Response to Anonymous Referee #1

We appreciate the invaluable comments. Our answers to the comments are provided below. The reviewer
comments are written in italic.

General remarks:

In this paper, Temperature and acidity dependence of secondary organic aerosol formation from a-pinene
ozonolysis with a compact chamber system have been investigated. This is a nice piece of work where the
temperature and acidity dependence of SOA yields and chemical components were investigated. In
addition, the formation of organosulfates (0S) was observed under acidic seed conditions. The data
presented are of significant importance; however some modifications would be good to improve the article.
The article should be published after major modifications.

Some characteristics of the new chamber are missing. We have developed a new chamber, it would be
good to have more specifications. The temperature effect on the SOA formation has been relatively little
studied, mainly due to the low number of temperature controlled chamber. Give more precision on the
temperature controlled chamber.

There is no uncertainties, it would be good to add it in the text, in the figure and in the table. For example,
no uncertainties has given for the temperature, the yield, the concentration ....

It would be good also to correct the SOA yield obtained by all wall losses (particle and also oxidized organic
vapors) to improve the article.

It would be good to add also some comments and reference (list of some references given at the end of
this pdf file) about the relative humidity (RH) because it’s not the same in each experiment and the
humidity can also influence the SOA yields and chemical compounds. The effect of RH on aerosol formation
has yet to be optimized. Some experiments performed in flow reactor have shown that the aerosol yield
was dependent on RH and other studies performed in simulation chamber have reported no effect. For
example, the study of Saathoff [2009] on the ozonolysis of a-pinene have shown that water had little
influence on aerosol yields at room temperature, however, a significant positive effect of water is observed
for lower temperatures. Relative humidity is dependent on temperature.

For more explanation, see specific comments.

Reply> We respond to the general comments within the following responses to the specific comments.

Specific comments:
Introduction

Line 41-59: The role of acidity is really good explain. However, the role of the other parameters as the
temperature is very succinct, just one sentence. It would be good to explain more the influence of the other
parameters on the SOA yields and chemical composition.



Reply> Examples of the temperature-dependence of SOA formation have been added to the revised
manuscript as follows: “For example, the relative importance of the temperature-dependencies of the
volatilities of oxidation products and of the gas-phase and multiphase chemical reactions, which could
result in different temperature-dependence of SOA yields (Pathak et al., 2007b; von Hessberg et al., 2009),
are still not well constrained.” (Page 2 lines 59—62)

Line 63-81: The dependence of humidity is not explained for the specific case of a-pinene ozonolysis. It
would be good to add also some sentences and references (list of some references given at the end of this
pdf file) about the relative humidity (RH) because it’s not the same in each experiment and the humidity
can also influence the SOA yields and chemical compounds. The effect of RH on aerosol formation has yet
to be optimized. Some experiments for a-pinene ozonolysis performed in flow reactor have shown that the
aerosol yield was dependent on RH and other studies performed in simulation chamber have reported no
effect. For example, the study of Saathoff [2009] on the ozonolysis of a-pinene have shown that water had
little influence on aerosol yields at room temperature, however, a significant positive effect of water is
observed for lower temperatures. Relative humidity is dependent on temperature.

Reply> We agree with the reviewer. The SOA yields and chemical compounds can be influenced by the
humidity in the chamber. However, we did not investigate the influence of humidity on SOA yield in the
present study. Since very dry conditions are not realistic in ambient air, we carried out the experiments
at medium humidity (~¥26—-27 % RH at 298 K, ~32—34 % RH at 288 K, and ~45-55 % RH at 278 K), which did
not vary considerably at each temperature. We believe that the differences in RH among our experiments
would not influence SOA formation significantly, as explained in the following section. First, nucleation
was negligible in all the experiments because of the high concentrations of seed particles applied;
therefore, the influence of RH on SOA formation would be reflected in the particle phase (Kristensen et
al., 2014). Second, because the seed particles were dried into effloresced states before being introduced
into the chamber, all particles in the chamber were in solid (neutral seed conditions) or near solid state
(acidic seed conditions) (Tang and Munkelwitz, 1977). Consequently, the influence of water on the particle
phase through physical partitioning or chemical reactions should be minor (Faust et al., 2017). We have
mentioned this in the revised manuscript as follows:

