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Photooxidation of the Propylene-Nitrogen Oxides-Air System Studied
by Long-path Fourier Transform Infrared Spectrometry
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Abstract

The photooxidation of C3H in the presence of NOy has been studied in dry
(H,0 <1 ppm) and humid air (R.H==40%) at 30°C, using an evacuable photo-
chemical smog chamber. Quantitative analysis of products was made in situ by a
long-path Fourier transform infrared spectrometer. The concentrations for C3Hy,
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NO, NO,, 03, HCHO, CH,CHO, HCOGOH, CO, CO,, PAN, PGDN (1,2-propanediol
dinitrate), HNO; and N,Os were determined as a function of irradiation time.
Addition of H, 0 vapor was found to increase the yield of HCOOH markedly. The
importance of the NO; radical reaction in the reaction system was discussed.

- Stoichiometric factors of NO oxidation and aldehyde formation as welf as carbon
balance and nitrogen balance are also discussed.
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Table 1. Infrared Absorptivities Employed and Estimated Errors in Concentration
Determined in This Study

Measurement Absorptivity(a) ]?rs:c];n Zted
Compound Wavem_ulnber (x10~* ppm~" m~") References Notes(P) Concentration
fem™) (:ppm)
NG 1876(Q) 0.821 2 0.012 this work 0.03
NO, 1603 11.7+ 0.6 this work 0.002
co 2177(R(8)) see Fig. 1a(d) this work peak to valley 0.007
co, 2362 see Fig. 1b{d) this work 0.01
HCHO 2780 1.86 = 0.06 this work peak to valley 0.06
CH,CHO 2706 0.468 + 0.006 this work (e) 0.1
HCOOH 1105 9,21+ 0,31 this work peak to valley 0.01
HNO, 1326 - 10.5 ) peak to Q-R valley |  0.01
N,O, 1245 17 . Hanst(12) () 0.005
PAN 1160 139 Stephens(13) (&) 0.01
PGDN 1280 266125 this work 0.01

{a) Spectral Resolution 1 em™", Base 10, 30°C. Given uncertainties are 2o of scattered error
only. Errors caused by adsorption on walls are not included. '

(b} Peak to base line uniess otherwise noted.

(¢) Errors estimated from base line noise and absorbance reading only (AC = AA/aR).

Errors caused by uncertainty in base line due to overlap of absorption, and uncertainty in
absorptivity are not included. Errors associated with the concentration of NO determined
by chemiluminescent analyzer is estimated to be 20,001 ppm.

(d) Absorptivity changes with absorbance,

(e) Peak to sloped base line connecting between a valley at 2 720 ¢cm™' and an envelope at
2670 cm ', Absorptivity for peak to base line is 1,11 £ 0.01 x 107° ppm™ ' m™' at
2706 cm™".

(f) Integrated absorption intensity for 1275 ~ 1.350 cm™' given by Goldman et al.(14) was
allocated to observed spectrum at 1 em™' resolution.

(g) Values given in the literature were used without correction for deference in resolution
since these bands are broad.
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Fig. 1 Absorbance vs. (Concentration x Path Length) for CO (2,177 cm™')
and CO, (2,362 cm™"). Spectral resolution 1 em™*, 1 atm, 30°C.
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Fig. 2 Absorbance readings of IR spectra employed in this study
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Fig. 3 Product spectrum in the photooxidation of C,H, (3.05 ppm)-NO

(1.48 ppm) —'NO, (0.02 ppm) - dry air system Resolutlon iem™!
number of scans 512 [rradiation time, 257 min; k, = 0.27 mm" .
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Table 2. Initial Concentrations of Reactants and Maximum Yields of Products in the
= Photooxidation of the C3H¢-NOy-Air System
Initial Concentration (ppm) Maximum Yield (ppm)
Run
C,H, NO, NO NO, H,0@) |0, HCHOCH,CHO PAC PGDN N,O; HNO,
»
1 3.02 1.500 1.477 0.023 <1 1.20 1.75 1.30 0.75 0.10 0.03 023
2 [3.04 1.403 1.358 0.045 1.7x 10*|1.04 182 132 064 0.11 0.05 n.d. (0
3 3.06 1.583 0.016 1.567 <l . 1.30 1.92 1.18 076 0.10 0,06 0,19
4 3.01 1.516 0.012 1.504 1.7x 10*| 1.15 1.82 1.32 0.59 0.09 0.04 nd.(b)

(a) R.H.==40% at 30°C. )
(b} Not determined due to H, O interference.

+

[‘(o)

. "

(b)

NO2

2708 Zc0A  162¢
WAVENUMBERD

B4 CsHe-NO-#%B%EKFHR (Run 1)K B 3 ZRHEREIED
7 =) TEHFARUR A <7 bovo @PERSE], (b)13645,
(c)1894>, (d)2404%.

Fig. 4 Fourier transform infrared spectra in the photooxidation of C;H, —
NO — dry air system (Run 1). (a) before irradiation, (b) 136 min.
(€) 189 min, (d) 240 min.
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EEELTRBIURICR L, I -600ICiHLUINR, £BHDO C:BBEORER
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{ppm?}

Concentration
Concentration

Concentration {ppm)
Conceniration {ppm)

300 00
Irradiation Time (min} Irradiation Time (min}
Bi5 CaHe-NO—-H#HEXHR (Run 1) ®6 CsHe—NO-mEZE&ER (Run 2)
it ARG, £l ORRELL i BRI, HRYOREREAL
Fig. § Concentrations of reactants and products Fig. 6  Concentrations of reactants and products
vs. irradiation time for the C,H, — vs. irradiation time for the C,H, —
NO — dry air system (Run 1). NO — humid air system (Run 2).
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CaHe — NO- ERELFHOXERIE (Run 1,

NIES — 780705)
Table 3. Photooxidation of the C3Hg-NO-Dry Air System (Run 1, NIES - 780705)

#4 CsHe— NO-MEZKFHOEERKIE (Run 2, NIES — 780707)
Table 4. Photooxidation of the C3 Hg-NO-Humid Air System (Run 2, NIES - 730707)

(-{rln?::; Concentration {ppm)

" Compound 0 64 100 136 154 172 189 206 240 274 309 350

C,H, 305 | 287 |261 |218 |1.83 |121 |070 |04l (013 [0.06 |0.03 |0.00
NO 1477 | 1.185 | 0.723 } 0.139 | 0.010 | 0,002 | 0.O01 | 0.001 | 0.000 | 0.000 | 0,000 | 0000

= NO, 0.023 | 0,30 | 0.7I Il6 [[I3 (086 [0.60 [041 [018 (0.07 (0064 -0.00
NO, 1.500 | 0.486 | 1.467 | 1412 | 1.356 | 1.296 | 1.257 | 1.233 | 1.190 | 1.147 | 1.109 | 1.067

Q, - 0.001 | 0007 { 0.088 | 0.398 | 0.8B42 | 1.086 | 1.170 | 11591 | 1.157 | 1.109 | 1.081

HCHO - 013 035 [ 0689 (097 | 132 |[L15s5 |1.68 |1.75 [L75 |[160 |1.58

CH,CHO - 008 026 [054 [068 |098 |[I.s [1.22 [[.30 |[1.22 [i.10 [097
HCGOR - - - 0.0i3 | 0.032 | 0.062 | 0.088 | 0.097 | 0.122 | 0.131 | 0.134 | 0.149

<o - - GO6 (G141 028 1652 109% (105 (Ls2 (174 194 210

CO, - 002 004 (008 [013 (022 |032 (040 10350 |0358 [066 (074
PAN - - 0,012 (0,033 | 0.097 | 0.245 | 0.395 | 0.497 | 0.658 [ 0.739 | 0.744 [ 0.726
PGDN - - 0,008 | 0.024 | 0.026 | 0.042 | 0.058 | 0.078 | 0.097 | 0.103 | 0.093 | 0.078

N,0, - - - - 0.009 | 0.027 | 0.028 | 0.020 - - - -

HNO, - - - 003 (007 (009 (012 (014 1018 |021 (022 (023

Z'C, - 0,10 [034 |0.71 1.01 L57 |200 (230 (267 (281 (277 1273

AC,H, 000 (0.15 |041 |084 [1.19 181 |2.32 (261 |289 - - -

N - - 003 | 041 |024 |047 |0.69 083 [1.03 |116 115 |111

A(NO+NO,) (000 |0.02 _0,0? 0.201 | 036 (062 [090 [1.09 |132 (143 [146 |1.50

gﬁ;ﬁ Concentration (ppm)
Compound 0 32 75 118 139 160 182 203 245 287 329 382
C,H, 304 (296 (260 (198 [138 080 (042 (026 (010 004 -10.02 10,00
NO 1.358 | 1.154 | 0.594 [ 0,030 | 0.004 | 0.002 | 0.002 | 0.002 | 0.002 | 0.002 | 0.002 | 0.002
NO,(“) 0.045 | (0.24) | (0.75) | (0.15) | (0.92) | (0.52) | {0.24) | {0.09} | (0.00} | (0.00} | (0.00) | (0.00)
NO, 1403 [ 1.389 | 1.368 | 1.271 | L.118 | 0.916 | 0.810 | 0.767 ; 0.708 | 0.680 | 0.648 | 0.608
0, 0.0660 1 0.001 | 0.010 { 0.220 ( 0.691 | 0.985 | 1.040 | 1.008 | 0.905 [ 0.840 ] 0.817 [ 0.81]
HCHO - 0.13 |044 086 | 1.31 1.58 [ 178 182 |1.74 (164 (163 116l
CH,CHO - 0.09 | 038 |073 |097 1.29 1,32 126 (118 (124 [1.09 |1.14
HCOOH - 0.031 ; 0.048 | 0.095 | 0.163 | 0.268 | 0.345 | 0.401 | 0.444 | 0.487 | 0.500 | 0.528
co - - - G20 (042 (072 (099 (118 [148 ;L2 1.91 2.14
Co, - 001 [0.03 [009 |015 |025 (034 |042 (052 |0.63 |073 |0.90
PAN - - 0.008 | 0.064 | 0,169 | 0.341 | 0.488 | 0.578 | 0.637 | 0.621 | 0.601 | 0.573
PGDN - - 0.023 | 0.024 | 0.051 | 0.080 | 0.095 | 0.099 | 0.095 [ 0.095 | 0,097 | 0.094
N,0, - - - 0025 {0044 | 0.050 | 0.044 | 0.035 - - - -
I'C, - 012 | 045 | 097 149 | 2.11 245 | 260 [270 |282 |281 2.96
AC, H, 0.00 10.14 | 044 106 | 166 [224 |262 |2.78 |294 |3.00 [3.02 |3.04

(a) Estimated from NO, - (NO +PAN + PGDN + N, 0,)




e 5 - CaHe ~NO2 - EREZROKBRLKE (Run 3, NMES= 780704)
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.Jable 5. Photooxidation of the C3Hg-NO,-Dry Air System (Run 3, NIES - 780704) K

| &:ﬁ‘; Concentration‘(ppm)
Compound 0 10 17 45, | 62 79 [ 97 | 131 | 166 | 200 | 234 | 249
C,H, 306 278 (174 |089 046 [024 (014 005 |062 (0006 (000 |0.00
NO 0.016 | 0,018 | 0.003 | 0.002 | 0.001 | 0.001 | 0.001 | 0.001 | 0.001 | 0.001 | 0.001 | 0.001
NC, 1567 | 136 (099 |066 |045 |030 [020 |0.08 [005 [002 |00l |0.00
5 NOy 1583 | 1500 | 1.356 | 1.278 | 1.228 | 1184 | 1.152 | 1.098 | 1.054 | 1.002 | 0.963 | 0.925
0, — | 0,324 109017 1.230 | 1.300 | 1.301 | 1.286 | 1.221 | 1.164 | 1.121 | 1.092 | 1.071
"HCHO - |033 [108 162 [177 |190 [192 [183 (176 |170 |162 |13
. CH,CHO - o1 |077 o8 a4 117 115 J111 (105 o099 [093 |o.s8s
’  HCOOH . = | 0092|0412 | 0136 |0.097 [0.146 |0:142 | 0.183 | 0.180 | 0.194
o Co — 0.05 0.31 0.66 0.95 1.19 1.36 1.66 1.89 2.07 2.24 243
. co, . —. 002 |03 |027 036 042 |048 056 J063 073 083 |09
PAN - [ 0.015 | 0.133 10300 | 0471 | 0530 | 0621 { 0771 1 0827 |0.713 | 0.653 | 0651
. PGDN - | 0.012 | 0.040 | 0.065 | 0.083 | 0.095 | 0.086 | 0.101 | 0.087 | 0.08% | 0.083 | 0.076
i N,0, - | 0011 | 0.057 | 0.047 { 0033 | 0021 | - - - - - -
+  HNO, - - |003 009 |012 [0.14 (046 [019 |09 |08 [0.18 |0.17
°C, — lo3s 115 1187 222 (244 (255 (275 |281 |2.79 (276 |2.80
AC,H, ogo fo2e 1132 l217 (260 1282 |292 301 |3.04 |306 |3.06 |3.06
'N - 016 |036 |061 |082 |09 [085 |116 |1.19 [1.07 [L00 |097
ANONO,) |0.00 |021 1056 {090 |213 1128 [138 |150 [153 |156 {1.57 |1.58

#6 CoHe— NO:z: ~MEEHFZROIBR/EEE (Run 4, NIES — 780706)
Table 6. Photooxidation of the C3 Hg-NO,-Humid Air System (Run 4, NIES - 780706)

(E'il;;: Concentration (ppm}

Compound 0 17 23 35 50 61 72 95 126 134 206 259
C,H, 301 |248 |176 |1.25 [0.88 |062 (046 |025 |012 1007 [002 |0.01
S NO. .- | 0012 | 0006, | 0.003 |0.002 | 0002 | 0.002 |.0.002 | 0.002 |0.001 |0.001 | 0.001 |0.000
NO, @ . Lnsod 1235 | 0.96) {(©.68) [ 047) [(0.34) | (0.22) {(0.10) | €0.02) | 0.00} | (0.60) | (0.00)
NO,) - {1516 | 1314 | 1.115 |0.961 | 0.868 0807 | 0.770 ; 0.728 | 0.693 | 0.675 | 0.647 [ 0.620
o, - 0582 | 0912 | 1.093 | 1.144 | 1.133 | 1.101 | 1.022 | 0.904 | 0.838 | 0.779 | 0.763
HCHO ~ |o64 |10 |149 {159 |1.67 |1.84 {181 |[1.77 |1.89 |1.72 |1.65
CH,CHO — |043 {072 |096 121 |1.29 [1.31 {131 131 |b31 [1.30 |1.20
HCOOH - |0.103 {0.168 [0.268 | 0.324 [0.371 [0423 {0475 0539 [0.577 | 0.564 | 0.613
T Co - |o0a2 }031 |os1 {068 |080 (098 {118 [1.39 164 |1.84 [2.01
.o, | - |o02 [oos |0a3 |023 |029 (034 |o04s |057 |079 |081 095

" PAN — | 0.037 |0.011 |0.219 | 0.318 | 0.393 | 0.472 | 0.542 | 0.586 | 0.625 | 0.558 | 0.534
" PGDN — |0.038 | 6.045 | 0.061 | 0.075 | 0.075 | 0.078 | 0082 | 0.091 | 0.093 | 0.088 | 0.090
N0, - | 0.024 |0.040 | 0.030 | 0.019 |0.019 | - - | - - - - -
£C, - |ogs 105 |1s5 (204 |224 (246 262 |278 |302 [297 l299
aC,H, 000 |0s53 125 |176 |2z13 1239 [255 |276 |289 |294 |299 |3.00.

