L) CHBEEE (L) OlokEAE (P) &FE
I/l i3 Po D 2 FITERFIL T B (EER) dhes =72 RUO2mm D & 2D L/ 10 13
duos =4.2mm TOD L/ OFHER 06, 092{5TH - 7,

Popslatm 282 5 & Lo/ In DB/ NE L 50, log(l/In) & log P  OBIRIRER» 512
Thi, IOENEETERAY b 2flET 5 &, Z8BE, WEER COERSFEICED
bR, 20ZkLED Pp>latm TROZEEROPLS S SCBROSEEDER~AFEST 2 LD
DEIEHHIIL, P 28U T “HEOHEMEBE [/l b3 A{nssneEr6n
B UTOERTRIRTEEFULOSRECERSBHTE S P <latm OEHERTO =
EEHNEE L L rAE L OBREMREE T 5,

32WHATENT B L/n— P 7oy bt SEONERBRELD, Aric 2w, L/l
oc Ppl461® by S IR AR S LAY, T OB RO EBRE KU Knuth i & 2 #8551# 5/
3LEE-HT 5,
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NFEERTERROTE
3.2 Ar ER—&ETFTTHEL 2 CO ORR L ¢ TRLZ, CORIY CO, & Ar @
Mo SEBEE Py =0.6atm T6.8+2.7, P =1.0atm T11.0t4.4 KDL, LT
nedDEERDLLME, CO RUAr I L THREFR L ZRED A A A{EAEDESFE L L 2 fE
L, $7-EHEMETOEREOERERER LW LD L L, IRSDIREE T THE» S
HNA Ty Lo/l 35 does DT DI HRET 3 (3.1 DBBEAL) & Lic L ATRE, 7574
W\EOFSGEERLT, AL L THO%OEELREL -1,

1g/Im

1071E

0z 05 1 23456
Po/ctrn
B 32 Ar(o) RUCO:.(A) @ L/In® Pofitett
HEPRERTHORRY T, I/ #E Ar TOSEE - EQiflis—BT2 LD

B tz, CO: T Py >1atm, Ar Tit B >2 atm TEAIHE - SHEEC T L EE
W25 (HRXERL), Ar £ CO: HE—FFTTRHE L. do-s 12 9mm TH o Iz,

3.4 B B
(1) Z—HEEEEOHE—sudden freeze model—

AN SEHE LSRR -T2 2B 572 ERT 2, /Ao
FERE | TOSTHO~ v B M, 3

w=a(g)”

Rt T AR ANDERETH L, ARERTAr R FORRFHTFTE3.26THS
PR PZERFUEDEREFATICRT A2ERS L o TRy, CO, O#L, v, B213KT
1.3, 97K TL.37TTHa'™, 202 r»s, 20KHUTF TR vy 3ZRETHFOLLELE, 7/5,
EIZE UL, CORIEROHBEESHRE SN, ZRFA4TFLARENRE 2 b b, £ ITCO;
Rt 5 Al E UTTREPATOM, 3.65% vz,

STROBE T 3~ v " BucikEL Y,

(3.3
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Bl -8 wE-HEFRRE-mL h

T="T (1+-75;—1M2)“ _ (3.4)

THod, 2T Tt L EAHETORE, 300K TH%, —FA, FTROEE, » 3WBELD
ik, .

= -ho( T/ T )Mo | {3.5)

ERBNL™Y, I T REEAERTOBRBETHD, R ET.hoBoR5,

PlEshss: k) 3 FROBLDFHEE2 b L RIEKOERRKO LS wEL OGNS, /X
MPOEHLABRLES RS TOEESFFRVOTHEEE 3.1) R (3.2) BFEeRT
ThH, COEEHEEEHEBEDOREH, nnid,

xdEL:;—=Kd% (36)
ERB, LT Ko 3TREERRIG,
A+A=A," ' (3.7)

OEMEHRTH 5, CO. TRR (3.5) o e TH THAHH, KidBw» T TRABICASE
2 (i) B}, TOD x FBENTHE, TLOLSLTROTRIC® O THIILTY
(o L IBMEERMED LD TEEMES 2 VERESE - THERE 3.1, (3.2) »FEnc2E
Ll d, B2 (3.2) sBETHLZ S ((v) BH), COBESLRBE AN, ZO
Rraiddbsd -FHCIURLTYE, FOIHRBEIREBCLTHESRS,

