The authors Li et al. present an analysis of high-volume aerosol samples obtained during field sampling in Fukushima Prefecture and relate particle analysis to variations in filter-collected concentrations of the radionuclide 137Cs with a focus on identifying 137Cs sources. The manuscript is moderately well-written and presents some interesting observations on potential mechanisms by which 137Cs may be reentering the atmosphere. However, I do not believe the analysis is sufficiently complete to quantitatively discern the aerosol types that act as 137Cs carriers, as the authors purport. In its current form, I do not believe the manuscript meets the high bar for publication in ACP.
The authors focus their analysis on the months of May and September due to higher measured 137Cs concentrations and draw conclusions on 137Cs carriers based on particles observed during these times. However, without any analysis of particle types and composition during similar months that have low 137Cs concentrations (March-April, July-August), it is not demonstrated whether the particles observed during May and September are fundamentally different from those observed at other times. Are dust and different types of biological particles not generated during March-April and July-August? Or are there other factors that lead to different 137Cs concentrations across different months?
We thank you for your comments. In this work, we focused on understanding the annual variation of atmospheric 137Cs and only analyzing the possible carriers of 137Cs in May and September for relative high fluctuation of 137Cs in 2019. According to experimental observations, it can be demonstrated that carriers of 137Cs were the combination of C-particles and Al-particles (Al-particles was dominated with the percentage of 68%) in early May; meanwhile the predominate carriers of 137Cs were carbonaceous particles with the average percentage of 88% in late May and September. In the previous work of Kita’s group, it has already demonstrated a similar observation that soil and mineral were predominant particles in the atmosphere during winter and spring and the dominant host particles of 137Cs in summer and autumn were organic particles, such as spores, pollen, and microorganisms (Kinase et al., 2018). Especially, Kita et al. mainly reported carriers of 137Cs during July-August that bioaerosols were the dominant host particles of 137Cs (Kita et al., 2020). Also, Igarashi et al. demonstrated that the phyla Basidiomycota and Ascomycota (true Fungi) accounted for approximately two-thirds of the bioaerosols in during June-August (Igarashi et al., 2019). Although those observations were in different sampling years, the sampling sites were close to our present sampling site. Therefore, these observations were able to indirectly demonstrate that there was no fundamental difference about carriers of 137Cs between present reported samples and non-observed samples. Namely, it was able to clearly classify that carbonaceous 137Cs particles can be easily found in warm season and inorganic 137Cs particles will be observed in cold season. Moreover, Kinase et al. and Tang et al. demonstrated that remedial activities did not have a significant impact on their observations (Kinase et al., 2018; Tang et al., 2022). In this study, because there were no relevant comparative experiments and data, it was difficult to completely rule out this possibility even though it had few possibilities. Of course, according to the observations of this study, the influence of temperature and rainfall was the main factor (in Table 7 and 8). On the one hand, rainfall leads to wet deposition of carriers of 137Cs, resulting in decrease of atmospheric 137Cs concentration. On the other hand, high temperature was beneficial to produce biological particles, also high temperature facilitated the thermal movement and dispersion of biological and inorganic particles. It needs more further work to reveal other factors and the degree of influence.
In Figure 10, the authors use a normalized number of particles, but the methodology for this normalizing is not clearly explained. Related to this, the authors present no data on the overall number, volume, or mass of particles sampled across the different sampling periods. Could the 137Cs concentration differences between May and September and the other months simply be due to different number, volume, or mass of particles sampled?
[bookmark: _Hlk160796811]We appreciate your comment. The method for obtaining the normalized number of 37Cs particles was same as the reported in previous work (Igarashi et al., 2019; Kita et al., 2020). Namely, the optical microscopy photos of HV filter samples were analysed by ImageJ software for counting numbers of the particles: (i) adjust the "Saturation" to find faintly coloured particles in the photo obtained in the reflected-light mode (see Figure S5a), counting the numbers (ni) of particles (see Figure S5b); (ii) adjust the "Brightness" and "Contrast" to find thick, dark-coloured particles in the observation observed under the fluorescence-mode (see Figure S5c), counting the numbers (nii) of colored particles (see Figure S5d); and (iii) record the total numbers (n = ni + nii) of the particles in each observation site. 
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Figure S5. Microscope images (BS-2040TF) and processed equivalent projected images by ImageJ in the same site of a HV filter sample (＃NHVA2019-0923-L-Q) collected in September 2019: (a) microscope image in reflected-light mode; (b) equivalent projected area image of Figure S5a; (c) microscope image in fluorescent-light mode; (d) equivalent projected area image of Figure S5c. 
Table S1. All sampling information of the aerosol filters.
	No.
	Sample ID
	Sampling year
	Sampling Volumes (m3)
	137Cs
in the filter (Bq/m3)
	Error
	Concentration of 137Cs
in the filter (Bq/m3)
	Error