“In the present study, we did not investigate the influence of humidity on SOA yield. Since very dry
conditions are not realistic in ambient air, we carried out the experiments at medium humidity (26-55 %
RH, Tables S1 and S2). The differences in RH among experiments in the present study would not influence
SOA formation significantly, as explained in the following section. First, nucleation would be negligible in
all experiments because of the high concentrations of seed particles applied. Consequently, the influence
of RH on SOA formation would be reflected in the particle phase (Kristensen et al., 2014). In addition,
because the seed particles were dried into effloresced states before being introduced into the chamber,
all particles would be in solid (neutral seed conditions) or near solid states (acidic seed conditions) (Tang
and Munkelwitz, 1977). Therefore, the influence of water on the particle phase through physical
partitioning or chemical reactions would be minor (Faust et al., 2017).” (Pages 4-5 lines 162—170).

Experimental



Line 109-140: A new chamber is developed. It would be good to have more specifications of this chamber
and the analytical tools. Which instrument allow to control and to measure the temperature and the
humidity in the chamber? What is the range possible in the chamber? What is the uncertainties and the
precision of each measurement? The temperature is homogeneous in all chamber?

Reply> The RH of the chamber air was not measured during but after the experimental run by pumping
the remaining chamber air into a separate small TEFLON bag, to which a VAISALA RH&T probe (model,
HMP76) equipped with a measurement indicator (model, M170) was attached. In experimental runs with
the same temperature setting, similar flow rates and filling times were applied for both humid and dry G3
air, the RH was only measured for 4, 3, and 4 of the experimental runs for temperature settings of 298,
288, and 278 K, respectively. The measured RH ranges are presented in Tables S1, S2, and Table 1. The
measurement of the RH has been included in the revised manuscript as follows: “The RH of the chamber
air was measured after the experimental run by pumping the remaining chamber air into a separate small
TEFLON bag, to which a VAISALA RH&T probe (model, HMP76) equipped with a measurement indicator
(model, M170) was attached.”. (Page 4 lines 123-125)

The temperature inside the cabinet was measured using a thermocouple attached to the inside of the
cabinet (T3 in Fig. S1). The potential temperature range in the cabinet is 5-40 °C. The evaluation of the
thermostat capacity of the cabinet is presented in Text S1 and Fig. S2. Under initial temperature settings
of 4.6, 14.6, and 24.7 °C, the temperature inside the cabinet within an hour varied within the 3.9-5.5,
14.0-15.3, and 24.6-25.3 °C ranges, respectively, and the standard deviations are 0.36, 0.27, and 0.18 °C,
respectively. The temperature ranges inside the Teflon chamber within one hour were 4.8-5.2, 14.8-15.1,
and 24.9-25.2 °C, respectively, and the standard deviations were 0.15, 0.10, and 0.11 °C, respectively.
Besides, we waited for 30 min before the start of chemical reactions. Therefore, we think that the
temperature was well controlled (uncertainties were < 1 °C) during the SOA formation reactions. This has
been added to the revised manuscript, as follows:

“The temperature inside the cabinet was measured using a thermocouple attached to the inside of the
cabinet (T3 in Fig. S1). The achievable operating temperature range of the chamber was 5-40 °C. A
detailed evaluation of the thermostat capacity of the chamber under dark conditions is presented in Text
S1, which indicates that the temperature inside the chamber was well controlled (varied within 1 °C).”.
(Page 3 lines 115-119)

Line 125: Add more precision on the PTRMS analysis: flow of sampling, time resolution, m/z range, E/N ....