{a) Estimated from NO, - (NO + PAN + PGDN + N,0,)
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Abstract

A new type of photochemical secondary pollutant, propylene glycol, 1,2-dinitrate
(PGDN}) was identified as a product in the photooxidation of a propylene-nitrogen
oxides-air system. The maximum yield of PGDN was about 0.10 ppm when the
mixtures of 3.0 ppm of C3Hg and 1.5 ppm of NOy were irradiated in air. The yield
of PGDN was not affected by the initial ratio of NO and NG,, and also by the
presence of water vapor in the air,

Dark reaction of N, Os and C3H, was studied in order to elucidate the formation
mechanism of PGDN, In the presence of O,, the main products were PGDN and
nitroxyperoxypropyl nitrate (NPPN). The former product was found to be formed
via NPPN, Other products observed were formaldehyde, acetaldehyde, propylene
oxide and tentatively identified 1-formylethy] nitrate.

The reactions of N, Qs with ethylene and cis-2-butene in the presence of air gave
corresponding dinitrates, ethylene glycol dinitrate (EGDN) and butene glycol 2 3-
dinitrate (2,3-BGDN), respectively, as main products.

The reaction is thought to be initiated by the addition reaction of NO, radicals to
propylene to give PGDN as a final product, both in the photooxidation and the
dark reaction. The reaction mechanism in the NO;—C3;Hg—03—N; system is
proposed,
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Fig.1  (a) NMR spectrum (peaks with * may be due to an impurity) and (b)
IR spectrum {neat liquid) of synthesized PGDN.,
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Table 1. Yields of PAN and PGDN in the Photooxidation
of a C3H; —NO, —Air System

Initial concentration (ppm) Yield (ppm)

Run
C,H, NO NO, H,0 PAN PGDN
1 3.05 148  0.02 <1 0.75  0.10
2 3.0 136 005 1.7x10°® ! 064 0.1
3 3.06 002 157 <1 0.76  0.10
4 301 001 150 1.7x10°® | 059  0.09

a) R.H.=40% at 30°C.
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Fig. 11  Concentrations of reactants and products as a function of reaction
time in the C,H, (36 mtorr)-N, 0, (22 mtorn)~0, (100 torr)-N,
(650 torr) system ‘
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CsHe— NOx —HBMNEROKBLEIGICET 5 CaHs DETHABEORITH S, CORK
BRICEFTAREKROH 7 9H 1 RE, (OH)max OHEEZE T- 7. 13 5172 (OH ) max i,

(CsHs)o=0.1—0.5m, [(NOy)o= 0.04—029m, ki=013—-037xi1 D EEEHT
T, £0HBDRENT (1-6) x10"molecule ci® THotro (OH) max BIHIC—IRIC
WHT 2 Emhtotc, 12 (OH)max 3 (CaHelo/ (NOxdo 22 ~ 30DHEBATid

[CaHelo IKESFTIF—ET, [(NQO T2 T022 2 0.01%&, F74bHE [ NOxJe D
B, ARBICHHTEC b oz, THIEHL, 0s BLUOH L 2 CsHe D42
HHTERC OPBEEROFET (NO ) O EHRICHIT T &R0 2ant,

Abstract

The maximum concentration of OH radical, [OH] ax was estimated from the
dissipation rate of C3H, in the photooxidation of C3H, —NOy~dry air (H,O less
than 1 ppm) system. The experiments were performed using an evacuable and
bakable smog chamber with a volume of 6065 L. The [OH] max obtained were in
the range of (1 - 6) x 10° molecule em™? with an error of +30% under the experi-
mental conditions of [C3H¢]e = 0.1 - 0.5 ppm and [NOx], = 0.04 - 0.29 ppm,
and k; =0.13 - 0.37 min™'. The [OH]max was found to be proportional to light
intensity. It was also shown that [OH]may was independent of [C3Hg]o when

I HyaEWAR KERES  T00 -21 REQRMIMES HPE
The National Institute for Environmental Studies, Division of Atmospheric Environment,
P.0. Yatabe, Ibaraki, 300-21
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[C3 He] Q,I[NOK] o >2~ 3, and dependence of [OH] max ©n [Nox] o was ob-
tained.
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Fig. 1 (a) Time variations of the concentration of C;H, and O, after irradia-

tion. [C;H¢], = 0.10, [NO,], = 0.021, [NO], = 0.005 ppm. k, =
0.16 min~'. {b) The plot of Equation (2) for the above run.
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‘Fig. 2 (a) Time variations of the concentration of C, H, and O, after irradia-

tion, [C,H, ], = 0.10, [NO, ], = 0.001, [NO|, = 0.033 ppm. k, =
0.16 min~" . (b} The plot of Equation (2) for the above run.
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ka= (251 £ 0.25) x 107" cf molecule 's' D E#* AT OH 5 CAnDRETFRERN LI, ki
Bte & 1 (~d (CaHe) / (CaHeldtlon REQD 72 v t DAL YEDEE E - DT,
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VWEEEDOHDOBREEIHET 5. COLIKLTRDOS W OHDEKREE (OH ) max
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Table 1. OH Radical Concentrations Determined from the Decay Rate of C3Hg

. . d[C, H, | d[C,H, )
Run™ [C,H,], jNO.J, INO], [NO,] k, |[-—=2 (-— 0H b)
LR xJa lo z)o (C.H, gt/ T [C,H, laz/ OH f Jmzl:i((

(ppm) (ppm}  {ppm) {(ppm) (min™') (x10°min~') (x107°min~'}  (x10°molecule cn™?)

2 0.10 0.0196 0.0154 0.0042 0.16 249 2.00 1.3

3 0.10 0.0255 0.0046 0.0209 0.16 3.38 2481 1.9

4 0.10 0.0342 00329 00013 0.16 3.85 2,60 W)

5 0.10 0.0359 00040 0.0319 0.16 376 3.36 2.2

6 0.10 0.0430 00217 00213 0.16 4.30 314 2.1

7 0.10 0.0516 0.0488 0.0028 0.16 4.68 2.78 1.8

8 0.10 0.0630 00478 0.0152 D.16 4.93 3.38 2.2
10 0.50 0.0452 0.0040 0.0412 0.16 3.74 3.00 2.0
11 0.50 0.0896 0.0082 0.0814 0.16 4.9¢6 345 2.3
13 0.50 0.0901 0.0818 0.0083 0.16 5.44 2,63 1.7
14 050 0.187 00110 0.176 0.16 7.83 3.97 2.6
15 0.50 0,290 0.255 0.036 0.16 11.0 4.46 3.0
16 0.05 0.0382 00035 0.0347 0.16 1.91 1.51 1.0
17 - 0.5 0.0393 0.0035 0.0359 0.16 4.88 2.54 1.7
19 0.30 0.0391 0.004% 0.034] 0.16 4.98 247 1.6
20 0.40 0.0393 0.0046 0.0347 0.16 493 2,50 1.7
21 0.20 0.0863 00092 0.0771 0.16 6.07 3.54 24
22 0.33 0.0912 00077 0.0835 0.16 6.86 3.42 23
23 0.50 0.0850 0.0115 00735 0.367 10.1 893 59
24 0.50 0.0900 0.0120 0.0780  0.308 8.38 7.04 4.7
25 0.50 0.0830 0.0094 ©.0736 0.247 7.36 5.00 33
26 0.50 0.0881 0.0087 0.0794 0.189 6.27 442 2.6
27 0.50 0.088% 0.0068 0.0821 0.130 541 2.86 1.9
28 3.02 1.500 1.477 0.0023 0.27 15.8 10.0 6.6

{a) Run numbers are in common to those in Ref. (20).
(b) The values are based on k, = 2.51 x 107" cm® molecule ~* sec™!. (Ref. 25).
() k, =0.16 2 0.02 for Runs 2 - 22,

0.063m 35 25 0.045 — 0.290me DFEEA TS € THHN DI [NO<)e %, 0.04mm £ L750.09
i —FiZ L (CsHelo%, 0.05-040mE LU 0.20— 0.50mMOEHE TEL I TTote & BIC

(NOxJo=009m , (CsHelo= 0.50mD%&RMH THEE ki fliT 0.13- 0.37 min’ OREATEL X
W1 EBE T 12,

Flicgiohl (—d (CHe)/ (CaHeldt)r DEIES KT HITL D2 mMERZ 0%,
(= d (CsHe)/ (CsHald#)on DA X Lo BEH + NBBRETH B, (OH) max iS5 5
FMEE LD (-d(C3He)/ (CaHeldtlon KO TDHD ERLTH S D, ky DifICE SBEL
ZRBLT, (OH)max OBRER LB LEPNL,

(—d (C3Hel/ (CsHelddt)r BLU (—d (CaHe)/ (CsHeldPou D {CsHelo KR T 3 4%
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Fig. 3 Dependences of the decay rates of C;H, on [C,H, ], for the con-
stant initial concentrations of NOy. (=d[C,H, ]/[C,H, |dt)T () and
(-d[C, H, )/[C,H, ]dN)oH (0) for (NOx], ~ 0.09 ppm, (-d[C, H, |/
[C:H  JdDT () and (-4[C,H, 1MC,He 1d0py () for [NOK], ~
0.04 ppm. k, = 0.16 min~*.
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Photochemical Ozone Formation in Propylene-Nitrogen
Oxides-Humidified Air System
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Hugm, il aOgEfiae, 75 Y- 2ROTS o v v -ZRBRIH - NE
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0~62% EAEHTAY VERCHTIREORBLWM~NL LT 5, BELHMEEE &
O EHERRE NN, —HERTIRAL YV YEBERETTS, 20 ERIRE
HBENWELUTTHEETHEAC Lhh o7, TAHMEBENL 0% (—F) ORETT
ASVERKAT 57 e Ly, SRRCHVNREOEELRN/ LA, FoErLy
BELEB TR, ERT28BAL Y VBE ((0slmax) 24/ YOXREFEBE ((Os)es )
ICHAL, [(Oslmax =92 [Osles, &UIBEMEYT ET LMD To, T DEY
BERFHARCHTABEIDHBB DI,

Abstract .

Photochemical experiments were performed investigating the effect of humidity
on the formation of ozone in propylene-nitrogen oxides-humidified air system using
an evacuable and bakable smog chamber. As the humidity increased, the ozone
formation rate increased but the ultimate maximum concentration of ozone de-
creased. The decrease of ozone maximum was marked at the lower humidity
(R.H. <20%). When the initial concentrations of C;Hs and NO, were varied in-
vestigating the formation of ozone under the condition of constant humidity
(R.H. =50 £ 10%), the relationship, [O3]max = 9.2 [03]ps: was obtained in the
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range of excess [C3Hg],, where [03]ps is the photostationary state concentration
of ozone in the absence of C3Hg for the same initial concentration of NO, .
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Fig. 1 Background reactivity of humidified air with 0.084 ppm of NG,.
(NIES-781031). R.H. = 50% at 30°C; k, =0.24 min~".
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DTI0HERLE Lo REMBM T, £X0 04moO S v ERMNA SIS, RS S OFE
BOELOREIC LB ODTRECDHEBING, AFRICEG 570 € L v — NOs R4 KB
DB 2CORED Ny 777 VIFREHEBHELEBI DL EZ SN b, ,

A/ YEBERNTAREOER REASDCR+DNABEET I 0, &/ vERICR
TEHERORBEIRMETAICLEATEN G, 2CTH Y VEBKHNT AEEOREBLRALIYH,
oLy, NOx OMMBEL—FEL, BEFELI S NEHERET . TORBREL
MREEZVIGRT .

#1 [0 Imax OHHNEBERC T 2IKEBOER T -
Table I. Experimenta] Data of the Dependence of [O3]max on Relative Humidity

Run | RHL®) [C3Hgl, (NOxle [NOly [NOzle [NOl, [Oslmax  tmax

at30°C  (ppm) (ppm) (ppm) (ppm) [NO2l;  (ppm)  (min)
1 0 0201 0.0837 0.0572 0.0265 068 0245 690
2 10 0.197 0.0860 0.0647 0.0213 075  0.201 500
3 26 0.199  0.0847 0.0616 00231 073 0194 430
4 35 0202 00856 0.0622 00234 073  0.189 380
5 47 0.203 00835 0.0663 00172 079 0179 400
6 51 0.199 00849 0.0500 00349 059  0.173 300
7 58 0201 00837 00627 00210 075  0.163 340
8 59 0.195 0.0884 00657 00227 074 0182 390
9 60 0202 00853 00578 00275 068  0.161 350
10 62 0200 0.0824 00600 00224 073 0169 430

Light intensity, kq = 0.22 + 0.02 min
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HONO + hy OH +NO (5)
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ELT, BEMEF VHAEERL, FOBBILT PAALIND ZBILLTNO, CELZEE, B
21243, FNQ ORAEE EHSEEDBRFLRLN, PROEBEORME & &1 NO ORLD
EELENTALVHSEAEEL TS,

CRH at 30T (%)

M2 ForlbryBIXUNORSENIHTIREOES
Ky=022+ 0,02 aig '

Fig. 2 The effect of humidity on the decay rates of C,H, (0) and NO (2).
k, =0.22+ 0.02 min~'.
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RENBUFTHRETH L. —H, WHEUETRENLLD (03 max PEFOEARNEL, €
DEBRTHT > 1= 20~60% DRERETIE (0s)max KT 5 BEOLBALUOLEA 5, BED
MEEHE (O3 nas MEAFTEMEELT, AWEETDC EICEDKERDNOx 54,

NQOz + NOs N20s - : (8)
Nz0Os + H2O —— 2 HNO, (9

#2-1 (Op)max @ (NO ) CRY BIRFUERT — 4
Table 2-1. Experimental Data of the Dependence of [O3] ;54 on [NOy ],