FREOEE GHEECIEROBENCE S 280 TH 4, Ihsd s HERE, T, T4
IZADE % 2T 23088 sudden freeze model® TH 4, Thbb, v REBE T > T TRFHEE
B (3.6) fty, T=T 2BrfERENCELESsN T < T. TR T, TOFEBECEL (X
ZrT5EMUTH2Y, Knuthiz Ts XK 2aRE LT,

Dr 1
RRELLYY, 22T AR (3.2) OB T, 818 3.2) oEARRICEREER, A, A,
Az AL* CENFNOFEBE », na # FRGT,

1, metnd

T " ng (3.9)

rRahs?, & (3.8)_ D D/Dt RTG53 /I Y ainThs, t 2/ XLmnog
HLAEOSERBEE T2, /A0S TREERKE S, 1<<iTHb, De/Di=0
Thd. —AEANEHNOEN, Dr 832 DE{bET 2R, D tREE k2 bt EEE

B, BEWIOMETESS Lk s, T OFRGLRD 2R (3.8) 0ATD 1/2 i
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HFESRERAROWR

Knuth 2382 DEFBE L ERLEBRNICRO 00 TH B,
A (3.9 O A CRTLZy AR,

ke = ke ETIAT (3.10)

BRELL, L (8.1 & B.7) OFHERKS, Kedlohd e nidh (3.5 T5i5h,

Hd, 7" iZ,

nyg = Kyn® (3.11)
T’ld‘ = Kd"nz ) (312)

woitEanE, COBR, &, E*ofirSzndR (3.9 X rafBaoh, ZhER (3.8)
KRALT T 5 EBan3, BRSNS TR B EEOBEL x, 3, BEOMET
B KEUrnEHBTR 3.6) # T=T. e LTEHMTs s RES,
LEDXHic Ky, K BB NEEL2D k" & E* OREHEOHES BN LT #ik - H8
BOBELEHEL, ERERLER T AL 2T A, E**RDZIENTES, Ky, K
AT L TREREZRTH A8, CO DL I RBRHFTRLSTROLTIRIEEAY
o T, DITFO (i) RO () it CO: et 3 Ky, K 2HETHEzHD,

(i) —EEOCTERE
FOE (3.7) OFETER, Ked#iEgk, RUZREDOIERE (ZnRU Z) 2T,

Ko = Zo/ (Zn)? (3.13)

rganY, BRTFHFIZDOWTE, Lennard-Jones I S FRIDEN LTI AN TW S
AT L L C0: Tid, (@){(CO2), 1% CO: EECHIET 5 HHE 2R ->TWw 5, FSFRA
BERRIRTIR A < CO, OTHMICEET 2, L0 2HTEVYH S,

3.3 Knuth(la?) & Anderson & (Ib'®) k2 Ar Ka %59, 2hoRETFalcE
EERBOLANF —, E: #HHEL, e ™ OBN% 220k 2T Zny Za 2KD LD
HL$ 2, SESTEAE LT Lennard-Jones BR 7 > v v 1 (6=3.35 }o\ e=140K?) % H
OTRBRDTTET T =30~10K TO A, @ K #HE T2 LB ORBE L —H L7 2OLD
THTFRZHERRT o v ANIELWE T2 ok D IERY Ka 2525, L, CO, T
L@, GOEBHTHENMEEC R D ETTEEV, F2TC0 K20 TRERHEY AV T K,
EROLZIELERA, EREEF 2 v 7 T80 3 Ar cL THERICE3HESTOR

WL HERR L L,
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BRI #- % W MEFRAE- gL N

Kg/m?