Reply> The following details have been included in the revised manuscript: “The PTR-MS was operated at
a flow rate of approximately 250 cm?® s™* under a field strength (E/N, where E is the electric field strength
(V.ecm™) and N is the buffer gas number density (molecule cm™) of the drift tube) of 106 Td. The length of
the drift tube was 9.2 cm. The drift voltage was set to 400 V. The temperatures of the inlet and drift tubes
were set to 105°C and the pressure at the drift tube was set to 2.1 mbar. The signal intensities of ions with
m/zs of 21, 30, 32, 37, 45, 46, 75, 81, and 137 were recorded approximately every 4.5 sec. The detection
sensitivity of a-pinene was 3.3+0.6 ncps ppbv! (ncps means normalized counts per second to 10° cps of
Hs0*).” (Page 4 lines 138-143)




Line 136: Add the uncertainties for each temperature

Reply> As stated previously, evaluation of the thermostat capacity presented in Text S1 indicates that the
temperature inside the chamber was well controlled with uncertainties < 1 °C. This point is presented in
the revised manuscript as follows: “A detailed evaluation of the thermostat capacity of the chamber under
dark conditions is presented in Text S1, which indicates that the temperature inside the chamber was well
controlled (varied within 1 °C).” (Page 3 lines 117-119). Hereafter, we don’t show the uncertainties of
the temperature in the text.

Line 137: Modify the sentence “For experiments with the same temperature setting, the RH settings were
also similar (Tables S1 and S2). » There is more of 10% of difference for RH for a same temperature, it’s
not really similar. Add the range of humidity in the text for each temperature. Furthermore, the humidity
is really variable between 26 and 55% for the three temperature.

Reply> The sentence “For experiments with the same temperature setting, the RH settings were also
similar” has been deleted in the revised manuscript. Instead, the RH range is displayed using the following
sentence “In the present study, we did not investigate the influence of humidity on SOA yield. Since very
dry conditions are not realistic in ambient air, we carried out the experiments at medium humidity (26—
55 % RH, Tables S1 and S2).” (Pages 4-5 lines 162—-164)

As has been explained earlier, we think the differences in RH among the experiments do not influence
SOA formation in our study considerably. We have added the following explanations in the revised
manuscript: “The differences in RH among experiments in the present study would not influence SOA
formation significantly, as explained in the following section. First, nucleation would be negligible in all
experiments because of the high concentrations of seed particles applied. Consequently, the influence of
RH on SOA formation would be reflected in the particle phase (Kristensen et al., 2014). In addition,
because the seed particles were dried into effloresced states before being introduced into the chamber,
all particles would be in solid (neutral seed conditions) or near solid states (acidic seed conditions) (Tang
and Munkelwitz, 1977). Therefore, the influence of water on the particle phase through physical
partitioning or chemical reactions would be minor (Faust et al., 2017).” (Page 5 lines 164-170).

Line 141-146: | would like to know if you have perform some blank filter and some blank of chamber. If
yes, it would be good to add a sentence as « These control runs led to no detectable SOA production, hence
confirming that no “memory effects” of the chamber were contaminating our results ».

Reply> Information concerning blank filter and blank of chamber has been included in the manuscript and
Text S2.

With regard to the chamber blank, a sentence “Particle number concentration and VOC mixing ratio
measurements indicate that the chamber background concentrations of particles and VOCs were
negligible, and no extra contamination was observed by the humidification process of the G3 air (Text S2).”
has been added to the revised manuscript (Page 4 lines 125-127).




About the filter blank, a sentence “A blank filter was also analyzed using a procedure similar to that of the
sample filters. The results confirmed no substantial contamination in the filter and the filter analysis
procedure (Text S2).” has been added to the revised manuscript (Page 5 lines 176-177).

Line 150: It would be good to have the parameters for the LC-MS (at least in Supporting Information). For
example, what is the configuration of the ESI source in this analysis in negative mode.

Reply> The relative configuration parameters have been included in the revised manuscript as follows:

“The key configuration parameter settings were as follows: nebulizer pressure was 0.21 MPa; the voltage
in the spray chamber was -3500 V; the drying nitrogen gas temperature was 325°C and flow rate was 5 L
min~t; and the fragmentor voltage was 175 V.” (Page 5 lines 185-187).