Run [CSHblo [NO)&lu ) [Nolo [Noz]o‘ [Caﬂe]o [Ozlmax tmax
(ppm) (ppm) (ppm) {ppm)  [NO4], {ppm) {min)
11 0.498 0.0461  0.0022  0.0439 10.8 0.165 110
12 0.497 0.0842  0.0025 0.0817 59 0.215 110
13 0.508 0.0867  0.0031 0.0836 5.9 0.246 90
14 0.500 0.1007  0.0108  0.0899 5.0 0.241 110
15 0.497 0.144 0.0037  0.140 35 0.322 140
16 0.500 0.200 0.0062  0.194 2.5 0.339 110
17 0.504 0.284 0.0059  0.278 1.8 0.410 225
18 0.208 0.0858  0.0032  0.0826 24 0,222 280
19 0.207 0.136 0.0033  0.133 1.5 - 0291 450
20 0.205 0.197 00034  0.194 1o 0329 630
21 0.103 0.0102  0.0016  0.0086 101 ° 0.0493 215
22 0.104 00213  0.0031 0.0182 49  0.0810 225
23 0.101 0.0346  0.0024  0.0322 2.9 0.122 300
24 0.103 0.0554  0.0030  0.0524 19 0159 360
25 0.100 0.0825 0.0030  0.0795 1.2 0.159 580
26 0.101 0.0854 0.0024 0.0830 1.2 0.183 490
27 0.095 0.0989  0.0028  0.0961 1.0 0.208 640
28 0.102 0.135 0.0030 0.132 08 - 0223 860
29 0.105 0.170 0.0038  0.166 0.6 0.226 880
30 0.101 0.189 0.0034  0.186 -~ 0.5 0.213 920
31 0102 0238 0:0034  0.235 0.4 0.215 1270

Light intensity, k, = 0.24 + 0.02 min™ ; relative humidity, R.H. = 50 = 10% at 30°C.
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Fig.5 The dependence of maximum concentration of ozene on the initial
concentration of NO,, for the constant initial concentration of C;Hy s
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WICNOx IBEA—FLL, oL v YIRBRELEL S HBET 2408, 2OEREY
EEDRRERZ -2RL. BBRRINO #1HBESE (NOx)o=0084m—ELL, Faovr

#2—2 (Oslmax @ (CsHe)y KT 2AEROERT — 4
Table 2-2. Experimental Data of the Dependence of [0 ] max o1 [C3Hg o

Run [CiHe1l,  [NOyi, {NOJ, (NO, 1, [C:Hs 1, (04 | nax tmax
(ppm)  (ppm)  (ppm)  (ppm) INOxlo  (ppm)  (min)

32 | 0 0.0840  0.0032  0.0808 0 0.0313 1320
33 | 0050  0.0865 00029 00836 0.6 0.0920 680
25% | 0.100 - 0.0825 0.0030  0.0795 1.2 0.159 580
26* | 0.101 00854  0.0024  0.0830 12 0.183 490
18* | 0208 00858 00032  0.0826 2.4 0.222 280
34 | 0263 00836 00033  0.0803 3.1 0235. 215
35 | 033 00824  0.0060 00764 4.0 0.213 100
36 | 033 0.0829  0.0065  0.0764 4.0 0.233 110
12| 0497 00842 00025  0.0817 59 0.215 110
13*| 0508 00867 00031  0.0836 59 0.246 90

Light intensity, k, = 0.24 + 0.02 min™ , relative humidity R.H. = 50 * 10% at 30°C.
Experimental runs with asterigks are the same runs as citied is Table 2-1.
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Fig. 6 The dependence of maximum concentration of ozone on the initial
concentration of C,H, for the constant initial concentration of NOy

(0.084 ppm). R.H. = 50  10%, k, =0.24 + 0.02 min™".
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Abstract

A variety of free radicals were detected directly in the reaction of oxygen atoms
with hydrocarbons by a photoionization mass spectrometer coupled with a fast
flow reactor. Reaction products in the reaction of oxygen atoms with free radicals
were also observed and the reaction mechanism of the oxidation of hydrocarbons
were analyzed. ’

Further, the reaction time dependency of methyl radicals and the quenching of
the methy! radical signals by the additional gases were measured. From these ob-

servation, the rate constants for the reactions of methyl radicals with 0(’P), 0,,
NO and O; were determined.
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{LBRANHEROTHEET o0 7V —F VB NOBEERBE NS ATOXA F VILERSHF
BEOMOARKICENTERNSARERETATO7Y -5V hroR Bt LTRESRO LN
REH5, COARBRAZRERCHEGDHE7) -3V HLORRIBRELH LTHEHEBRET
HLLELB,

KA (ERBATEE EOER
BFEAFTMMTE2OEREMOCDIOMNEA £ VLETHD, MNeVoziry-—% BniaEmy
DETHBECHASTO( 2D OBBSH LY, BRIV -FVILDEERIRE > THALA
HFHEA 4 EOBRBTWDOYWE 7S5 vF -2 vHLIRAF VIEZNBATEHES, X DI
BRTENBZEIDREDTAILVF - EIE( BRTEFR L -TT7 Y -3V HAOAHERRINCA &
YT EELTE S,
FRRTAOONAERBREIKTLTS S, % B2 fast flow reactor & %4 & VLB BT
DB EbeTHE D

FTREER O,/ He ORAGHE~1 /7 nEREL, BERTLERES 2, —HBRERT
LEBT HRIEAEIREEDOPLIBRERTOHN L EITC@p N7 movable inlet & o RIEGE
ZEASNSE, T D movable inlet RITRKABHTEELICHE-TNT, ChEBLTHICE -
TRIBE O reaction zone 1310~ 200mDEEZTET & 5, X 5 movable inlet D5EEIZI 6 BD
EVFE-AHdTHY, EChroRKENBEL HEKEROBSSEEMTE—tTELD
KiE5TWd, RIGEDANEIZ12.6m, movable inlet OAER 4AmT, RIGEbOHER 165
m/s (£ 2 Torr), 19.9m /s (&FE 4 Torr), 21.4m/s (£F 6 Torr) THd. [AFEOLES
' L UGRER, 7 b0y ERHTRIEL, 2FEIR% LT pressure drop, SEICH L Tit flow
equation 2 2 < BIED BMA ST 50 BERTFORERREEICHED NO, 2L, REET

* SWEMCT Y —F IHAEHERNT 5L LTIR, ESR, LMR, JLWBER, HLBGGE
RBFa4XERLNBIM, OPTERESOMETRGICAVAENTE 203, LMR &By
DT H D BICL —F xRV, BESICHEREROLEIDATT (AT
3o AV REEMTEREROAT LMR ERSTHY, HAEEIL, +—v¥—%2A0VREE
VB L DR HEREEEBORTOERTFHSFOTY) -3 VA DRLIKENTH 5,
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Schematic diagram of the apparatus: L, V.U.V. light sousce; C, micro-
wave cavity; LiF, LiF window; IC, icnization chamber; QM, quadru-
pole mass filter; LE, Lens; T, Al coated stainless steel traget; SC, Al
coated plastic scintillator; PM, photomultiplier: MCA, multichannet
analyzer; R, X-Y recorder; TTY, teletype; §, O-ring sliding seal; MKS,
MKS Baratron pressure gauge.
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Fig. 2 The signals cbserved at mass 15 (CH,) and mass 29 (CHO) vs. ethy-
lene partial pressure. The initial oxygen atom concentration was 1,2
mTorr, the total pressure was 4.1 torr, and the reaction time was 2.8

msec.
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Fig. 3 Mass spectra obtained in the reaction of 0 + C, H,
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Fig. 6 Mass spectra obtained in the 0 + C H, OH reaction
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Total [Cl, | [C.H, ], | Sensitivity for NO | [CH, | g 7k, {CH, } ’ s k; (O-atom source
Run |Pressure {107'° cm?
(Torr) |{mTorr} | {mTorr) [t10° countsfs Torr} |(counts/s) | molecute™ s™') | (counts/s) [{1077® cm® molecule™" s7%)
A 3.6%6 0.110 0.215 9.251 19.1 1.15 195 1.15
B 3.718 0.144 0.132 9.855 10.8 1.t5 10.7 120
C 5.728 0.129 0.186 7.267 11.0 1.70 11.1 [ i)
] 1.892 0.519 0,225 5.369 11.2 1.35 114 . 1.40 )
E | 3659 | 0244 | 0215 6907 1.9 165 19 170 3 ?h’:r};: di
F 5.834 0.087 0,555 2944 489 2.05 509 210
G 1925 Q.074 0.505 7.276 321 1.40 347 140
H 1.687 o111 0.494 9.604 40.2 1.30 423 1.0
[ 1022 $.098 1.025 6.822 62.1 1.20 829 0.95 4
J 70 ¢079 0.698 10.831 60.9 1.60 674 1.55
K 3.689 G181 0.706 10,783 613 145 - 62.5% 1.50 }?i;ﬂgn
L 3715 0118 0.914 11.260 82.7 1.50 819 1.95
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Fig.- 9 (a) Quenching of methyl radical signal by molecular oxygen in the
steady — state concentration.
[Hel = 2.024 Torr, [0], = 0.088 mTorr, [C,H,) = 0.492 mTorr
and reaction time was 10.68 m.

(b} The observed methyl radical signals vs. [Q],t in the presence of

molecular oxygen,
[He] = 3912 Torr, [0], = 0.075 mTorr, [C,H,|, = 0.300
mTorrand [O,] =451 mTorr.
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Fig. 11 Schematic diagram of the fast flow reactor for the CH, + O, reac-
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V: Valiable leak, C: Teflon cock, H: Heater, G: Hg lamp, S: Slit,
P: MKS Baratron gauge, F: Filter, M: Photomultiplier, L: Kr lamp.
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CHsO FAD L —HY—IFuikiC X pigH”
Detection of CH; O Radical by Laser Fluorescence Method*

HE BT B BEAK
Gen INOUE! , Hajime AKIMOTO" and Michio OKUDA!

E B

BEAUEEEL-F-2BOTCH:0 7 YA NOBEERHEET 7. 2026~316.50m
TOBEICH L, 300~ 400 nm OE@EIC TV RIEAIAKROMENB SN, DATA,
FESEEREXE LD 36M0a  BhLobithsd,. @XE0C-OMEBRER
1,013c™, A'ALDC-OMfEIR670c™ THbH, F7- X°E © CHs © deformation i3
1,380en?, Hy-C~OCOXARBIZOB0Om THE, QT HESFITL S asThHdo

Abstract

CH,; O radical was directly detected by the laser induced fluorescence method for
the first time. The excitation was made at 292.6 nm ~ 316.5 nm and the fluores-
cence was observed at the range of 300 to 400 nm. From the fluorescence spectrum
studies, the following conclusions were obtained.

(1) The first excited state, A%A,, lies 31,600 cm™ above the ground state, X2 E.
(2) The stretching vibration of H3C—0 is 1,013 em! in the ground state and
670 cm™ " in the excited state. The deformation mode of CH; and the bending mode
of H;—C—0 in the ground state are 1380 cm™! and 680 cm™', respectively.
(3) The radiative lifetime is 1.5 us.

i2CaiIc .
FrF3OH0 (CHO) BN REERCENCTEERRELERE (590 0) THD,
TERATBLBHMERIEAKETHL 22 (CH) ORERILEIG T,

* AHRE o TRgErRE.
A part of this paper has been published in; Chem Phys. Lett., 63, 213 (1979).
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The National Institute for Environmentat Studies, Division of Atmospheric Environment.
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Fig. 1 Schematic illustration of the experimental apparatus

F: Visible cut filter, B.P.: Biplaner photocell, L: Lens, P.D.: Silicone

photodiode, P.M.: Photomultiplier, Amp/Disc: Amplifier and dis-
criminator.
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Fig. 4 Band structure of a single vibronic transition. Bars show the intensi-

’ ties of each rovibronic transition assuming a Boltzman distribution of
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ing 8 cm ™! resolution and triangular excitation band shape. Open cir-
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(b) CH, 0.
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Fig. 5 (a) Laser-induced fluorescence signal as a function of time after lacge
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Table 1

* 5 . -
.y 2y P

FoELY —BRBILH —HERICBY BB TSR T B R T4 K~

0.27 £0.02ain 7t .

(#X1, 2 RunFERHEX 1, {2 LR/, ) - : o
E'.xperim‘ental Data on the Photooxidation Products in the Prﬁpylene-
Nitrogen Oxides Air System, ki=0.27%0.02min™", E o
(Refer to Paper 1 ; Run numbers are in common to Table 2 in Paper

1)
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Table I-1 (Run 1, NIES-780705) CyH -NO-dry air, k) =0.27 min L,

)

Time (min) CJHB (ppm) Time (min} NOx. (ppm} NO (ppm) NOx~NO (ppm) 0, (ppm
0 3,045 0 1.500 1.477 ©.023 0.0000
20 3.079 20 1.497 1.431 0.066 0.0003
40 2.949 40 1.4990 1.344 D.146 0.0005
B0 2.978 50 1.489 1.219 0.269 6.001
80 2.779 80 - 1.481 1.020 0.461 0.003
100 2.621 100 1.467 0.723 0.744 0.007
110 2.559 110 - 1.457 0.561 0.996 0.012
120 2.437 120 1.444 0.397 1.047 0.021
130 2.305 130 1,423 0.223 1.200 D.042
140 2.151 140 1.40% 0.083 1.322 p.112
150 1.964 150 1.359 0.018 1,351 0,294
160 2.000 160 1,337 0,005 1.331 0.554
170 1.289 170 1.301 0.002 1.299 0.802
180 0.940 180 1,277 0.002 1.275 0.985
190 0.706 130 1.255 0,001 1.254 1.097
200 0.508 200 1.239 0.001 1.238 1.152
210 0.365 210 1.229 0.001 1,228 1.182
240 0,148 225 1.216 0.000 1.216 1.185
270 0.070 240 1.190 0.000 1.190 1.151
300 0.035 100 1.117 0.000 1,117 1.117
330 0.024 160 1.054 6.000 1,054 1.076
360 0.015 420 0,970 0,000 0.97¢ 1.063
480 0.903 0.000 0.903 1.059

(b} )

Time Concentration (ppm)

{min} HCHO CH ;CHO HCOOH co <G, PAN PEDN N0 HNO
45 0.06 — — . — — — — _ _
64 6.13 0.08 — — 0.022 — 0.004 —_ —
82 0.24 a.17 — — 0.029 — 0.006 — —
100 0.35 0.26 — 0.06 0.040 5.012 0.00B — —_
118 0.53 0,41 — 0.08 0.062 0.019 0.014 — —
136 0.6% 0.54 0,013 0.14 0.082 0.033 0,024 — 0.03
154 0.97 0.68 0,032 0.28 0.13 0.097 0.026 0.008B 0.07
172 1.3z 0.98 0,062 0.52 0.22 0.245 0.042 0.0271 0.09
189 1.55 1.15 0.088 a.79 0.32 0.395 0.058 0,027% 0.12
206 1.68 1.22 0.097 1.05 0.40 0,497 0.078 0.0202 0.14
223 1.75 1.22 0.107 1.27 0.45 0.588 0.084 0.0096 0.17
240 1.75 1.30 0,122 1.42 0.50 0.658 0.097 — 0.18
257 1.73 1.23 0.125 1.58 0.54 0.709 0.093 — 0.20
7 1.7s 1.22 0.131 1.74 0.58 D.739 0.103 — 0.21
292 1.65 1.15 0.140 1.82 0.61 0.747 0.095 — 0.21
309 1.60 1.10 0.134 1.94 0.66 0,744 0.093 — 0.22
326 1.65 1.09 0.147 2,12 0.70 9,750 0.092 — 0.22
350 1.58 0.97 0.149 2.10 0.74 0.726 0.078 — 0.23
168 1.53 a.88 0.163 2.23 0.81 0.725 0,075 — 0.23
k[:1 1.49 0.86 0,160 2.27 0.86 0.668 0.073 —_— G.23
402 1.45 0.85 9.160 2.39 0.92 0.661 — _— 0.23
420 1.47 0.82 0.163 2. 40 0.95 0.634 0.081 — 0.23
437 1.44 0.80 0.165 2.49 1.00 0.632 0.068 — 0.23
454 1.43 0.72 0.162 2.61 1.03 0.605 0.071 - 0.23
472 1.36 0.77 6.164 2.58 1.07 0.587 a.668 — 5.23
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Table I-2 (Run, NIES-780707} C3H6-N0-hu:hid"air (R.H.=40%), k,=D,27 min-l.