]0-29 mn

100 200 300 /K

33 ArRUCODZHMELEREG. A+ A= A, OTFEER, K. OBEKRENE
Ia: Ar{Knuth®), Ib: Ar(Anderson &', I : Ar(z(3.17) iz & 33, 11 : CO (= (3.
19) BURTF 2 v (3.20) 1243), 1V:CO.(.317 KU Lennard-Jones /+
FA—F—, e=1d2cm™, =36l AZRV), V:C0.(A(3.19) BV Lennard
-Jones /¥ F A —F—, £=142cm™Y, o=361 AXFHT)

HHE TIAEO B o T ] EOSTREE, Z4 1,

QiN_Le‘”*podq (3.14)

Zd' =

EMNTRET, by N, # p, qdFNWTH77 228, ROEHE, NEEHECHT 2 48
BAIv =7y, NAOEBECNT 2 ESHRRUBEEE T, C IRMESRERL, Afic
ANF—HPEOFELE L, 2%0, bLAFIAALF-—BETHNETIREERMOE I 28
DEBECHEL TLE)DTEELIER L ZIARERVHSTHSL, Ar, TIRIEDHHE
2R r AR 3T EL Y 2T VI,

Pgt n Py* Py
m mh? mRisin*®

H = + V(R) {3.15)

C THEZzoNE, IZITmBArTRTFOEHETHY, RiZ Ar—Ar IR, @, OREHEIERER
Wt D Ar—ArOEEIETH S, VIRV Ar—ArORT v v %K+, Pe, Pe, Fo it R,
O, CuHNITLEBETHZ, AM.1EFBADCRAL, vl = Pt/mkT, 1.2 = Ps*/mR*%*T,
x2¢ = Po'/mR*sinOkT OERFEWEITI &,

. _ (mkT)z

Za VE

lk*““**”“ﬁx@xmxdWﬂn@e-”““Tde@do (3.16)
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ST EEREAAROFT

rhrh, TITHEOHEE CI ottt nit+ VIRET <0 FET S, 85 1, X2, X3 B REEE
BUERL P =+ttt xt e 758, AERSOBARER x O 3RARORERE 2,
6, QT ARESEITI &,

EMIWW
[+

Zd h3

xze""dx]Rze'”m’”dR (3.17)

0

i, [ JNEESRSC k- THEBRCRESH, R TOBRICR 2, Z0RBE, 52
Sif: TIEHLT 3.17) @ R T oMo 2 BT 2 Zd B ohd, 20 Z4 2Ar,
DAEDIECENEY Offs Zo £ b, ArOSEME (HECHEHOAEFHED)Y, Zu 20T
& (3.13) &5 Kamikz 2,

330N DL S HARTHE L ArenT 2 K Ch2 . R PHMCHE L H
Bla lbrlIoMdERTHITANASNES T 250K TIRIEE—BLTHE,208
sid, COx DT H BN FETHE DIEEY KB ohs LR TLTWS,

(CO: T CO: FFHDIRBIIFER EATVLA ((1) 1) 42 - NTEAER 7TTHY,

NI 2T i,

2 2 2 2 z

2@_ PR + Pg] | Paz + Pm + sz
= EL 2 Z3intd Zeint{,
Mco, Mo¥o Mo to Mo¥o 51N Mot 81N {2

Psz + Poz
mcquz mcoszsinz@

+ VIR, 6, &2, $1— ¢2) (3.18)

EfVe CITHIER, 6 62 éi, do @, QEREIZAFELEE DT E D, Meon Mo ld
ZhZh CO.#F, OBFOERTHY, rold CO, 5+F0 0—0 HEET 2.3202 A & L7z, CO;
—CO D EF v r L3 2REBEEEAVOTECO Y EBREELTVWE LELS
N2, # I TBE2Eo B EC0. A FHERTH L L LTIV -7 COEHR, (CO).
EOEERR (3.18) OF6, TEOIIKEBLEREIRD,

3.‘4 (COZ)Z @W%F:E%
B, BAREFnFRCRUORET 21T, S#i3C0.—C0. D FH#. ¢=4

- 1;620
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R # - R = - SRR EIL 0

 {3.18) % (3.14) wfRA L, (3.16), (3.18) EFAEicTTHa+ 4 L BRATIZ,
16 /ﬁ)?r04

- EﬁsmCozi_nzDz(
~ViRT ,
f x%e dx]e‘ VIETq RA 6, dfad d (3.19)