Line 162: 362 products have been identified. | would like to know if some standard has been analyzed in
LCMS to confirm the compounds in this study. If it’s not the case, it would be good to say that the
identification method was based on retention times and on mass spectra interpretation. Note that in
absence of authentic standard, the identification should be regarded as tentative. A recent article Kenseth
etal, EST 2020, shows that the use of unrepresentative surrogates can lead to substantial systematic errors
in quantitative LC/ESI-MS analyses of SOA.

Reply> The original sentence “We determined the chemical formulae and signal intensities for 362
products (including eleven organosulfates) of different m/z (Table S3)” has been changed to “We
tentatively determined the molecular formulae and signal intensities of 362 products (including 11
organosulfates) with different m/z (Table S3) based on retention times and interpretation of mass spectra.”
(Page 5 lines 198—200).

Line 164-176: What type of seed (neutral, acidic?) is used to determine the aerosol wall loss in the chamber?
In which conditions (RH, T) this experiment of aerosol wall loss has been performed? In Sl, it’s written that
this experiment has been performed under an RH range of 17-23 %, but this range is different during the
experiment (26-55%). Can this difference cause different wall losses?

Reply> Fig. S2 (currently Fig. S4) is for checking the size-dependent wall-loss rate. However, the bulk wall-
loss rate has been measured under different seed particle and temperature conditions. As was indicated
in Sect. 2.3 “The measurements were carried out whenever a new Teflon bag was used or the
experimental conditions (i.e., temperature or seed particle acidity) were changed under humid air
conditions. The latest measured bulk wall-loss rate (Sect. 3.1) was applied for each SOA formation
experiment.” (Currently Page 6 lines 205—-207).

There are not only aerosol wall loss but there is also the wall-loss of oxidized organic vapors. | think it
would be good to add some sentence on this wall loss even if no experiment would be performed. It’s
already mentioned in this article in line 250 but it’s too late. To improve the article, | would correct the
yield by all the wall losses.



Reply> A qualitative discussion of the influence of gas-phase wall-loss on SOA yield has been included in
Sect. 4.1. In addition, an associated introduction has been included at the end of Sect. 2.3, as follows:
“Wall-loss of gas-phase organic compounds in the Teflon chamber could also cause the underestimation
of SOA yields (Zhang et al., 2014; Krechmer et al., 2016). Although not experimentally determined in the
present study, the influence of gas-phase wall-loss on SOA yields will be discussed based on the studies
of Zhang et al. (2014) and Krechmer et al. (2016) in Sect. 4.1.” (Page 6 lines 221-223).

Line 165: When a new Teflon bag is used? After a blank experiment?

Reply> A new Teflon bag was used whenever the old Teflon bag had a leak problem.

Line 168-176: It would be good to model (i.e. Lai and Nazaroff) of the wall loss performed with seed. This
well-known process depends on chamber geometry, static charge build-up on the walls, air flow and
particle size. Since aerosol deposition was measured for (NH4),SO4 seed with d = 1.77 g/cm3, due to the
gravitational effect the wall loss rates for SOA (with different density) would be different. For more
explanation, see the article of Lai and Nazaroff 2000.

Reply> Simulations of wall-loss performed with seed particles have been performed and presented in Text
S3 and referred to in Sect. 2.3 as: “Model simulation (Text S3) and literature survey results revealed that
the high wall-loss rates of sub-100 nm particles were mainly caused by particle coagulation (Nah et al.,
2017; Wang et al., 2018a) and those of super-200 nm particles were likely the result of turbulent
deposition (Lai and Nazaroff, 2000).” (Page 6 lines 213-216).

The models of Lai and Nazaroff (2000), which focused on turbulent deposition, ignoring Brownian
diffusion, but considering the gravitational settling deposition, and that of Hinds (1999), which considered
only Brownian diffusivity deposition or settling deposition, were applied. The simulation results (Fig. S4)
revealed that pure gravitational settling deposition played a minor role in the total observed particle loss.
The influence of Brownian diffusivity deposition was also minimal after 30 min of stabilization. Whereas
the large wall-loss of super-200 nm particles can be explained by the turbulent deposition, that of sub-
100 nm particles cannot be explained by any of the simulated mechanisms. According to the study of
Wang et al. (2018a), the changes in particle number-size distributions caused by coagulation could be the
major reason for the large apparent wall-loss of sub-100 nm particles. In addition, electrostatic particle
losses were small even for a new Teflon bag in our experiment, because the wall-loss of a new bag was
often lower than that of an old bag. Besides, humid air was applied during the experiment, which may
prevent electrostatic particle losses.