1
_(ﬂ ™ B T
Time {min}™" C.H, (ppm) - ‘Time (min}) NO, (ppm) NO (ppm} NO,-NO (ppm} 05 (ppm

0 3.044 [ 1.403 1,358 9.045 0.000
20 2.961 - 20 ©1.390 1.251 0,139 0.001
40 ©2.926 40 1.388 1,071 0,316 0,002
60 "o 2.709 ’ [ 1.382 0.820 0.562 0.008
80 2,495 80 1.363 0.514 0.849 c.012
100 L2242 100 1.326 0.201 1,125 0.042
110 2.161 110 1.305 - 0.048 1.257 0.101
120 ©1.944 . 120 1.262 0.025 1.237 0.250
130 1.684 . 130 1.193 0.008 1.185 0.494
140 1,372 140 1.11¢ 0.004 1.097 0.713
150 © 1,087 150 0.995 0.003 0.992 0.890
160 0,803 160 0.916 0.002 0.914 0.985
170 © 0,611 170 0.861 0.002 0.859 1.030
180 0,480 180 0.616 0.002 0.814 1.041
190 Tt 0,367 190 0.786 0.002 a.784 1.032
200 0,286 200 0.774 0.002 0.772 1.015
220 T 0,186 220 0.729 - 0.602 0.727 0.964
240 0.124 240 0.710 0.002 0.708 0.914
270 0.070 300 0,672 0.002 0.670 0.830
300 © o .041 360 0.628 0.002 0.626 0.812
330 0.026 420 0.579 0.000 0.579 0.815
360 - 0.010 480 0.539 ©.000 0.5398 0.788

(b}

Time Concentration (ppm)

(min) HCHO CH,CHO HCOOH co co, PAN PGDN M0,
1 0.07 — 0.020 — 0.016 — 0.007 —
1z 0.13 0.09 0.031 — 0.013 — 0.012 —
53 0.27 0.20 0.035 — 0.020 — 0.013 —_
75 0.44 0.38 0.048 — 0.033 0.008 0.029 —
96 0.63 0.53 0.061 — . 0.059 0.024 0.023 —_
118 0.86 0.13 0.095 0.20 0.094 0.064 0.030 0.0247
139 1.31 0.97 0.163 0.42 0.15 0.169 0,057 0.0438
160 1.58 1.29 0.268 0.72 0.25 0.341 0.086 0.0499
182 1.78 1.32 0,345 0.99 ¢.34 0.488 0.101 0.0436
203 1,82 1.26 0.401 1.18 0.42 0.578 0,105 0.0351
224 1.81 1.32 0.511 1.36 0.50 0.640 0.096 0.0228
245 1.74 1.18 0.444 1.48 0.52 0.637 0,101 —
266 1.64 1.19 0.472 1.61 0.58 0.633 0.111 —
287 1.64 1.24 0.487 1.71 0.63 0.621 8.102 =
308 1.71 1.10 0.500 1.84 0.6% 0.613 0.106 —
329 1.63 1.09 0.500 1.91 0.73 0.501 0.103 —
351 1.65 1.06 0.526 2.05 0.81 0.588 9.095 —
182 1.61 1.14 0.528 2,14 0.90 0.573 0.100 —
408 1.62 1.02 0.533 2.24 0.94 0.559 0,100 —
434 1.60 0.99 0.540 2,31 1.01 0.547 0.101 —
460 1.57 1.04 0.539 2.47 1.08 0:543 0.099 —_




Table I-3 (Run, NIES-780704) Q3HG—N02-dry air, kl-0.27 min T,

1

{a)
Time (min) C3Hg (ppm) Time (min) NO, (ppm} HO (ppm} HCy—NO {ppm) 0y {ppm) R
0 3.064 0 1.583 0.016 1.567 0.000
10 2.778 1 1.572 0.104 1.468 D.101
20 2.179 2.5 1,564 b.082 1.482 0.117
30 1.574 5 1,542 0.052 1.490 0.163
40 1,095 1.5 1,528 0.031 1,497 0.238
50 0,76% lo 1,500 0.018 1,482 0.324
60 0.519 12.5 1,481 ¢.010 1.47L 0.427
70 0,364 15 1.459 0.007 1.452 0.522
80 0,254 17.5 1.434 0.005 1.429 0.618
90 0,130 20 1.409 0.004 1.405 9,712
100 0.134 25 1.368 0.004 1.364 0.872
110 0.109 30 1.338 0.003 1.335 1.015
120 0.0B0 40 1,294 v.002 1,292 1.188
130 0.061 50 1.262 0.001 1.261 1.261
140 0.045 60 1,232 0.001 1,231 1.298
150 0.037 70 1,211 0.001 1.210 1.304
:1i] 1.181 0.001 1.180 1.300
160 1.147 G.¢01 1,148 1.283
120 1,112 a.001 1.111 1.240
140 1,086 0.001 1.085 1.206
160 1.960 6,001 1.065% 1.173
180 1,040 ¢.001 1.03% 1.142
240 0,957 0.001 0.956 1.087
300 0.888 0,001 0.887 1.053
360 0.Ble 0.001 0.B15 1.041
[143]
Time Concentration (ppm)
lmin) HCHO CHCHO HCOOH co co, o PGDN N0 HHOS
10 0.33 0.19 —_ 0.05 0.02 0.115 a,912 0.0114 —_
27 l.08 0.77 e ¢.31 0.13 9.133 0,040 0.0571 0.03
45 1.62 1.08 0,092 0.66 0.27 0.300 0,065 0.0473 0.09
52 1.77 1.14 0.112 0,95 0.36 0.471 G.083 0.0329 0.12
79 1.90 1.17 D.13g 1,19 0.42 0.530 D.0%5 0.0207 0.1a
97 1.52 1.15 0.087 1.36 0.48 0.621 0,086 —_ 0.16
114 1.87 1.08 0.154 1.53 0.52 - 0.793 0,088 —_ 0.17
131 1.83 1.11 0.146 1.66 0.56 4.771 0,101 —_ 0.19
148 1.78 1.04 0.159 1.77 ¢.59 0.746 0,100 —_— .19
166 1.76 1.05 c:142 . 1.89 0.63 0.827 0.087 — 0.19
183 1.75 1.05 0,154 1,99 0.68 '0.707 0,084 —_ Q.17
200 1.70 0.9% 0,183 2,07 ¢.73 0.713 0,089 —_ 0.18
217 1.66 0.98 0,157 2.15 0.79 0.659 }.0B6 —_ 0.19
234 1.62 0.93 0,180 2.24 0.83 0.653 0.083 —_ 0.18
252 1.58 III.S'J'I 0,175 2.34 ¢.87 0.613 ° 0.076 —_ 0.16
269 1.58 0.89 0.194 2.43 0.91 D.651 ¢.D76 — a,17
286 1.52 0.77 0,180 2.48 0.96 0,594 0.073 — 0.17
303 1.48 0.82 0.170 2,586 1.00 0.665 0.071 —_ D.1%
321 1.43 0.79 0.175 2.64 1,03 0.624 0.070 — 0.1%
338 I 1.43 [ 1] 8.167 2.73 1,13 0.611 D.067 _ 6.17

- 107 —



1

Table I-4 (NIZS-780706) C3Hg—NO,-humid air (R.H.=40%), k =0.27 min L.
{a}
Time (min) CjHg (ppm) | Time (min)  NO_ (ppm) 'NO (ppm)  NO,-NO (ppmI O3 (ppm)
0 3.014 0 1.516 0.012 1.504 0.000
10 2.775 1 1,511 0.089 1.422 0.109
20 2.217 2.5 1.495 0.073 1,422 0.128
10 1.639 5 1,476 0.044 1,431 0.175
a0 1.190 7.5 1,451 0.028 1.423 0.238
50 0.874 10 1,429 0.017 1.412 0.332
60 0.626 12.5 1.390 0.022 1.378 0,422
70 0.486 15 1.352 0.009 1,343 0,519
80 0.375 17.5 1.305 0.006 1,360 0.598
90 0.288 20 1.264 0,004 1.260 0.691
100 0.234 25 1.170 0.003 1.166 , 0.842
110 0.183 30 1.078 0.003 1.075 0.958
120 0.166 40 0.948 0.002 0.946 1.103
130 0.128 50 0,868 6.a02 0.866 1.144
140 0.108 52,5 1.149
150 0,094 60 0.811 0.002 6.810 1.135
160 0.075 20 0.751 0.002 0,749 1.074
170 ¢.060 oo 0.713 0.002 0.711 0.988
180 0.057 120 0.698 0.001 0.697 0.921
210 0,031 a0 0.662 0.001 0.661 0. 800
240 0.021 240 0.627 6.001 0.626 0.766
100 0.011 100 0.596 0.000 0.596 0. 760
360 0.551 0.000 0.551 0.739
(b)
. Concentration (ppm}
Time
{min) HCHO CH,CHO HCOOH o . co, PAN PGDN Ny0¢
6 .19 — 0,059 — 0.019  0.024  0.0l02  0.0080
17 ‘0.64 0.43 0.103 0.12 0.058  0.037  0.0384  0.0239
28 1.10 0.72 0.168 0.31 0.13 0.111  0.0454  0.0401
39 1.49 0.96 0.268 6.51 0.23 0.219  0.0613  0.0300
50 1.59 1.21 0.324 0.68 0.29 0.318  0.0754  0.0189
61 1.67 1.29 0.371 c.80 0.34 0.393  0.0752  0.0194
72 1.84 1.31 0.423 0.98 0.45 0.472  £.0782 —
83 1.77 1.31 0.427 1.06 0.44 0.505  ©0.0932 —
95 1.81 1.25 0.475 1.18 0.49 0.542  0.0821 —
106 1.80 1.31 0.489 1.27 0.52 0.567  0.0850 —
126 1.77 1.31 0.539 1.39 0.57 0.586  0.0913 —
154 1.89 1.31 0.577 1.64 0.79 0.625  ©.0930 —
180 1.77 1.31 0.534 1,74 0.78 0.564  0.0933 —
206 1.72 1.30 0.564 1.84 0.81 0.556  0.0881 —
232 1.67 1.16 0.624 1.98 0.90 0.555  0.0894 —
259 1.65 1.20 0.613 2.06 0.95 0.534  ©0.0898 —
285 1.59 1.10 0.627 2.18 1.00 0.528  0.0877 —
310 1.53 1.09 0.635 2.31 1.06 0.513  0.0913 —
138 1.51 1.08 0.643 2.43 1.13 0.502  0.0883 —
362 1.49 1.11 0.639 2.46 1.199  0.491  0.08lsg —
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Fob Ly —HERIY -EJREET D (Osimax OEEMEHICET 2ERT —
£, ki=022£002ai,

HX4BR Run BSEEIY, £ EH4EH,)

Table 1I Experimental Data of the Dependence of (Oa)mx on Humidity in the

Propylene-Nitrogen Oxides-Air System, k;,=0.22+0.02min""}
(Refer to Paper4 ; Run numbers are in common te Table 1 in Paper4.)



Table I~1 (Run 1, NIES-790302) C HG-Nox—humidified air, R.H=0% at 30°C

3
time (min} CyHe (ppm) NO, (ppm) NO (ppm} HOy - O (ppm} 0y (ppm}
. 9 6.201 0.0837 0.0572 0.0265 0.0000
0.0836 0.0601 0.0235 0.0022
5 0.202 0.0835 0.0604 0.0231 0.0026
i 10 0.197 0.0834 0.0595 0.0239 0.0030
. 30 0.194 0.0826 0.0550 0.0276 0.0038
! 60 0.182 0.0813 0.0467 - 0.0346 0.0060
99 0.176 0.0797 0.0361 0.0436 0.0100
120 0.165 0.0775 0.0247 #.0528 ‘0.0180
150 0.155 0.0746 6.0156 0.0590 0.0314
180 0.138 0.0717 0.0097 0.0620 0.0528
210 0.123 0.0677 0.0063 0.0614 0.0783
240 0.106 0.0639 ¢.0048 0.0591 0.104
270 0.088 0.0602 0.0036 0.0566 0.129
300 0.074 0.0566 0.0029 0.0537 0.152
330 0.059 9.0534 0.0024 6.0510 0.171
360 0.047 0.0498 0.0021 0.0477 0.188
390 0.039 0.0474 0.0021 0.0453 0.200
420 0.029 0.0448 0.0020 0.0428 0.212
450 . 0.028 0.0427 0.0019 0.0408 0.221
480 0.021 0.0408 0.0018 0.0390 0.228
510 ¢.015 0.0387 0.0017 0.0370 0.233
540 0.012 0.0372 0.0016 0.0356 0.238
570 0.018 0.0349 0.0015 0.0334 0.240
600 0.010 0.0337 0.0015 0.0322 0.242
630 0.007 0.0324 0.0014 0.0310 0.243
660 0.007 2.931% 0.0014 0.0301 0.244
690 0.004 0.0305 0.0014 0.0291 0.245
NIES- 790302
. E 02 \ o 0,
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Table O ~2 {Run 2, NIES-790111) C3H5-N0x-humidified air, R.H. =10% at 309°C.