Zd

x [Rising.sings|

0

B, LT d=—¢:THD, VIRV(R, 8, 6, ) 2ET, Ar X ODFELELD—DI
Ar T ARTERORERE S A EHRICOL TORS ), BHEORVI L - T 7TIRTGHROE
ERELDZLTHL, 2OFRR, Ar T2 280 A0Sy 2#80L ok 3 (X
(31N EW), ZOEWE V= VET B0t c2h, Thbd T V IWHATRE R
B2IZOo0T, (CON T2 JAOHEANAn T2 [ THOMS L0 b&FH /s <k
ZIERTLTVE, ZOBR, (C0.0 Z 1 Ard Z, LD v ERTRFI/NIE LB 5,

(CO2): DAEBERIE VR, 6, &, ¢) #*A0TH (3.19) #HEHCESTIIL10L-T
Boha, VIR, 6, 6, ¢) iZ Kitaigorodskii & OHEL 1 6 0%,

V= ;[Aijexp(*&'-'J'Rfj)—BuRffﬁ]‘f‘ Ha 7 (3.20)

ERWR ZITL I HELISTFLEIATCEENTVARFSTRL, RIFEFHERETHS,
NI A= — Ay @iy By RUNMESBHAERH, we2R3.1ICELE, ZORF v VTR

(CO2): i3 TRHOEEL D & FITHORE T CO. 03F#s C—C o8z L T 0@ Tw
2HE (K3 AXBWT 8 =0:=60° ¢ — ¢ =0) OFNEETH S, IOXEBEIRIE
DERHHETOIR SR TS, '

#£31 CO: DAFREET v o v (em™ & AR

Atomic Pair Ay ais B,
CcC 147107 3.58 1.235 X 10°
CO 1.998 % 107 385 1.096 % 10°
00 2,719 107 418 9.064 X 10*

Quadrupole imeractipn :
#q = 6.60% 10% R® [17cos? ficos® 6 — 5(cos® 6 +co5° )
+ sin?@sin? §cos’ g + 1 — 16sin §,5in £,c08 #,c05,CO5 |

EED VIR, 6, 8, ¢) EHWTA (3.19) 2HERIT 2L (CO). DZ HnESNE, Zd
LHHEOSEREHS toRBELLE ZaMEORD, IITELTVLAERREOT TR CO, it
TETATEARTIENTE, ZREFAFOARBERILI<AsTwE Y o7, & (3.13)
25 CO KT 2 KaRE 5, HEREE LK 3.3, iR T+, NEEHED R » S TES
Nt Ar KERTERTAFI/NE L%, SRTATFTARENEZ 2 2 r 0BRER
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STestERaROME

T vy MEHLTHRGBINRUGAD RHE L THET 2 L L VB izhbn b, (CO:
ORF v+ (F{3.20)) FEESFR Lennard-Jones #F > ¥ + A THEMT 3 & =142 cm™),
e=3.61 A%85, 3.3 DUEIVE TV it - @ Lennard-Jones /8% A — ¥ —# VT ZAER
H (3.17), (3.19) BSHELE K Thd, HRIVIEAr O Ko 20 bR ERMETIR S22, B
BREHEERACTH S, £ 2 AMNHRVERRTEE NS {25, 20RG 1D RTE.19)
o 1THOBVICERT % K. 0V, BREICE (CO.). A0 CO. 0B & 2 HTHIFE S
FLTWLEEIONS, BEATTAr 2w CO: DEECEHE B+ ¥ —
P52 5N BE (CO): THRBEL TL & 5 DTH o KB CHEIV & VASEN ¢ O ER TR
IDLOREEOESHIswnEELENS,

33O E VEEET S 22wk CO KT 2HFMAT > ¥ v VOBARONE
£B2 e M TEL, HENTRETF YV ORFEMERINTEOT, 220 CO. 4F
HEBETEOEERREE LA LB TE, FOLDICEHNIHET vy v A s8RV L0
bRER K #5223 LNTES, JORVRERTHEECR S,

(i) MWEEL ZHEDFEER
Knuth it Ar OEEEL T BEOFHERE, »#', % Bunker OR'",

9 £ \7
na't = 7%03(ﬁ)2n2 (3.21)

ERWTHBELL, 22 Te RV oit Lennard-Jones 7 > & v VDI A—F —-ThH 5,
Bunker i =4 F L ALY — E, @22/ 85 A= — b THEHET S £ SBOLHN LA TFREINDOME
LEEEOME",