Data analysis

Line 179-201: It would be good to correct also the SOA yield by the wall loss of oxidized organic vapors.
Maybe give a range of yield with the particle wall loss correction for the smallest value and the vapor wall
loss correction for the largest value.



Reply> The influence of the gas-phase wall-loss on SOA vyield is qualitatively discussed in Sect. 4.1. A
sentence indicating this point has been included in this section in the revised manuscript, as follows: “The
influence of gas-phase wall-loss on SOA yield is discussed qualitatively in Sect. 4.1.” (Page 6 lines 238).

Line 193: « ai is assumed to be temperature-independent ». Do you have a reference to assume that ai is
assumed to be temperature-independent? If yes, it would be good to add it.

Reply> Yes. A reference (Pathak et al., 2007a) has been added (Page 7 line 244).

Result and discussion

Line 230 figure 1: It would be good to homogenize the axe of the figure, for example use the same
nomenclature in the figure and also in the text. For example, in this figure it would be good to modify SOA
(ug/m3) by mSOA (ug/m3). In figure 1, it would be good to add a banana plot for the aerosol. | think it
would be a good idea to correct the data by also the wall loss of oxidized organic vapors.

Reply> The name of the left axis in panel (a) has been changed from “Concentrations of a-pinene, O3
(ppbv)” to “a-Pinene, Os (ppbv)”, and the name of the right axis has been changed from “SOA (ug m=3)”
to “msoa (Mg m~3)”. A banana plot for the aerosol has been included as a supplementary figure (Fig. S6). A
relevant explanation has been included in the manuscript: “Evolution of the particle number-size
distribution is presented in Fig. S6.” (Page 8 lines 291-292).

Qualitative discussions of the influence of the wall loss of oxidized organic vapors based on the results of
Fig. 2 have been included in the revised manuscript as follows: “The SOA yields in this study were 25-60 %
lower than those of Pathak et al. (2007a). Possible reasons may include lack of consideration of the wall-
loss of oxidized organic vapors because the surface to volume ratio of the chamber used in this study (7.1
m™) was much larger than those of previous studies (<3 m™; Pathak et al., 2007a and references therein).
According to Zhang et al. (2014), the vapor wall-loss bias factor, Rwai (defined as the ratio of the SOA mass
when the vapor wall loss is assumed to be zero, to the SOA mass when the optimal vapor wall loss rate is
applied), was reported to be ~4 at the initial seed surface area of ~2 x 10°> pm? cm™ (seed-to-chamber
surface area ratio ~1 x 10°%) and ~2 at the initial seed surface area of >6 x 10® um? cm™3 (seed-to-chamber
surface area ratio >3 x 107%) during the photooxidation of toluene. As the initial seed surface area in the
present study was in the (1-3) x 10® um? cm™ range (seed-to-chamber surface area ratio (1-4) x 107,
Rwai in the Teflon bag might be at least twice those of the large chambers. This leads to the
underestimation of the SOA yield of 50 % when compared with the values obtained from the large
chambers. A low limit correction of the gas-phase wall-loss influence for Exp. No. 2 and other experimental
runs in which chemical composition analysis had been conducted based on the method of Krechmer et al.
(2016) (Text S5, Fig. 2), which confirmed that gas-phase wall-loss is one reason for the lower SOA yields in
the present study compared with Pathak et al. (2007a) and other previous studies presented in Fig. 2.”
(Pages 9-10 lines 324-337).

Line 235 figure 2: It would be good to compare the yield corrected by all wall loss and not only by the
particle wall loss. A comparison is performed with Pathak et al. 2007, it’s good to do this comparison but



it’s difficult to understand why a comparison is performed with two curves (less of 10% RH and another
with a range between 50 and 73%) because in our data the experiment are performed at 26% RH. | would
like to know if no literature data exists for this range of humidity (26%). If yes, it would be good to compare
the data with this reference. If not, it would be good to say that this data are new and it’s difficult to
compare with literature because no data have been performed at 298K and 26% RH in presence of seed.