time {min} C,Hg (pPm) NOy (ppm} NO (ppm) NO, — NG {ppm} 03 (ppm}

o 0.197 0.0860 0.0647 0.0213 0.0000

2 0.0861 0.0647 0.0214 0.0016

5 0.209 0.0861 0.0645 0.0216 0.0025
10 0.196 0.0860 0.0630 0.0230 0.0030
20 0.203 0.0859 0.0595 0.0264 0.0037
40 0.150 ¢.0855 0.0492 0.0363 0.0055
60 0.180 0.0845 0.0401 0.0444. 06,0085
a0 0.166 0.0832 0.0304 0.0528 0.0136
100 0.161 0.0814 0.0216 0.0598 0.0216
120 0,151 0.9793 0.0155 0.0638 0.0331
140 0.140 0.0767 0.0110 0.0657 0,0475
160 0,125 0.0745 0.0088 0.0657 0.0634
180 g.111 0.0717 0.0671 0.0646 4.0796
210 0.094 0.0675 0.0054 06,0621 0.103
240 0.077 0.0630 0.0043 0.0587 0.124
270 0.065 0.0591 0.0039 0.0552 0.144
300 0.049 0.0558 0.0033 0.0523 D.160
330 0.036 0.0526 0.0031 0.0495 6.172
360 0.032 2.0501 0.0029 0.0472 0.182
380 0.024 0.0473 0,0028 0.0445 0.191
420 0.020 0.0456 0.06027 0.0429 0.195
450 0.013 0.0437 0,0026 0.0411 0.198
480 0.009 0.0418 0.0024 0.0394 0.201
500 0.007 0.0408 0.0022 0.0386 0.201
510 0.010 0.0402 0.0021 0,0381 0.201
540 0.005 0.0389 0.0021 0.0368 0,201
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Table I -3 (Run 3, NIES-7812328}) C3H6—N0x-humidified atr, R.H. =26% at 30°C

time (min}) CyHg (ppm) NOy (ppm) NO (ppm) NOx - NO (ppm) 0y (ppm)
0 0.199 0,0847 0.0616 0.0231 0.0000
2 0.0847 0.0635 ¢.9212 8.0025
5 0.1%4 0,0846 0.0619 0.06227 0.0030
10 0-201 0.0844 0.0591 0.0253 D.0034
20 0.190 0.0841 0.0539 0.0302 0.0041
40 0.197 0.0830 0.0421 0.0409 0.0070
60 0.167 0.0816 0.0305 0.05:1 0.0123
80 0.157 0.0795 0.0208 0.0587 0.0217
100 0.150 0.0775 0.0138 0.0637 0.0352
120 0.135 0.0748 0.0094 ¢.0654 0.0507
140 0.121 0.0720 0.c07: 0.0645 0.0681
160 0.109 0.0695 0.00%5 0.0640 ¢.0857
180 0.097 0.0666 0.0047 0.0619 0,103
210 0.078 0.0629 0.0040C 0.0589 0.124
240 0.059 0.0585 0.0034 8.0555 D.144
270 0.049 0.0556 0.0025 0.0531 0.159%
300 0.038 0.0524 0.0022 0.0502 0.171
330 0.028 0.049¢ 0.0023 0.0471 0.181
360 0.023 0.0479 0.0622 G.0457 0.186
390 0.023 0.0459 0.0022 0.0437 0.191
420 0.013 0.0443 0.0021 0.0422 0.193
430 0.0440 0.0021 0.0419 0.194
450 £.010 0.0429 0.0020 0.0409 0.192
480 0.009 0.0415 0.0019% 0.0396 0.191
o
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Table T-4 (Run 4, NIES-790110) C3Hg - NOx - humidified air, R.H.=35% at 30°C
time (min) C3H6 {ppm) NO, {ppm} NO {(ppm) NOy = NO {ppm) 03 {ppm)
0 0.202 0.0856 0.0622 0.0234 0.0000
2 0.0856 0.0624 0.0z232 0.0027
5 0.197 0.0856 0.0625 0.0231 0.0029%
19 0.1%98 0.0B55 0.0609%" 0.0246 0.0034
29 0.188 0.0855 0.0552 0.0303 0.0040
40 0.189 0.0844 0.0441 0.0403 0,0074
60 0.173 0.0830 0.0321 0.0509 0.0134
40 0.170 0.0813 0.0213 0.0600 0.0233
160 0.14% 0.0789 0.0152 0.0637 0.0377
120 0.142 0.0764 0.0112 0.0652 0.0548
140 0.118 0.07386 0.009%2 0.0644 0.0723
160 0.111 0.0707 0.0G77 0.0630 0.0901
180 0.094 0.0678 0.0070 0.0608 0.106
210 0.074 0.0631 C.0061 0.0570 0.130
240 0.061 0.0591 0.0051 0.0540 0.149
270 0.054 0.0554 C.0045 0.0509 0.164
300 0.037 0.0526 0.6041 ¢.0485 G.174
330 g.c3c 0.0493 0.0039 0.0454 0.182
360 0.022 0.0473 0.0038 0.0435 0.188
380 9.019 0.0460 0.0038 0.0422 0.189
3%0 0.019 0.0454 0.0038 0.0416 9.189
420 0.012 0.0435 0.0037 0.0398 0.18%9
450 0.008 0.0416 0.0034 0.0382 0.188
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Table II -5 {Run 5, NIES-7%0413) CJHG - WOy ~ humidified air, "R.H. = 47% at 30°C
time (min) G, {ppml MOy (ppm) MO (ppm) NOx-NO ( ppm) 0y (ppm)
[ 0.203 0.0835 0.0663 0.9172 0.0000
2 0.0834 0,0674. 0.0160 0.0022
5 0.0833 0.0665 0.0168 c.0024
19 0.194 0,0831 0.0639 0.0192 0.0027
20 0,200 0.0828 0,.0581 0.0247 0.0032
40 0.184 0.0816 0.0440 0.0376 0.0062
60 0.173 G.0800 0.0302 0.0498 0.0125
80 J.161 0.0779 0.0195 00,0584 0.0223
1060 0.163 0.0757 0,0132 0.0625 0.0365
120 0.143 G.0730 0.0089 0.0641 0.0539
140 0.125 0.0704 0.0070 0.0634 0.0703
160 0.116 . 0.0673 0.0056 0.0617 0.0868
180 0.101 0.0647 0.0044 0.0603 0.101
200 0.074 0.0618 $.0038 0.0580 0.115
220 0.0589 J.¢032 §.08557 0.128
240 0.060 0.0564 0.0030 0.0534 0.139
260 0,065 0.0837 0.0026 0.0511 0.14%
280 0.056 0.0512 0.0024 0.04813 0,158
300 0.043 0.0494 0.0021 0.0473 0.164
320 0.032 0.0473 0.0020 0.0453 0.170
340 0.0458 0.0020 0.0438 0.174
360 0.0445 . 0.0019 0.0426 J.176
k:1i] 0.019 0.0430 0.0017 ' D.0413 0.178
400 0.009 0.0420 0.0018 7.0404 0.179
420 0.009 0.0406 ¢.0015 4.0391 0.179
440 ) 0.0396 0.0015 0.0381 0.177
460 G.0389 0.001% 0.0374 0.176
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Table I=-6 {Run 6, NIES=-781227) C3H6 ~ NOy—humidified air, R.H. =51% at 30°C
time {min) CqHe (ppm) NO, {ppm} NO (ppm) NO,-NQ {ppm) 03 {ppm)
) 0.199 0.0849 0.0500 0.0349 0.0000
2 0.0846 0.0481 0.0365 0.0046
5 0.190 0.0842 0.0440 0.0402 0.0061
10 0.182 0.0839 0.0364 0.0475 0.0086
20 0.169 0.0831 0.0252 0.0579 0.0156
30 0.162 0.0811 0.0169 0.0642 0.0258
40 0.150 0.0793 0.0132 0.0661 0.0366
50 0.147 0.077% 0.0100 0.0679 0.0475
50 0.137 0.0757 0.0081 0.0676 0.0590
80 0.119 0.0720 0.0059 0.0661 0.0794
100 0.101 0.0688 0.0045 0.0643 0.0985
120 0.094 0.0653 0.0035 0,0618 0.113
140 0.081 0.0622 0.0029 0.0593 0.127
160 0.069 0.0594 0.0027 0.0567 0.140
180 0.054 0.0571 0.0025 0.0546 0.149
210 0.045 0.0534 0.0020 0.0514 0.161
240 0.634 0.0506 0.0016 0.0490 0.168
270 5,027 &.0480 8.0015 Q.0465 4,172
300 0.020 0.0463 0.0014 0.0449 0.173
330 0.016 0.0449 0,0013 0.0436 0.172
360 0.017 0.0432 0.0010 0.0422 0.170
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Table I-7

{Run  NIES-734112) C.H. - N0, - humidified air, R.H. = 58% at 30°C

376

time (min) € Hy (ppm) NOy (ppm) NO [ppm) NCy - NO (ppm) 0, (ppm}
0 0.201 0.0837 0.0827 0.0210 0.0000
2 0.0836 0.0607 0.0229 0.0012
5 0.198 0.0835 0.0567 0.0268 0.0020
10 0.187 0.0835 0.0511 0.0324 0.0040
20 0.179 0.0827 0.0383 0.0444 0.0080
30 0.167 0.0819 0.0283 0.0536 0.0138
40 0.155 0.0807 0.0210 0.0597 0.0215
50 0.150 0.0786 0.0167 0.061% 0.0307
60 0.137 0.0766 0.0132 0.0634 0.0401
80 0.120 0.0729 9.9095 0.0634 0.0604
100 0.105 0.0698 0.0076 0.0622 6.0775
126 0.0%4 0.0666 0.0067 0.0599 0.0928
150 0.076 0.0619 0.0056 0.0563 0-114
180 0.062 0.0575 0.0048 0.0527 0.130
210 0.050 0.0539 0.0045 0.0494 0.143
240 0.039 0.0513 0.0043 0.0470 0.152
270 0.031 0.0485 0.0041 0.0444 0.158
300 0.021 0.0464 0.0039 0.0425 @.161
330 0.020 0.0445 0.0037 0.0408 0.162
340 0.016 0.0438 0.0036 0.0402 0.163
360 0.014 0.0432 0.0034 0.0398 0.163
390 0.011 0.0422 0.06031 0.0391 0.162
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Table II -8

.(Run 8, NIES-790420)

C,H, - NOy - humidified air, R.H.=5%% at 30°C

36
time @ (min) CyHg (ppm) NOy (ppm) NO (ppm) NO, - NO (ppm} 03 (ppm)
0 0.195 0.0884 0.0657 0.,0227 0.0000
.2 0.0883 0.0661 0.0222 0.0026
0.0882 0.0642 0.0240 0.0030
10 0.188 0.0880" 0.0604 0.0276 0.0034
20 0.185 ¢ 0.0875 0.0511 0.0364 0.0050
30 0.184 0.0868 0.0424 0.0444 0.0076
40 6.173 0.0859 0.0344 0.0515 0.0113
50 0.171 0.0845 0.0262 0.0583 0.0164
60 0.168 0.0831 0.0203 0.0628 0.0231
80 0.140 0.0801 0.0127 0.0674 0.0394
100 0.124 0.0771 0.0085 0.0686 0.0584
120 0,113 0,0738 0.0064 0.0674 0.0772
140 0.099 0.0704 0.0049 0.0655 0.0934
160 0.082 90,0671 0.0039 0.0632 0.109
180 0.066 D.0642 0.0033 0.0609 0.123
200 0.0610 0.0031 0.057% 0.134
220 0.055 0.0582 0.0029 0.0553 0.144
240 0.052 0.0552 0.0027 0.0525 0,153
300 6.028 0.0490 0.0022 0.0468 0.173
360 0.015 0.0447 0.0021 0.0426 0.180
390 0.009 0.0429 0.0019 0.0410 0.182
420 0.0413 0.0017 0,0396 0.182
450 0.0403 0.0017 0.0386 0.180
02}
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Table I -9 (Run- 9, NIES-790113) C3HE —NOx—hum.i.dified air, R.H. =60% at 30°C :

time (min) €4Hg (ppm) NG, (ppm) NO (ppm) NO,, - NO {ppm} 04 {ppm)
(o 0 0.202 0.0853 0.0578 0.0275 ©.0000
0.0852 0.0570 0.0282 " p.o0022
5 0.202 0.0850 0.0541 0.0309 0.0032
10 0.198 0.0848 - 0.0491 0.0357 0.0048
N 20 0.183 0.0835 9.0383 0.0452 0.0085
10 0.176 0.0823 0.06294 0.0529 0.013%
40 - 0.163 0.0805 0.0226 0.0579 0.0207
50 0.159 0.0790 0.0170 0.0620 0.0289
60 0.151 0.0774 0.0138 0.0636 0.0380
70 0.138 0.0755 0.0113 0.0642 0.0475
B8O 0.129 0.0736 0.0096 0.0640 0.0569
100 0,114 0.0702 0.0076 0.0626 0.0753
120 0.106 0.0667 0.0063 0.0604 0.0899
150 ¢.083 ‘ 0.0620 0,0051 0.0569 0.111 -
180 0,066 0.0574 0.0043 . 0.0531 0.126
210 0.052 0.0540 0.0041 - . 0.049% 0.136
240 0,040 0,0511 0.0037 0.0474 ' 0.146
270 0.034 0.0482 0.0035 0.0447 ¢.153
300 0.026 0.0455 0.0032 0.0423 0.157
330 0.021 0.0433 0.0031 0.0402 0.160
150 0.019 0.0424 " 0.0030 0.0394 < 0.161
360 0.015 0.0419 0.0029 0.0390 0.161 -
390 0.011 0.0407 0.0027 0.0380 0.160
420 0.010 0.0391 0.0025 0.0366 0.159
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Table I-10 (Run 10, NIES-790426) C H; - NO, -humidified air, R.H.=62% at 30°C
time (min} CyHg (ppm} NO (ppm} NO (ppm} NO, - NO (ppm) 0y (ppm)
0 0,200 0.0824 0.0600 0.0224 0.0000
2 0.0823 0.0602 0.0221 0.0025
5 0.0822 0.0582 0.0240 0.0028
15 0.191 0.0816 0.0475 0.0341 0.0055
30 0.179 0.0800 0.0322 0.0478 0.0110
45 0.170 0.077% g.0211 G.0568 6.0215
60 0.158 0.0752 0.0135 0.0617 0.0342
75 0.145 0.0727 0.0098 0.0629 0.0497
30 0.130 0.0698 0.0073 0.0625 0.0631
105 0.124 0.0670 0.0063 0.0607 0.0764
120 0.108 0.0644 0.0055 0.0589 ¢.0882
135 0.102 0.0621 D.0047 8.0574 0.0987
150 0.095 0.0597 0.0040 0.0557 0.109
165 0.081 0.0575 0.0036 0.0539 0.118
189 0.077 0.0553 0.0033 0.0520 0.125
210 0.064 0.0515 0.0031 0,0484 0.138
240 0.051 £.0477 0.0027 0.0450 0.148
270 0.045 o.0448 0.0024 0.0424 0.154
300 0.038 0.0425 0.0022 0.0403 0.157.
130 0.027 0.0407 0.0022 0.0385 0.160
360 0.023 0.0390 0.0021 0.0369 0.164
390 0.016 0.0378 0.0020 0.0358 0.167
420 0.016 0.0366 0.0017 0.0349 0.168
430 0.0363 D.001Y 0.0345 0.169
450 0.013 @.0357 0.0017 0.0340 0.168
480 0.010 6.0348 0.0017 0.0331 0.168
0.2
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Table 1

FavlLr—SEZB It -—MBRARKCETS (Oslnax @ (CsHsJo, {(NOxJo
KT 2 ikEROERT—%, ki=024+002, R.H.=50+10%,
(HX4EE RenBFERHX4, #2 -1, 2—2 L4, )

Experimental Data of the Dependence of [Os)mexon [(CsHs)o and [NOxJo
in the Propylene-Nitrogen Oxides-Humidified Air System, k;=0.24%
0.02min-* R.H. =501£10%.