Fanx = (lgfg)_ (3.22)
WEBL, #FNEND E, b OFRETHFEEED e L VDS OERTOBEREZHEL 2.
IOWEARMO E, by 2 EHEERH TR (3.21) 2B,

(COL) . Xt A RHEDETEE, RPRVFT V¥ + VOHEMEDLDIITAR YV, £ZT KaD
1Ry ERR I B A RS R W CEHE L, R URST, CRIZTRED AT —
BEQERE L EV I OREREZRE, AL, BFERA+ACHET S OTEIALY —
BIF G205 THBY, L IAMNIORGZITHAS rZo08HEE, A+ARZRHNTEI
EMTERY, 22T (3.22) @ rmex #AHVT A — A HEEES rmx £ D BB 01D % AL
Pl 7max £V BREVLDE A+ AL LI, CO A, OFEHIZ Bunker KEZ DO LRIL TS
N, MHAERSE Aricg L TR G2 EACEREEA23TTHE, LoLl, RN(3.22)D rua
2 E b OBETHD, MR (5.17) 550 (3.19) RERELT T LAGATOEL,

DI HEEN (3.22) BEAL VDT Fmax ZRD Ruex B L2,
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BE #-8 s SERKEE-EL h

Ruux = | m[; [ rmax2rbdb] #(E, THE ' (3.23)

2
Thmax

2T T roex OFGNT7 A =5 — h IHT 2T HY, bpex IELHBRAEZ 28
ROWEHRF A—F —,

Bmax = ./%(%)% (3.24)

TH3', A (3.29) WO [ IWERSL, v AT VOBENM, f(E,T), #HGTT
ANF—IZDOBTHITD & R GHREOADEKLEZD,

1

Roe = 19055 )0 (3.25)

BES IS,

3.5, M 112 Ar® 128 LT Bunker @3t (3.21) #BwTHELE K° TH 0, HGIR
FEOD Ruax, 3 (3.17) ZHGTRD: K Thd, MELLETS L 83 ThizA o024,
DRV BB SR THB, PMEETNER (3.25) O Rux ZRVISELMICERTS L EL 00
3, '

CO, —CO, 077N % Lennard-Jones 7 v ¥ » LT L 72 & 8D ¢=3.61 A, e=142
em™ ({ii) Z2H) THCL L8 T T Roax 5K E D, TOMEE T =50, 100, 300K TEhZH
8.7, .7, 6.4 AL % B, BEET (CO22 ® C—C MIBRES Ruax ST D b DASHMLE = 545,
(CO2", THBEL, RBIADEFRLALF—HE, R =0~ Roux DR THIT L7z, (CO2)2*
DD SFERE = CO. OB E AW T K& 2Ke, 3.5, @llic#0BEETT, %

Kd/m?

1 1 1
190 200 300 T/K

35 ArRUCO. DEEEFERMAERKIC, A+ A2 A OFEHTER, K\ O
BEKTENE
I:Ar(R3.2D) &), 1A (317 Buf (3.25) #Hvi:), 1I:CO(F G
19}, (3.25) BRUPRT >3 v (3.20) A7), IV:CO:(Lennard-Jones /%7 X —

)

F—, e=142cm™, =361 AZHHTHRQA2) K& 3)
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AT SEEBEREOHRE

72 CO, —CO; O F 1YY Lennard-Jones i 7 > ¥ v L D /85 A —F —% F v T Bunker @

(3.21) o ROHT: K HERIVTH 3, BRI L IVELEE T 3 LRI T - E XELEES
A, BERICBWTERE TS 5, HEIVTE CO: #BEFHFTHEML, #7 v v LORE
HHEEFINTHRVORFL T, HRIITIE B # 3D 2 QCERNHRT v V&R
WTIEWAEY, 7 vy L ORAY, AFEBEER SR 3.19) FAVTERINATVS,
COEE, 7o nORAE, ANEHEAEET LI K ArzhRELRS LMD
ot SEBSN CO T 5 Koy K OEEFRI2ICE DT,