Reply> As mentioned above, we have estimated the amount of the wall-loss of oxidized organic vapors
for Exp. No. 2 and the result is shown in Fig. 2. In the figure, we have added some yield data, which were
obtained under different RH conditions. As has been explained previously (Pages 4-5 lines 162—-170), we
think that the differences in RH among the experiments do not influence the SOA yields substantially, and
that the present data are categorized in the data with medium RH conditions.

Line 267: Thanks to add the uncertainties on the AHvap obtained in this study

Reply> Estimating the uncertainties of the VBS parameters arithmetically is challenging. Instead, obtaining
sensitivity analyses of the four-product VBS fitting curves by changing AH.s, while fixing the stoichiometric
yields a; revealed that the effective AHy,, could be in the 0 to 70 and 0 to 80 kJ mol™ ranges under neutral
and acidic seed conditions, respectively. This has been stated in the revised manuscript, as follows:
“Notably, sensitivity analyses achieved by fixing the stoichiometric yields a; while changing AHyap and
comparing the resulting VBS curves with measured data (Fig. S8) indicated that the effective AH,4p could
be in the 0 to 70 and 0 to 80 kJ mol™ ranges for neutral and acidic seed conditions, respectively.” (Page
10 lines 366—368).

Table 1: Add the humidity in the table and give the same number of significant number

Reply> The RH has been included in Table 1. The significant number of a; has been unified.

Table 2: It would be good to compare the data on a graphs, the comparison would be more visual.
Why the comparison with CMAQv4.7 model in the table? It would be good also to perform it.

Reply> Information on the CMAQv4.7 SOA module (Carlton et al., 2010) has been included in Table 2. A
supplementary figure (Fig. S7) has been illustrated for comparison of AH,4 in the present study with those
in previous studies based on AHyap versus C* plots.

Line 321-324: « Among the 362 compounds identified through LC-ToF-MS analysis in this study (Table S3),
331 compounds were ascribed to VBS bin ranges of -8—3. The other 31 compounds were ascribed to higher
VBS bin ranges of 4—-6, which is unrealistic for the compounds in the aerosol phase. Additionally, those
latter compounds only accounted for an average of 12 % of the total mass of identified compounds. Thus,
only the former 331 compounds are targeted in the following discussions. » | think that the conclusion is
very rapid. The VBS is not good consequently you remove 31 compounds. It would be good to add more
comments on this compounds even if you decide to follow the discussion with 331 compounds. 31
compounds were ascribed to higher VBS bin ranges of 4—6, which is unrealistic for the compounds in the



aerosol phase; it’s not the first time this observation is performed. This observation strongly supports the
resistance to diffusion imposed by the viscosity of the aerosol to the products formed inside the aerosol
itself. As previously mentioned in the literature (Shiraiwa et al 2013) this observation indicates that
volatility can be strongly minimized by viscosity and that relying only on gas-phase equilibria to represent
partitioning can be misleading.

Reply> We agree with the reviewer’s suggestion that high-volatility compounds produced inside the
aerosol particles might have been wrapped into the particle phase because of the high viscosity of the
BSOA. We further note that only less than a half of the compounds in VBS bin ranges greater than four
are in the particle phase (Donahue et al., 2006), and that larger compounds might have been fragmented
into small molecules during the ESI MS measurements (Fig. S10).