{(Refer toc Paper 4 ; Run numbers are in common to Tables 2-1 and
2-2 in Daper 4.)
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Table ITI-1 (Run 11, NIES-780425} C.H -NOx-humidified air

aflg
time (min) C3He (ppm) NO, (ppm) NO (ppm) NO, = NO {ppm} 05 (ppm)
- 0 6.498 0.0461 0.0022 0.0439 ©.0000
2 0.0460 0.0123 0.0337 0.0078
5 0.0457 0.0103 0.0354 $.0150
10 0.476 0.0449 0.0074 0.0375 0.0271
“ 15 0.0445 OA.OOIIQ 0.0396 9.0400
20 0.453 0.043% 0.0036 0.0403 0.0551
30 6.438 0.0426 0.0027 0.0399 0.0838
10 0.413 0.0410 0.0022 0.0388 0.108
50 0.387 0.039%6 0.0019 9.06377 0.128
60 0.356 0.0382 0.0018 0.0364 0.145
70 0.347 0.0370 0.0016 0.0354 0.149
B 0.321 0.0362 0.0915 0.0347 0.158
90 0.311 0.0353 0.0015 0.0338 0.161
160 0.28% 0.0347 0.0014 ©.0333 0.162
110 0.278 0.0341 0.0014 0.0327 0.165
120 0.261 0.0333 0.0013 0.0320 0.163
140 0.238 0.0324 0.0013 0.0311 0.160
160 0.223 0.0319 0.0013 0.0308 0.153
180 0.207 0.0313 0.0013 0.0300 ’ 0.146
200 0.191 0.0309 0.00132 0.0296 0.138
220 0.177 0.0305 0.0013 0.0292 0.132
240 0.163 0.0304 0.0013 0.0291 0.129
260 0.155 0.0302 0.0012 0.0290 0.124
280 0.148 0.0296 0.0012 0.0284 0.121
300 0.137 0.0299 0.0012 0.0278 0.121
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Table IM-2 (Run 12, NIBS-780418B} C3H6 -NOx-humidified air
. .

time (min) C,H, (ppm) time (min) NO, (pPm} NO {ppm) NO, - NO (ppm) 03 {ppm}
0 0.497 0.0842 0.0025 0.0817 0.0000
12 .457 2 0.0836 ¢.0184 0.0652 0.0193
24 0.423 5 0.0832 ¢.0149 0.0683 0.0278
36 0.387 10 0.0818 0.0097 0.0721 0.0423
43 0.341 15 0.0806 0.0067 0.0739 0.05%3
60 0.310 20 0.0791 0.0051 0.0740 0.0784
72 0.274 25 0.0775 0.0044 0.0731 0.0939
84 0.252 30 0.0759 0.0038 0.0721 0.113
96 0.226 40 0.0734 0.0026 0.0708 0.141
108 0.205 50 0.0707 0.0020 0.0687 0.166
120 0.192 60 0.0678 0.0016 0.0662 0.184
132 0.173 70 0.0656 0.0014 0.0642 0.196
144 0.163 80 0.0638 0.0012 0.0626 0.205
156 0.146 90 0.0621 0.0010 0.0611 0.211
168 0.13% 100 0.0608 0.0009 0.0599 0.214
180 0.128 110 0.0599 0.0009 0.0590 0.215
1%2 0.119 120 0.0588 0.0008 0.0580 0.214
204 0.110 140 0.0564 0.0007 0.0557 0.210
216 0.106 160 0.0552 0.0006 0.0546 0.204
228 0.099 180 0.0547 0.0006 0.0541 0.196
240 0.0%3 200 0.0535 0.0006 0.0529 0.188
252 0.086 220 ©.0529 0.0006 0.0523 0.181
264 0.086 240 0.0523 0.0006 0.0517 0.175
276 0.078 260 0.0512 0.0005 0.0507 0.170
288 0.073 280 0.0504 0.0005 0.0499 0.166
300 0.069 300 0.0501 0.0005 0.0496 0.163
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Table m-3 (Run 13, NIES-780419) (C.H

- NO - himidified air

376
time (min) C3H6 (ppm} time (min) NOK {ppm} NO {ppm) NO_ = RO (ppm} 0, {ppm)
0 ¢.508 0 0.0867 0.0031 0.0836 ©.0000
12 0.468 2 0:0865 0.0183 0.0682 0.0202
24 0.422 5 0.0857 0.0144 0.0714 0.0310
36 0.381 10 0.0844 0.0092 0.0752 0.0440
48 0.343 15 0.0828 0.0055 0.0773 0.0612
60 0.310 20 0.0813 0.0043 0.0770 0.0805
72 0.279 25 0.0798 0.0033 0.0765 0.0978
84 0.253 30 0.0779 0.0028 0.0751 0.115
9% 0.228 a5 0.9768 0.0026 0.0742 0.130
108 0.210 40 0.0753 0.0024 0.0729 0.144
120 0.193 0.0737 0.0023 0.0714 0.155
132 0.174 80 0.9635 0.0022 0.0673
144 0,163 75 0.0658 0.0021 0.0637 0.245
156 0.151 90 0.0637 0.0021 0.0616 0.246
168 0.140 105 0.0620 9.0020 0.0600 0.245
180 0.129 120 0.0602 0.0020 0.0582 0.243
192 0.120 135 0.0587 0.0018 0.0569 0.242
204 0.108 150 0.0576 0.0017 0.06559 0.238
216 0.107 165 0.0564 0.0016 0.0548 0.233
229 0.096 180 0.0560 0.0016 0.0544 0.226
240 0.095 210 0.0543 0.0015 0.0528
270 0.079 240 0.0530 0.0014 0.051%
300 0.069 270 0.0517 0.0013 0.0504
300 0.0508 0.0013 0.0495
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Table IX-4

{Run-14, NIES=-780411} C3H

= NO_ - humidified air

6
time (min} 031-16 (ppm) time {(min) NGO (ppm) NO (ppm) NO, - NO (ppm) 0y {ppm}
9 0.500 0.1007 0.0108 0.0839 0.0000
12 0.476 2 ¢.1005 0.0234 0.0771 0.0173
24 9.451 5 0.0998 0.0190 0.0808 0.0283
36 0.403 10 0.097% 0.0137 0.0842 0.0444
48 0.368 15 0.0971 0.0088 0.0883 0.06l6
60 0.330 20 0.0950 0.0065 0.0885 0.081%
72 0,298 25 0.0923 0.0059 0.0864 0.101
B4 0.279 o 9.0908 0,0053 0.0855
96 0.242 40 0.0874 0.0034 0.0840 0.157
198 0.218 50 0.0834 0.0031 0.0803 0,183
128 ¢.15% 60 0.0800 40,0028 Q.977L 0.204
132 0.185 70 0,0776 0.0025 0.9751 0.218
144 0.164 80 0.0747 0.,0022 $.0725 0.229
156 0.155 90 0.0724 0.0020 3.0704 0.235
le68 0.14%6 100 0.0709 0.0018 0.0691 0.239
180 0.132 110 0.0689 0.00l6 0.0673 0.241
192 9.120 120 0.0675 ¢.0015 0.0660 0.240
204 0.112 140 0.0652 0.0013 0.0639 0,236
216 0.110 160 0.0630 0.0012 0.0618 0.227
228 G.102 184G J.0610 a.4012 0.0598 0.219
240 0.099 200 0.0601 0.0012 0.0589 0.209%
252 0.08% 220 0.0592 0.0012 0.0580 0.201
264 0.083 240 C0.0580 0.0012 0.0568 0.194
276 9.081 260 0.0573 0.0012 0.0561 0,187
288 0.076 éSU 0.0564 0.0012 4.0552 ¢.181
300 0.074 300 0.0554 0.0012 0.0542 0,176
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Table II-5 {Run 15, NIES - 780426} C_H

- NOx - humidified air

376
time (min) CqHe {ppm) N3, {ppn) NO (ppm) Nox—i«o {ppm} 04 {ppm)
0 0.497 0.144 ©.0037 0.140 0.0000
2 0.145 0.0262 0.119 , 0.0258
0.142 0.0226 0.119 0.0310
10 0.479 0.14% 0.0176 0.123 0.0444
20 0.442 0.136 0.009% 0.126 0.0791
30 0.404 a.131 0.0066 0.124 0.121
40 0,378 ¢.127 0.0040 0.123 0.163
50 0,339 0.121 0.0033 0.118 0.200
60 0.301 0.115 0.0026 0.112 0.229
70 0.275 9.110 0.0024 0.108 0.259
80 0.247 0.107 0.0020 0.195 0.278
30 0.223 0.104 0.0018 0,102 . 0,292
100 0.197 0.0994 0.0016 0.0978 . 0.303
110 0.184 0.0967 0.6015 0.0952 0.310
120 0.159 0.0939 0.0014 0.,0925 0.316
130 D.149 0.0912 0.0014 0.0898 0.320
140 0.136 0.0887 0.0013 0.0874 0.322
150 0.124 0.0877 U.0DY3 0.0864 0.321
160 0.111 0.0862 0.0013 0.0849 0.318
180 0.094 0.0834 0.0013 0.0821 0.312
200 0.082 0.0827 0.0012 0.0815 0.305
220 0.069 0.0815 0.0012 0.0803 0.297
240 0,069 0,0800 o.opll ¢ 0.0789 0.290
260 0.054 0.0776 0.0011 0.0765 0.283
280 0.046 0.0766 0.0010 0.0756 . 0.278
300 0.842 0.0752 0.0010 D.0742 0.274
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Table ID - 6 (Run 16, NIES-771227) C4H =NO ~humidified air
time (min} c3l-i6 (ppm) m:)x (ppm) NO (ppm} NO,_ - NG {ppm) 03 (ppm)
o 0.500 0.200 0.0062 0.194 0. 0000
2 0.197 0.0247 G.172 0.0384
0.194 0.,01983 D.178 0.0546
10 0.189% 0.0125 0.176 0.0905
20 0.178 D.0065 0.171 0.156
30 0.16% 0.0052 0.164 0.209
40 0.166 0.0045 0.161 0.249
50 ¢.152 o.0041 2.148 0.279
60 0.147 0.0040 0.143 0.300
70 0.140 0.0035 0.138 0.316
80 0.135 ¢.0034 D.132 0.326
30 0.130 ¢.0034 0.127 0.334
100 0.127 0.0033 0.124 0.338
110 0.124 0.0033 0.121 0.339
120 0.121 0.0032 0.118 0.338
140 0.116 0.0032 0.113 0.331
150 0.113 0.0032 0.110 0.321
18¢ g.11% ¢.0032 0.108 0.3G9
200 0.108 0.0031 0.105 0.297
220 0.106 0.0031 0.103 0.286
240 0.103 0.0031 D.100 0.277
260 0.101 6.0030 0.098 0.269
280 0.099 0.0029 0.096 0.263
300 0.097 0.0029 0.094 0.258
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Table II-7

(Run 17, NIES-780427) C.H -Nox-humidified air

36
time (min) 0::3:{G {ppm} l\lox (ppm) NO (ppm) NOX—ND _(ppm) 03 {ppm}
0 0.504 0.284 0.09059 0.278 0.0000
2 0.284 0.0385 0.245 0.0312
5 0.281 0.0339 0.247 0.0380
10 0.488 0.277 0.0283 0.249 0.0470
20 0.447 0.272 0.0197 0.252 0.0730
kL] 0.425 0.265 0.0124 0.253 0.105
40 0.384 0.256 0.0088 0.247 0.139
50 d.360 0.246 0.0066 0.239 0.177
[ ¢.318 0,237 0.0053 0,232 0.208
0 0.2%4 0.229 0.0049 0.224 4,238
80 0,258 0.220 0.0040 0,216 0.266
S0 0.230 0.211 $.0036 0,207 0,253
100 0.203 0.203 - 0.0031 0.200 0.312
110 0.181 0.195 0.0027 0.192 0.324
120 0.161 0.188 0.0025 0.185 0.348
140 0.127 0.179 0.001% 06.177 0.372
160 0.098 0.164 0.0018 0.162 0.389
180 4.080 0.154 0.0016 0.152 0.401
200 0.061 0.148 0.0015 0.146 0.406
220 0.049 0.143 0.0014 0.142 0.409
225 D.14) ©.0013 0.140 $.410
240 0.038 0.138 0.0012 0.137 0.409
260 0.033 0.135 0.0011 0.134 0.405
280 0.026 0.132 0.0011 0.131 0.402
300 0.024 0.131 0.0011 0.130 0.399%
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Table "IE-8 ({Run 18, NIES-780510) - ¢ He - Nox—hu'midified air *

3
time .(min) "C4He (ppm) NO, (ppm) NO (ppm) NO, - NO (ppm) o, (ppm)
0 0.208 0.0858 0.0032 0.0826 0.0000
2 0.0856 9.0202 0.0654 0.0217
5 ¢.0853 0.0194 0.0659 0.0258
.10 a.197 0.0849 0.0167 0.0682 0,0298
20 0.18% 0.0838 0.0132 0.0706 0.0388
30 0.181 0.0816 0.0108 0.0708 0.0505
40 0.168 0.0796 0.0083 0.0713 0.0616
50 0.158 0,0777 0.0067 0.0710 0.0745
60 0.147 0.0757 0.0055 0.0702 0.0866
80 0.128 0.0717 0.0043 0.0674 0.112
100 0.110 0.0681 0.0035 0.0646 0.134
120 0.096 0.0650 0.0029 0.0621 ¢.154
140 0.078 0.0613 0.0025 0.0588 0.171
160 0.062 04,0585 0.0021 0.0564 0.185
180 0.057 0,0562 0.001% 0.0543 0,198
200 0.047 0.06539 0.0015 0.0524 6,205
220 0.037 0.0523 0.0013 0.0510 0,211
240 0.030 0.05¢C7 0.0012 0.0495 0.216
260 0.028 0.0488 0.0012 T 0.0476 6,219
280 0.024 0.0478 ©.0012 0.0466 0,222
300 0.020 0.0469 £.0011 0.0458 0,222
320 0.012 0.0457 0.0011 0.0446 0.221
340 0.0448 0.0011 0.0437 0.220
360 0.0440 0.0011 0.0429 0.219
420 0.0413 0.0011 0.0402 0.214
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Table II-9 - (Run 19,

NIES-780614)

C3H6 - NO, - humidified air ..

time {min) CyH, (ppm) NO_ (ppm) NO {ppm) NO, = NO (ppm) 03' {ppm) -
* 0 0.207 0.136 0.0033 0.133 0.0000
5 0.135 0.0246 0.110 0.0342
10 0.212 0.135 0.0231 " c.112 0.0368
20 0.213 0.133 0.0201 0,113 0.0426
30 0.179 9.130 0.0174 0:113 0.0498
20 9.179 0.128 0.0151 0.113 0.0568
50’ 0.169 0.126 0.0130 0.113 0.0655
60 0.163 a.124 0.0112 0.113 0.0741
80 0.144 0.119 0.0084 0.111 0.0929
100 0.135 0.114 0.0067 0.107 0.116
120 0,115 0.109 0.0053 0.104 0.138
140 0.103 0.104 0.0046 0.099 0.158
160 0.082 0.0994 9.0041 0.0953 0.175
180 0.074 0.0943 0.0037 0.0906 0.193
200 0.060 0.0898 0.0032 0.0866 0.208
220 - 0.055 0.0853 0.0028 0.0825 0.220
240 0.045 0.0818 0.0027 0.0791 0.234
270 0.040 0.0776 0.0024 0.0752 0.250
300 0.025 0.0723 0.0022 8.0701 0.263
330 0.018 0.0680 0.0021 0.0659 0.274
360 0.0L17 0.0645 0.0018" 0.90627 0.281
190 0.00% $.0619 0.0017 0.0602 ©.287
220 0.012 0.0594 0.0016 0.0578 0.290
450 0.007 0.0576 0.0015 0.0561 0.291
480 0.0553 0.0014 0.0539 0.289
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Table II-10 ({Run 20,