	1
	NHVA-20190124-Sat-Q
	2019
	2538.82 
	0.1091 
	0.0196 
	4.3E-05
	7.7E-06

	2
	NHVA-20190124-Sun-Q
	2019
	2539.15 
	0.0937 
	0.0191 
	3.7E-05
	7.5E-06

	3
	NHVA-20190124-Mon-Q
	2019
	2538.56 
	0.0946 
	0.0192 
	3.7E-05
	7.6E-06

	4
	NHVA-20190124-Tue-Q
	2019
	2538.56 
	0.1293 
	0.0211 
	5.1E-05
	8.3E-06

	5
	NHVA-20190124-Wed-Q
	2019
	2538.56 
	0.0901 
	0.0200 
	3.6E-05
	7.9E-06

	6
	NHVA-20190124-Thr-Q
	2019
	2538.23 
	0.1311 
	0.0200 
	5.2E-05
	7.9E-06

	7
	NHVA-20190124-Fri-Q
	2019
	2116.46 
	0.4292 
	0.0265 
	2.0E-04
	1.3E-05

	8
	NHVA-20190124-Imp-Q
	2019
	2116.46 
	0.2604 
	0.0225 
	1.2E-04
	1.1E-05

	9
	NHVA-20190124-Ura-Q
	2019
	2116.46 
	0.3228 
	0.0251 
	1.5E-04
	1.2E-05

	10
	NHVA-20190124-Nep-Q
	2019
	1867.40 
	0.1729 
	0.0206 
	9.3E-05
	1.1E-05

	11
	NHVA-20190124-QB(D)
	2019
	1867.40 
	0.0620 
	0.0200 
	3.3E-05
	1.1E-05

	12
	NHVF-20190124-Q
	2019
	25728.81 
	0.5803 
	0.0274 
	2.3E-05
	1.1E-06

	13
	NHVR-20190124-Q
	2019
	928.00 
	0.0816 
	0.0103 
	8.8E-05
	1.1E-05

	14
	TJHV-20190124-Q
	2019
	18549.04 
	0.4945 
	0.0169 
	2.7E-05
	9.1E-07

	15
	NHVA-20190301-Sat-Q
	2019
	5926.96 
	0.3034 
	0.0235 
	5.1E-05
	4.0E-06

	16
	NHVA-20190301-Sun-Q
	2019
	5926.96 
	0.2588 
	0.0234 
	4.4E-05
	3.9E-06

	17
	NHVA-20190301-Mon-Q
	2019
	5926.96 
	0.2242 
	0.0230 
	3.8E-05
	3.9E-06

	18
	NHVA-20190301-Tue-Q
	2019
	5926.96 
	0.1839 
	0.0213 
	3.1E-05
	3.6E-06

	19
	NHVA-20190301-Thr-Q
	2019
	6720.42 
	0.2142 
	0.0217 
	3.2E-05
	3.2E-06

	20
	NHVA-20190301-QB(D)
	2019
	6720.42 
	0.0621 
	0.0205 
	9.2E-06
	3.1E-06

	21
	NHVF-20190301-Q
	2019
	32059.88 
	0.7306 
	0.0284 
	2.3E-05
	8.9E-07

	22
	NHVR-20190301-Q
	2019
	1993.92 
	0.1150 
	0.0125 
	5.8E-05
	6.3E-06

	23
	TJHV-20190301-Q
	2019
	9674.72 
	0.5099 
	0.0148 
	5.3E-05
	1.5E-06

	24
	TJHV-20190315-Q
	2019
	9525.10 
	0.3607 
	0.0136 
	3.8E-05
	1.4E-06

	25
	NHVA-20190320-Wed-Q
	2019
	604.72 
	0.0391 
	0.0153 
	6.5E-05
	2.5E-05

	26
	NHVA-20190320-Thr-Q
	2019
	604.72 
	0.0890 
	0.0163 
	1.5E-04
	2.7E-05

	27
	NHVA-20190320-Fri-Q
	2019
	604.72 
	0.0594 