%32 CO, O _EERU#eZE Z RIERRICD FRERY

T/IK K/ 1072 m3 Kt /1078 me
50 2943 - 56.2
60 533 : 41.1
70 - 161 31.9
80 ©657 258
90 328 217

100 18.0 18.8
120 7.08 148
140 3.43 12,1
160 1.89 10.3
180 1.14 8.99
200 0.733 ' 8.04
250 0.297 6.45
300 0.145 5.35
350 0.0805 462
400 0.0485 4.02

a KRG, COx +CO; = (CO.), OFHER, K& K, CO; + CO, =
(CO2) " DFEEEE,

(iv) TELDRIEREEH

#3.2WELE Ky, K 2T {1) 81 0a~7 sudden freeze model & % 1TV, “&K
FEBECEBEL ARSI, B B EL T oD BEBELA VT ERLH 36T T,
B I~ REEAEERRL w5, EEEE T3 P =0.5~2.0atm T45~6 K T
Hotoo CO DELEALL, v iZ 13T THD ArD1.67T 2D /NEWL, ZOZ LR/ A bBEELE
CO: DA TFHMMAT LN AW AN LI EERLT WS, 0L yDEVKIL ST L/ )
(=xa) BPDS/IELDGESHL PEEESTEING, 2383 6KTREN LD
W R D IEWEEO B L TCO D /I Po D 1.8~2.5 RiLBIT 5 v 5 BHEER
Boht, TRELLT KO THFECEE T2 EFEZ 6N, M3 3XTFENT LI,
CO, MK TOH—d~—6FEHHIL, ArO Kutd TO-2~—3F I HFTHDILEXT
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B e B RE - HEFHRER -\ B

To LIREERFESKE L, ZOER, 2FROBEOTHIL CO, 0HBESH»TH, —RED
BEEMIARCR20TH S,

g/ 1m

65 9 2 Tpfam

36 CO0D I/In DEERE (o) LEHEM (I~V)
EEI~Vizzasn (& EY= {1.6x107"%, 110), (22x107'%, 130), (43X
107%%, 160), (1.4>107'%, 160) R1F(1.6 X107, 60) ¥ A\ 277 & %2 (D sudden freeze
model {Z L 35T EER, £° EY i@ F4H# 4 molecule™'m’s™!, cm™'BLAL,

3.6 10m a5 L5 (kY E*) = (1.6X107'%, 110}, (2.2x107°% 130), (4.3X107'%,
160) OEGETEAENEE AN S, sudden freeze model OHEAEH & EEEEHIET S & O
i T. (W KHEETLoBERE# V., 22T, Ts =55K TO k OERHET S & LT
D (k°, ENWRFLTI.2X1077, 7.3X107", 6.5X10 " molecule™'m’s™ &%V ZiF—EfHE
535, ZOWE £(55K) = 7X107 molecule™'m’s™! L#fEE B, —7, E” if log(/a/In)
OEsCEEYE2 (K3.6), 110~160cm ™' LHEE2NLS,

RISHEEE Be(55 K) =~ 7x 107" molecule™'m’s™ ! (i “B{ABEO A2 oK E D, P REN

(3.6 DHEE) CidiF £ A CBIEL RV, TREEEOKE S 13 Ar i L TEEBE L Knuth
OHBHEL—HEETRHLOT (H3.2), b OfEF CO: & (CO): O A+ »EhFDHE Ar
Y AR OA A YEOESE LV EEEL TRE 28D TH B, A4 BT CBEHLTREE
AEBELLZ ESbho TLR WO TEEORES Lizss, SHOMEL L TRIL 1O CLE
Db,

Knuthit Ar* 23Ar s OEEIC LV EEL SN AREHEEN0 4L 55 I LEREL T 22,
ZHi AC =1.0X107" molecule™'m®s ' ICAEH T A, E* 60 cm ™ TH B 55, Ar T & (55
K) =2.0x 107" molecule 'm’s™ & %2 3, KHFFETH & hiz CO. TOE 7x1077 molecule'm’s
ik Ar OBEOHIETH D, ThiE CO HRBEEOHEEER - Twa I L e2FLH R
YR ETH Bo Ar T AR ORERCHE> TRIHS NS T ALY -GS LF - UDE
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DT HEEERROWRE