NIES-7B0615) C.H -NOx‘humidified air

36
time (min) C4Hg {ppm) NDx ({ppm) NO {ppm) Nox-no {ppm) 03 {ppm)}
0 0.205 0.197 0.0034 0.194 0.0000
5 0.196 0.0294 0.167 0.0415
10 0.203 0.195 0.0283 . 0.167 0.0432
20 0.208 6.193 0.0258 0,167 0.0471
k1) 0.190 6.191 0.0237 0.167 0.0516
60 0.161 0.183 0.0176 0.165 0.0670
90 0.142 0.175 0.0132 0.163 0.0852
120 0.123 0.167 0.0103 2.157 0.105
150 0.099 0.158 0.0094 0.149 0.132
180 0.104 0,149 0.0079 £.141 0,153
210 0.084 0.141 0.0068 0.134 0.175
240 0.061 0.132 0.0054 0.127 0.196
270 0:046 0.124 0.0038 D.120 0.213
300 0.034 0.117 0.0037 0.113 0.230
330 0.027 0.109 0.0029 0.106 0.247
360 0.024 0.101 0.0027 0.098 0,261
3%0 0.0L7 0.0960 0.0024 0.0936 0.275
420 ¢.013 0.0887 0.0022 0.0865 0.288
450 0.006 0.0834 0.0018 0.0816 0.298
480 0.005 0.0783 0.0017 0.0766 0.306
510 0.0736 0.0016 0.0720 0.315
540 0.0697 0.0015 0.0682 0.322
570 D.0667 0.0015 0.0652 0.326
600 0.0637 0.0013 0.0624 0.328
630 0.0613 a.0012 0.0601 0.329
660 0.0587 80,0011 0.0576 0.329
690 0.0573 0,0011 0.0562 0.327
-
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Table IM-11 (Run 21, NIES-780606) C He -NDx—humidified air

3
" time (min) €3H, (ppm) O (ppm) KO (ppm) NO, - NO (ppm) 0y (ppm)

= 0 0.103 0.0102 0.0016 0.0086 0.0000
3 - 0.0102 0.0044- 0.0058 0.0056

5 0.0102 0.0055 0.0047 0.0056

10 0.094 0.0101 0.0049 0.0052 0.0075

4 20 0.099 0.0099 0.0037 | 0.0062 £.0117
30 0.104 0.0097 0.0030 0.0067 0.0156

40 0.093 0.0096 0.0026 0.0070 0.0197

50 0.088 0.0094 0.0024 0.0070 0.0242

50 0.083 0.0093 ¢.0022 0.0071 0.0281

70 0.082 0.0091 0.0020 - 0.0071 0.0313

80 0.0%0 0.0089 0.4019 0.0070 0.0344

90 0.076 0.0088 0.0018 0.0070 .0370

100. 0.071 0.0087 0.0017 0.0070 0.0393

110 0.078 0.0085 0.0016 0.0069 0.0414

120 0.075 0.0083 9.0015 0.0068 0.0431

140 0.068 0.0082 0.0015 0.0067 0.0458

160 0.059 0.0080 0.0014 0.0066 0.0477

180 0.058 0.0079 0.0013 0.0066 0.0486

200 0.05% ¢.0076 ©.0013 0.0063 ' 0.0492

215 0.0075 ¢.0013 0.0062 0.0493

220 0.049 0.0074 0.0013 0.0061 0.0493

240 0.051 0.0073 0.0013 0.0060 00491

260 0.042 0.0072 0.0013 0.0059 0.0487

280 0.055 0.0070 0.0013 0.0057 0.0483

300 : 0.040 © 0.0069 0.0013° " 0.0056 0.0477
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Table W~12 {Run 22, NIES-780601) C,H, - NO, - humidified air
time (min) C,He {ppm} NO, {ppm) NO (ppm} NO, - NO {ppm} Gy (ppm)
R 0.104 0.0213 0.0031 0.0182 0.0000
.3 .- 0.0212 0.0084 0.0128 0. 0082
5. 0.0211 0.0081 0.0130 0.0093
10 0.104. 0.0208 0.0077 0.0131 0.0124
t20 . 0.102 0.0202 0.0065 9.0137 4.0173
30 0.115 0.0200 . 0.0059 9.0141 0.9238
40 0,078 (.,0195 ¢.00448 0.0147 0.0290
%50 4.089 0.0191 . ¢.0042 0.0149 0.0361
60 . 0.082. 0.0186 0.0038 0.0144 0.0418
80 0,081 D.0174 0.0030 0.0144 0.0524
100 0.066 0.0169 0.0025 0.0144 0,0621
120 0.058 0.0160 . 0.0022 0.0138 0,0681
140 0.060 0.0155 4.0020 . 0.0135% 0,0731
160 G.063 0.0147 0.0019 6.0128 6.6764
180 .. 0.051 0.0144 0.0018 0.0126 0,0787
200 ¢.038 0.06139 . 0.0018 0.0121 0,0802
220 0.043 0.0136 ... 0.9018 0.0118 0.0809
22% 0.0135 a,0018 0.0117 09.0810
240 0,031 0.0133 a.0018 0.0115 ¢.0806
260 0,031 0.0129 a.0018 c.0111 0.0804
280 9.021 0.0125 0,0017 ¢.0le08 0.0793
300 0.036 0.0124 C.0017 0.0L07 00,0791
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Table HI-13 (Run.23, NIES'—TBOEOT) *CoH

—Nox—humidified air

N
time (min} C, g {ppm) NO_. (ppm) NG (ppm) NG -~ N0 {ppm) 05 “lppm) -
] 0.101 0.0346 0,0024. 0.0322 0.0000
5 . 0.0342 0,0112- 0.0230 0.0146
10 0.113 . 0.0339 0,0096. 0.0243 ’ 0.0178
© 29 0.0%91. 0.0333 0.0082 0.0251 0.0231
30 0.095 0.0324 .. 0.0069 0.0255- 0.02%1
- 40 0.081 0.0317 0.0060 0.0257 0.0349
5¢ . 0.074 0.0310 0.06051° 0.0259, 0.0416
60 0.067 0.0302 0.0045 0.0257 0.0482
70 - 0.073 0.0294 0.9039 0.0255 0.0540
80 ., 0.059 0.0287 0.0035 0.0252 0.0605
100 . 0.054 0.0271 0.0028 0.0243 ¢,0709
120 0.054 0.0260 0.0023 00237 0.0810
140 0.041 0.0248 0.0021. 0.0227 0.0894
160 0.038 0.0235 0.0019 0.02186 0.0958
180 0.033 0.0230 0.0016 0.0214 0.107.
200 0.040 0.0222 0. 0015" 0.0207 0.111
220 0.034 0.0217 0.0014 0.0203 0.116
240 0.032 0.0209 $.0012 0,0197 0.118
260 0.020 0.0202 ¢.0012 0.01%0° 0.120
280 0.025 0.0198 90,0011 D,0187" D.121
3co 0.015 0.0195 0.0011 0.0184 0.122
320 0.011 0.0190 0.0011 0.0179 0.122
340 0.015 0.0187 0.0011 0.0176 0.122
360 0.015 0.0182 0.0011 0.0171 0.121
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Table I1-14 (Run 24, NIES-780602)

C3H6 - NOx -humidified air

time (min) CqHg {ppm} N (ppm} NO (ppm) KO, - NG (pPm) 0y (ppm}
0 ¢.103 0.0554 ¢.0030 0.0524 0.0000
3 . 4.0551 4.0167 ¢.0394 6.0205
10 0.058 4.0548 4.0157 0.0391 0.0227
20 0.086 0.0539 0.0132 0.0407 0.0266
30 0.092 4.0526 ¢.0112 0.0414 0.0314
40 0.089% 0.0518 $.0095 0.0423 &.6371
50 0.083 0.0508 0.0084 0.0424 0.0421
60 0.068 0.0497 0.0074 ¢.0423 0.0478
80 0.070 0.0475 0.0058 0.0417 0.0595
190 0.057 0.0452 0.0048 0.0404 0.0706
120 0.061 0.0431 0.0041 0.03%0 C.0815
140 0.042 0.0413 0.0034 0.0379 0.0818
169 0.040 0.039) 0.0030 0.0361 0.105
18¢C 0.036 0.0376 0.0026 0.0350 0.114
200 0.034 0.0357% 0.0025 0.9332 0.123
220 0.025 0.0341 0.0024 0.0317 0.131
240 0.016 0.032% 0.0021 0.0308 0.138
260 0.030 0.0316 0.0029 0.0296 0.144
280 0.012 9.0304 9.0019 0.0285 0.148
300 0.016 0.0254 0.0019 0.0275 0.153
320 0.009 0.0285 ¢.0018 0.0267 0.155
340 0.009 0.0274 9.0018 0.0256 0.158
360 0.010 0.0266 0.0017 0.0249 0.159
g0 0.008 4.0258 0.0016 0.0242 0.158
400 0.008 0.0252 0.0016 0.0236 0.15%
420 0.0246 0.0016 0.0230 0.158
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Table IE - 15 (Run 25, NIES-781108) CjH.-NO _-humidified air
time (min) C,H; (ppm) No, (ppm) NO {ppm) No, - NO (ppm) 0, (ppm}

0 0,100 0.0825 0.0030 0.0795 0.0000

5 0.096 0.0822 0.0217 0,0605 0.0251
248 9.09¢ 0.0807 0.0198 0.0609 8.0272
40 0.084 0.0789 0.0170 0.0619 0.0310
60 0.078 0.0770 0.0145 0.0625 0.0355
a0 0.072 0.0742 0.0123 0.0619 0.0412
100 0.067 0.0722 0.0110 0.0612 0.0473
120 0.061 0.0697 0.0094 0.0603 0.0530
150 0.057 0.0661 0.0075 0.0586 0.0629
180 0.045 0,0627 0.0061 0,0566 0.0728
210 0.031 0.0594 0.0050 0.0544 0.0828
240 0.0552 0.0043 0.0509 0.0925
270 0.020 0.0524 0.0036 0.0488 0.101
300 0.0485 0.0032 0.0453 0.113
330 n.0456 0.0029 0.0427 0.122
360 0.0422 0.0027 0.0395 0.130
390 0.0390 0.0026 0.0364 0.137
420 0.0368 0.0023 0.0345 0.144
450 0.0348 ¢.0021 0.0327 0.149
480" 0.0328 0.0016 0.0312 0.153
510 0.0309 0.0016 0.0293 0.156
540 0.0291 0.0016 ¢.0275 0.158
570 ¢.0275 0.0016 0.0259 0.158
580 0.0272 0.0016 0.0256 0.15%
600 0.0264 ¢.0016 0.0248 0.158
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Table'TI - 16 (RUh 26, NIES-780509) c‘sﬂs-ndx—humidified air

—_—

time (min) CjHe (ppm)”  NO_ {ppm) NO {ppm} NO, - NO {ppm) 0Oy (ppm)
. 0.101 0.0B54 0.0024 0.0830 0.0000
5 0.0850 0.0200 0.0650 0.0254
0 0.097 0.0847 0.0204 0.0643 0.0264
26 . ¢.093 #.0836. ¢.0184 0.0652 0.0287
30 0.0B‘S ¢.0825 0.0166 0.0659 0.0316
49 0.085 " 0.0810 | 0.0156 0.0654 0.0345
50 0.082 0.0799 0.0141 0,0658 0.0376
60 . 0.075 0.a782 0.0129 0,0653 6.0415
90 . 0.066 0.0745 0.0098 0.0647 0.0535
120 4.058 ¢.0704 0.0075 0.0629 4.0665
154. 0.049 0.0661 ¢.0061 0.0600 0.0792
180 0.040 0.0624 0.0049 0.0575 £.0913,
210 0.032 0.0585 0.0040 0.0545 0.110
240 0._023_ 0.0545 0.0032 0.0513 0.122
270 0.022 0.0509 0.0030 0.0479 0.134
300 0,017 0.0475 . 9.0027 0.0448 0.145
330 0.012 0.0443 0.0022 9.0421 0.155
360 0.009 0.0414 0.0021 0.0393 0.164
390 0.007 0.0389 0.001% 0.0370 0.171
420 0.004 0.0365 0.0019 0.0346 0.177
450 0.006 0.0348 0.0018 0.0330 0.181
480 0.002 0.0328 0.0018 0.0310 0.182
490 0,0324 0.0017 0.0307 0.183
510 0.0316 0.0016 ¢.0300 0.183
540 0.0299 0.0015 0.0284 0.182
570 0.0291 0.0015 0,0276 0.181
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Table HI - 17

(Run 27, NIES-780608) C3H6-N0x-hmidified air

time (min) CqHg {ppm} No, {ppm} NO (ppm) 'Nox-.l?lO {ppm) 05 (ppm)
0 0,095 0.0989 0.0028 0.0961 0. 0000
5 0.0986 0.0227 0.0759 0.0287
10 0.092 0.0980 0.0217 0.0763 0.0297
20 0.091 0.0968 0.0204 0.0764 0.03.14
30 0.085 0.094% 0.0190 0.075% 0.0338
40 O.pBZ 0.0935 0.0176 0.075% b.0362
&0 0.075 0.0906 0.0150 0.0756 0.0418
90 0.071 0.0866 0.0118 0.0748 0.0514
120 0.058 0.0827 0.0098 ) 0.0729 0.0612
150 0.047 0.0785 0.0078 0.0707 a,0724
180 0.044 0.0742 0.0063 0.0679 0.0831
219 0.042 0.070§ 0.0051 0.0655 0.0941
240 0.033 0.0666 0. 0050 0.0616 0.107
270 0.024 0.0627 0.0037 0.0590 0.120
300 0.0ZI 0.41588 0.003-4 $.0554 0.131
330 0.012 0.0550 ' 0.0030° 0.0_520 0.143
360 0.015 0.0519 0.0026 0.0493 0.155
390 0.009 0.0483 0.0022 0.0461 0.165
420 0.010 0.0450 0.0019 0.0431 0.174
450 ] 0.0424 0.0017 0.0407 0.182
180 0.006 0.0393 0.0015 0.0378 0.190
510 0.0368 0.0014 0.0354 0.].97
540 0.0345 0.0012 0.0333 0.201
570 0.0325 0.0912 0.0313 0.20%
500 0.0314 0.0012 0.0302 0.207
640 0.0294 0.0012 0.0282 0.208
660 0.0283 g.0012 0.0271 0,208
720 0.0258 ¢.0010 0.0246 0.205
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Table I@ - 18 (Run 28, WIE5-780609) C3H6-th—humidified air

time (min} CyH, (ppm) No, (ppm) NO' (ppm) NO, - NO (ppm) 3 (mpm)
0 0.102 0.135 0.0030 0.132 0.0000
] €.135 0.0254 0.110 0.0315
20 0.091 0.132 0.0236 0.108 0.0341
40 0.093 0.129 0.0212 0.108 0.0372
60 0.091 0.126 0.0192 0,107 0.0409
20 0.076 0.121 0.0186 0.104 0.0469
120 0.068 0.117 0,0141 0.103 0.0541
150 0.059 0.112 0.0120 0.100 0.0615
180 0.062 0.107 0.0101 0.097 0.0705
210 0.049 0.103 0.0086 0.094 0.0789
240 0.045 0.0980 0.0072 ° 0.0908 0.0878
270 0.037 0.0932 0.0061 ¢.0871 0.0971
200 0.032 0.0884 0.0053 0.0831 0.106
330 0.024 0.0846 0.0046 0.0800 0.119
360 0.020 0.079%8 0.0039 0.0759 0.128
390 0.018 0.0752 " 0.0034 0.0718 0.13%
420 0.021 0.5705 0.0D30 D,.0675 0.149
480 0.009 0.0618 0.0026 0.0592 0.166
540 0.005 0.0542 0.0021 0.0521 0.183
600 0.0472 0.0018 0.0454 0.197
660 0.0413 0.0012 0.0401 0.210
720 0.0363 0.0011 0.0352 0.217
780 0.0323 0.0010 0.0313 0.221
840 0.0289 0.0010 0.0279 0,222
B60 0.0279 0.0010 0.0269 0.223
900 0.0261 0.0009 0.0252 0,221
Q3
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Table IT - 1% (Run 29, RIES-780612) C Hs—Nox—humidified air