Accordingly, the sentence “, which is unrealistic for the compounds in the aerosol phase. Additionally,
those latter compounds only accounted for an average of 12 % of the total mass of identified compounds.
Thus, only the former 331 compounds are targeted in the following discussions.” has been modified to: “.
Only the former 331 compounds are targeted in the following discussions for two reasons. First, less than
a half of the compounds that belong to VBS bins four or greater could exist in the particle phase (Donahue
et al., 2006), which would introduce large uncertainties for the estimation of the mass concentrations of
the compounds in gas-phase from the particle phase. In addition, LC-ToF-MS analysis of pure compounds
indicated that fragmentation of high molecular compounds during the ionization could occur, e.g., pinic
acid (CsH1404) could be fragmented into CsH140,, and the latter was assigned to VBS bin 6 (Fig. S10). Note
that due to the potentially high viscosity of the newly formed SOA, high-volatility compounds formed
inside the aerosol particle could have been wrapped into the particle phase and detected (Shiraiwa et al.,
2013b).” (Pages 11-12 lines 397-404).

Line 332: How is obtained the total amount? By SMPS? It would be good to add a sentence to explain that.

Reply> For each tentatively identified compound, the amount of the aerosol phase is the sum of the area
of extracted ion chromatography. The gas phase was derived assuming gas-particle partitioning
equilibrium. The total amount in Line 332 (currently Page 12 line 412) is the sum of the aerosol phase and
gaseous phase. The derivation of the quantity of the gas-phase was explained in the two sentences before
Line 332: “The corresponding gas phase concentrations of each compound were derived assuming gas-
particle partitioning equilibrium (Odum et al., 1996). The AH.., values derived in this study (Table 1) were
used to calculate the saturation concentration under 278 and 288 K following Eq. (3).” (currently Page 12
lines 409—411).

Line 350, Figure 4: There is no axes for the yield in the graph B; it would be good to add it.

Reply> The curve does not represent the yields, but the a; obtained from the four-product VBS fitting
normalized based on the total mass fraction of compounds in VBS bins 0 to 3. This is explained in the
current version of the text by changing the original expression “In Fig. 4b, the volatility distributions
determined from SOA yield curves were also presented.” (original manuscript Page 10 lines 343-344) to
“In Fig. 4b, the volatility distributions determined by normalizing the stoichiometric SOA yields (Table 2)



based on the total mass fractions of compounds in VBS bins 0 to 3 are also presented.” (Page 12 lines 428—
429).

Line 448-449: Replace « M/z 223 was the most abundant OS identified at 298 k, followed by m/z 279, 281,
269, 283, 265, 253, 267, 251, 249, and 247. » by « m/z 223 was the most abundant OS identified at 298 K,
followed by m/z 279, 281, 269, 283, 265, 253, 267, 251, 249, and 247. »

Reply> Modification has been made accordingly. In addition, the chemical formulas of each m/z are also
presented (Page 16 lines 534-536).

Line 500, Table 3: it’s difficult to follow the table 3, it would be good to simplify to know what is really
proposed by this study. Pleased find an example of table.

m/z Formula VBS bin Tentative Literature
Structure

[M=H]- [M=H]- proposed in this
study

Reply> Modifications have been made to Table 3. (Page 19).

SUPPORTING information

Table S1 Remove the C near O3 in table S1. | would add if it’s possible a column with A o -pinene IN THE
TABLE S1. It would be good to add the uncertainties in the table. For the yield, it would be good to correct
it by all the wall losses. Replace also SOA by msoa

Reply> In Table S1, the ¢ near Oz in has been removed; a column with Aa-Pinene (ug m~) has been added;
uncertainties of the SOA mass and yields have been added; SOA has been replaced with msoa. However,
the correction of gas-phase wall-loss hasn’t been reflected in Table S1. It is only qualitatively discussed in
Sect. 4.1.

Table S2 | would add if it’s possible a column with A o -pinene in the table S2. It would be good to add the
uncertainties in the table. For the yield, it would be good to correct it by all the wall losses. Replace also
SOA by Msoa

Reply> In Table S2, a column with Aa-Pinene (ug m3) has been added; uncertainties of the SOA mass and
yields have been added; SOA has been replaced with msoa. However, the correction of gas-phase wall-loss
hasn’t been reflected in Table S2. It is only qualitatively discussed in Sect. 4.1.

Figure S2: It would be good to model these experiment of wall loss and add the model in this figure



Reply> The original Figure S2 is currently Figure S4. Model simulation of the particle wall-loss has been
included in the figure. A discussion of those simulation results is now presented in Text S3.
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