7T &RV, CO, TRIFEBEHEDOHHEI L BITTE 5, (CO " FIRENEERE L T 0, C0O,
r OEEC & BIRE—IFS R U EE— B OBRLEE SR — 1, DE—TEOBMEE LY
5T 0 EREWY, Ar® & Ar OFRTRIRE— g, EE—WEOBMLMEE R whs, Ar
DhiEDLCOD b BRELEBTHD D,

E*3FcHE3.60EROES L > THRED, 4 7 Y EHROFEL X OEE £ 2151, COs
D E* Offi, 110~160 cm ' i Ar o § % TOMHE, 60em™ LD & PR E L, Knuth iZ scaling
law # VT E* it Lennard-Jones BT ¥ ¥ L DFEE e D OB L B I AR/ F AL D0
THELTWEY, CO, T e=42cm™ THE,o ((1)E), E*=0.8e~1.1c &7 5,

I0EICCODFERBETF > 2 VN L T K RUKS #5BE T2 2Lk ->TCOD
THERBED P REEAEB s, AR TELOARE 3.2) oRISHETH S ArickirT
FLERLOTHof, TOZLIF (CO): DERLEL LTHEE (3.1 RV (3.2) 28 THET
WBIEETLTnD,

(v) {EH@E2

(iv) #iTdsudden freeze modelic & 25 E T Ar N+ 2 KnuthoEE? it -> T, CO:
THEE (3.2 EEICLES L Ui, % I TH#ERY self-consistent Th % I L R0 (iv)
EiCRon/: & 2T CO: T:HE (3.2) MEEW LS I L 2T 2,

B\fE (3.1), (3.2) OBMEEEELFNR ", 7T DL /T,

s _ Rithe _ﬁ[ ”_d‘_]ﬁi
/= PR 1+ e | 7 (3.26)

Ll BY, TITh FIGBRE 3.1, 3.2) oORGEEERTHD, FFEL rE #REE
Ko tay, na" IZHBEETEL_SAROFEHBETH L, BHERESMEL 22 0 B R
B Te =55 K((iv) R (i Th 505, COEETO o/t #%nb, P L THENE
L FAE, 1.0atm #F 2 F BAEBE, » 1330 3.5)»5 2.5x10%moleculem™ L4 3, 2
OEEF(3.11), GIADKRUERIZOME»S ny, nt FTAFNEKICHWT 9.4x10%, 3.0x
10** molecule m™* L §HE XL 3,

ECRHMTOLICHEEIND, ' HTATHELRLVEEECBALTERT 2, T42LHBED
NEERz 5 HETHS () HEH), CORCOFEREZELIEEELME 2 2 RoEse
R A—F — buax TAVT, abmex’ £ 5, bmax 170 (3.24) i2 B> T Lennard-Jones »$35 2 —
5 —(6=3.6L A, e=142cm ") & 55 K COFUMT A LF —57cm ' % EZfRALT 7.3 A
LHEES N, WERE 170 A® L3, 55K TO CO, OUERE, 15m/s 4 ERT2E, 20
WiEifRiZ 3.0% 107 molecule™'m®s™' @ k* ICHEY T A I Lathin b,

LLED n, ne ngty, B & (v) BITHRONI T =55K T b = 7x107 molecule™'m’s™!
EFHVTR (3.26) 25 */r=2.8X107" &4 3, ZHIDER (3.1) 45 (3.2) wh<T 3500
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Rl #-5 =% A%ERas-ml 5

EHELFRICET 2 2 LETLTED, BAICERE (3.2) MREECE>TwE I Esbh s,

s ¥ U

HE®ER e — ot CO: 0 H#E4ER &, Knuth #3757 20 L TEA L BEE"H
FEREIBETHNA T2 L bh o700, D - REBED P KEEMN ArOFn L) X
E{ AR BERERRIE 3.7 OFEEN K. OREKFHICREYT 22 £08, K #§5
HULERHAShC R, 41 A VRO TE» SRSBOFEL L TEB->THWER, BE
LOEIE(3.2) OFBEEH L L TR YR EMNE SN, CO DFEOEMFLF— E* X Ar
CIEE L VPLRREVESRESILE,

50 A X
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