3
time (min) C38; (pPm) NO, (ppm) N0 {ppm) N, —NC (ppm) 05 {ppm
- 0 0.105 0.170 0.0038 0.1656 0.0000
) 5 0.170 0.0289 0.141 0.0362
f 29 0.112 0.169 0.0275 0.141 0.0384
. 40 0.091 0.162 0.0248 0.137 0.0416
Vi 60 0.085 0.158 0.0226 2.135 0.0447
i 90 0.984 0.152 0.0199 0.132 0.0506
120 0.066 0.146 0.0171 6.129 0.0567
150 0.062 0.140 0.0149 0.125 0.0637
180 0.048 0.134 0.0128 0.121 0.0707
210 0.052 0.128 ¢.0109 0.117 0.0788
240 0.043 0.122 ¢.0094 0.113 0.0864
276 5.033 5.117 0.00%2 0.10% 0,094z
300 0.038 0.112 . 0.0071 0.105 0.102
330 0.027 0.106 0.0062 0.100 0.113
360 0.017 0.101 0.0054 0.096 0.122
420 0.015 0.0904 0.0045 0.0859 0.138
480 0.010 0.0801 0.0033 0.0768 0.154
540 0.004 0.0713 0.0028 0.0685 6.172
600 0.0621 0.0024 0.0597 6.1a7
660 0.0539 0.0019 0.0520 0.201
720 0.0471 0.0018 0.0452 6.212
780 0.0408 0.0018 0.0390 6.221
840 0.0356 0.0014 0.0342 0.226
B8O 0.0335 0.0012 0.0323 0.226
900 0.0325 0.0012 0.0313 0.226
960 7 0.0305 0.0012 0.0293 0.223
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Table I~ 20 ({Run.3), NIES-780610) CSBS—NOX—humidified air

C3Hes,NO, NOXx -NO, O, [ppm)

=]

~ time (min) C4Hg (ppm) NO_ {ppm) NO {ppm) NO, - HC (ppm) Oy (ppm)
0 0.101 0.189 0.0034 0.186 0.0000 «
5 0.187 0.0295 06.157 0.0390
26 0.087 0.184 0.0292 0.155 6.0401
40 0.088 6.179 0.0262 0.153 0.0423 )
50 0.074 0.174 0.0244 0.150 0.0446 N (
90 0.077 0.168 0.0216 0.146 0.0489 ¥
120 0.066 0.161 0.0133 0.142 0.0538
150 0.060 0.155 0.0174 0.138 0.0590
180 0.048 0.149 0.0148 0.134 0.0660
210 0.045 0.141 0.01329 0.128 0.0720
240 0.042 0.136 0.0112 0.125 0.0790
276 0.038 0.130 0.6100 0.120 ¢.0861
300 0.024 0.125 ¢.00%0 0.116 0.0930
360 0.021 0.112 0.0072 0.105 0.107
420 0.015 0.102 £.0057 0.096 0.122
480 0.009 0.0908 0.0045 0.0863 0.136
540 ¢.006 0.0807 0.0036 0.0771 0.152
600 .004 0.0711 0.0027 0.0684 0.165
660 0.0618 0.0022 0.0596 0.179%
728 6.0537 0.0029 0.0517 0.191
780 0.0468 0.0016 0.0452 0.201
840 0.0401 0.0015 0.0386 0.209
900 0.0349 0.0012 0.0337 0.212
320 0.0331 0.6012 0.0319 0.213
960 0.0299 0.0012 0.0280 c.213
1020 0.0271 0.0011 0.0260 0.209
) NIES - 780610
0.2 ~ ‘-‘;)
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Table I - 21 (Run 31, NIES-780613}) -Csz-Nox—numidified air -

time (min) 'CyHg (ppm) O, (ppm) NO (ppm)’ Nox;uo {ppm) 0, {ppm)

¢ 0.102 0.23§ 0.0034 0.235 0.0000

5 0.237 0.0340 0.203 0.0439

30 0.093 0.231 0.0337 0.197 0.0445
60 0.089 0.225 0.0323 0.1393 0.0454
120 0.077 0.214 0.0280 0.185 0.0488
‘180 0.066 0.203 0.0253 0.178 0.0540
240 0.054 0.192 0.0215 0.171 0.0596
300 0.049 0.181 0.0180 0.163 0.0666
360 0.033 0.170 0.0151 0.155 0.0764
420 0.029 0.158 0.0126 0.145 0.0879
480 0.021 0.147 0.0107 0.13% 0,0973
540 0.018 0.136 0.0087 0.127 0.108
600 0.012° 0.125 0.0072 0.118" 0.118
660 0.015 0.114 0.0065 0.107° 0.128
720 0.005 0.104" 0.0055 0.099 0.13%
780 0.007 0.0929 0.0048 0.0831 , 0.148
840 0.0841 0.0038 0.0803 0.158
900 0.0747 0.0035 0.0712 0.167
960 0,0665 0.0029 0.0636 0.179
1020 0.0582 0.0024 0.0558 0.188
1080 0.0501 ¢.0022 0.0479 0.196
1140 0.0422 0.0018 0.0404 0.204
1200 0.0364 0.0012 0.0352 0.219
1260 0.0307 0.0011 0.0296 0.215
1270 0.0303 0.0011 0.0292 0,215
1320 0.0273 0.0011 0.0262 0.214
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Table II - 22 (Run 32, NIES-781031) C3H6-N0x-—humidified air

time (min) CyH (ppam} NG, (ppm) NG {ppm) NO_ - NO (ppm} 0, {ppm}
@ 4.060 0.0840 0.0032 0.0808 0.0000
5 0.0834 0.0234 0.0600 0.0238
30 0.0808 0.0243 0.0565 0.0214
60 0.0767 0.0251 0.0516 0.0188
120 0.0722 6. 0263 0.0459 6.4152
180 0.4665 0.0269 0.0396 0.9126
240 0.0615 0.0269 0.0346 0.0109
300 0.04571 0.0262 0.0309 0.0099
360 0.0530 0.0252 0,0278 0.0090
420 0.0492 0.0238 0.0254 0.0090
480 0.0450 0.0217 0.0233 0.0088
540 0.0423 0.0195 0.0228 0.0088
600 0.0386 0.0180 0.0206 0.0091
660 0.4353 0.0163 0.0190 0.0094
720 0.4318 0.0140 0.0178 0.0106
780 0.0287 0.0120 0.0187 0.0115
840 0.0258 0.0101 0.0157 0.0127
500 0.6235 0.0083 0.0152 0.0141
960 0.0203 0.0062 0.0l41 0.0163
1020 0.0178 0.0039 £.0139 0,0190
1080 0.0151 0.0033 0.0118 0.0228
1140 0.0132 0.p029 0.0103 0,0257
1200 0.0116 ¢.0020 0.9096 0.0281
1269 ¢.0093 0.0017 0.0082 0.0298
1320 ¢.0087 6.0016 0.0071 0.0313
1380 4.0074 G.0016 0.0058 0.0310
1440 0.0067 0.0011 0.0056 0.0294
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Table II -23 (Run 33, NIES-781102) C.H —Nox—humidified air

376
time (min) C3I'-I6 {ppm) Nox {ppm} - NO (ppm) . NOX—NO ({ppm) 03 {ppm)
L] 0.4050 ¢.0B65 0.002% 0.0836 0.0000
E 0.0B58 0.0224 0.0634 0.0236
10 0.046 0.0B50 0.0226 0.0624 0.0238
20 0.041 0.,0834 0.0218% 0.0615 0.0241
30 0.044 0.0818 0.9210 0.0608 0.0247
40 0.041 0.0804 0.4200 0.0604 0.0255
50 0.032 0.0771 0.9183 9.0588 0.0269
90 0.027 0.0733 0.0156 9.0577 0.0304
120 0.025 0.0694 0.0137 0.0557 0.0337
150 0.023 G.0658 0.0118 0.0540 0.0372
180 0.019 6.,0626 0.0105 0.0521 0.0412
210 04.014 0.0592 0.0091 0.0501 0.0454
240 0.009 ¢.0559 0.0084 0.0475 0.0481
270 0.009% 0.0527 0.9073 0.0454 D.0518
300 0.005 0.0496 0.0065 0.0431 0.0560
330 0.003 0.0467 0.9060 0.0407 0.0603
360 0.043% 0.0053 0.0386 0.0634
390 0.0412 0.0048 0.0364 0.0677
429 0.03489 0.0043 0.0346 0.0719
480 0.0333 0.0037 0.0296 0.077%
540 c.028& 0.0033 0.0253 D.0828
600 0.0248 0.0023 0.0225 D.0834
630 0.0233 ¢.0023 0.0210C 0.0904
660 0.0219 0.0023 0.0196 ©0.0918
680 0.0207 0.0022 0.0185 0.0920
T20 0.0192 0.0021 0.0171 0.0916
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Table IO - 24

(Run 34, NIES-7B0511)

C3H6—N0x-humidi fied air

time - (min) C3H6 {ppm) wO, {ppm) NO (ppm} NO_ - NO (ppm) 04 {ppm)
0 0.263 0.0836 0.0033 0.0803 0.0000 ol
2 0.0834 0.0181 0.0653 0.0248 (8
5 0.0832 0.0175 0.0657 0.0269 -
10 0.250 0.0825 0.0150 0.0675 0.0323 \’j/
20 0.23% 0.0802 0.0103 0.0699 0.0469 4
30 0.221 0.0783 0.0077 0.0706 0.0638
40 0.211 0.0760 0.0055 0.0705 0.0805
50 0.198 2.0738 0.0046 0.0692 0.101
60 0.181 0.0720 0.0038 0.0682 0.1189
70 0.170 0.0700 0.0031 0.0669 0.136
80 0.153 0.0676 0.0026 0.0650 0.150
90 0.139 0.0658 0.0024 0.0634 0.164
100 0.128 0.0640 0.0022 0.0618 0.177
116 0.121 0.0622 0.0021 0.0601 0.190
120 8.107 0.0605S ¢.0020 0.0585 G.198
140 0.093 0.0578 0.0020 0.0558 0.213
160 0.077 0.0555 0.0016 0.0539 ) 0.223
180 0.067 0.0536 0.0014 0.0522 0.231
200 0.057 0.0519 0.0013 0.0506 0.233
215 0.0511 0.0012 0.0498 0.235
220 0.048 0.0505 0.0012 0.0493 0.235
240 0.041 0.0492 0.0011 0.0481 0.234
260 0.036 0.0483 0.0010 0.0473 0.232
280 4.033 0.0474 0.000% 0.0465 0.230
300 0.029 0.0462 0.0009 0.0453 0.227
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Table IO -25 (Run 35, NIES-780111) CJHG—Nox-humidified air
time (min) CJHG {ppm} NO, {ppm) RO (ppm) NO_ - NO {ppm} 0, (ppm) *
0 0.33 0.0824 0.0060 0.0764 0.0000
2 0.0818 0.011¢0 0.0708 0.0202
5 0.0799 0.0093 0.0706 0.0412
io 0.0783 0.0071 4.0712 ’
20 0.0750 0.0056 0.0694 0.113
30 0.0727 0.0050 0.0677 0.142
40 0.0704 0.0044 0.0660 0.163
50 0,0676 0.0041 0.4635 0.178
60 0.0659 0.0040 0.0619 0.190
79 0.0636 0.0039 0.0597 0.199
80 0.0618 0.0038 0.0580 $.,205
90 0.0602 0.0037 0.0565 0,209
100 0.0582 0.0036 0.0556 0.213
11e 0.0575 0.0036 0.0539 0.213
120 0.0564 0.0035 0.0529 0.213
130 0.0558 0.0035 0.0523 0.212
150 0.0539 0.0035 0.0504 ¢.208
130 c.0523 0.0034 0.0489 0.199
210 0.0509 0.0032 0.0477 ¢.122
240 0.0487 0.0033 0.0454 0.183
270 0.0484 0.0033 0.0451 0.178
300 0.0476 0.0033 0.0443 0.174
330 0.0471 0.0033 0,0438 0.171
360 0.0461 0.0033 0.0428 0.167
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Table IOI - 26

(Run 36, NIES-780113) C3Hg-NO, -humidified air

time {min) C,Hg (ppm} N()x (ppm} NO (ppm} N0, - NO (ppm) 0y (ppm)
0 0.33 0.0829 0.0065 0.0764 0.0000
2 0.0822 0.0130 0.0692 0.0202
5 0.0815 0.0105 0.0710 0.0388
10 0.0799 0.0072 0.0727 0.0652
20 0.0756 0.0053 0.0703 0.112
30 0.0725 0.0048 0.0677 0.143
40 0.0704 0.0043 0.0661 0.165
50 0.0679 0.0041 0.0638 0.183
60 4.0653 4.0039 0.0614 0.200
70 0.0631 0.0037 0.0584 0.213
80 4.0615 0.0035 0.0580 0.222
30 0.0596 0.0034 06,0562 0.227
1890 0.0584 0.0033 0.0551 0.230
110 0.0575 0.0032 0.0543 0.233
120 0.0568 0.0030 0.0538 0.233
130 0.0557 0.0023 0.0528 0.232
150 0.0538 0.0029 0.0509 0.229
180 0.0521 0.0027 0.0494 0,221
210 0.0516 0.0026 0.0490 9.212
240 0.0505 0.0026 0.0479 0.204
270 0.0487 9.,0025 0.0462 0.198
300 0.0473 0.0025 0.0448 0.193
330 0.0459 0.0023 0.0436 0.189
360 0.0455 0.0022 0.0433 0.186
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