	0.0162 
	9.8E-05
	2.7E-05

	28
	NHVA-20190320-Imp-Q
	2019
	604.72 
	0.0690 
	0.0163 
	1.1E-04
	2.7E-05

	29
	NHVA-20190320-Ura-Q
	2019
	604.72 
	0.0782 
	0.0169 
	1.3E-04
	2.8E-05

	30
	NHVA-20190320-Nep-Q
	2019
	604.72 
	0.0284 
	0.0157 
	4.7E-05
	2.6E-05

	31
	NHVA-20190320-0-Q
	2019
	604.63 
	0.0426 
	0.0049 
	7.0E-05
	8.1E-06

	32
	NHVA-20190320-0-Q
	2019
	604.63 
	0.0946 
	0.0064 
	1.6E-04
	1.1E-05

	33
	NHVA-20190327-Sat-Q
	2019
	5926.96 
	0.3610 
	0.0100 
	6.1E-05
	1.7E-06

	34
	NHVA-20190327-Sun-Q
	2019
	5926.87 
	0.7431 
	0.0172 
	1.3E-04
	2.9E-06

	35
	NHVA-20190327-Mon-Q
	2019
	5926.96 
	0.6527 
	0.0175 
	1.1E-04
	3.0E-06

	36
	NHVA-20190327-Tue-Q
	2019
	4152.88 
	0.3467 
	0.0158 
	8.3E-05
	3.8E-06

	37
	NHVA-20190327-QB(D)
	2019
	4153.88 
	0.1568 
	0.0126 
	3.8E-05
	3.0E-06

	38
	NHVF-20190327-Q
	2019
	22579.74 
	1.6459 
	0.0366 
	7.3E-05
	1.6E-06

	39
	NHVR-20190327-Q
	2019
	2152.80 
	0.2854 
	0.0130 
	1.3E-04
	6.0E-06

	40
	NHVA-20190425-Sat-Q
	2019
	3126.27 
	0.2783 
	0.0129 
	8.9E-05
	4.1E-06

	41
	NHVA-20190425-Sun-Q
	2019
	3127.27 
	0.3278 
	0.0100 
	1.0E-04
	3.2E-06

	42
	NHVA-20190425-Mon-Q
	2019
	3128.27 
	0.3564 
	0.0149 
	1.1E-04
	4.8E-06

	43
	NHVA-20190425-Tue-Q
	2019
	3129.27 
	0.6669 
	0.0181 
	2.1E-04
	5.8E-06

	44
	NHVA-20190425-QB(D)
	2019
	3130.27 
	0.1000 
	0.0101 
	3.2E-05
	3.2E-06

	45
	NHVR-20190425-Q
	2019
	3131.27 
	0.1458 
	0.0110 
	4.7E-05
	3.5E-06

	46
	NHVA-20190501-Sun-Q
	2019
	604.72 
	0.0185 
	0.0040 
	3.1E-05
	6.6E-06

	47
	NHVA-20190501-Tue-Q
	2019
	604.72 
	0.0130 
	0.0026 
	2.2E-05
	4.4E-06

	48
	NHVA-20190501-Thr-Q
	2019
	604.72 
	0.0370 
	0.0052 
	6.1E-05
	8.7E-06

	49
	NHVA-20190501-0-Q
	2019
	604.63 
	0.0146 
	0.0036 
	2.4E-05
	6.0E-06

	50
	NHVA-20190501-Wed-Q
	2019
	604.72 
	0.0222 
	0.0060 
	3.7E-05
	9.9E-06

	51
	NHVA-20190501-Fri-Q
	2019
	604.72 
	0.0210 
	0.0055 
	3.5E-05
	9.1E-06

	52
	NHVA-20190501-Imp-Q
	2019
	604.72 
	0.0239 
	0.0042 
	4.0E-05
	6.9E-06

	53
	NHVA-20190501-Ura-Q
	2019
	604.72 
	0.0205 
	0.0053 
	3.4E-05
	8.8E-06

	54
	NHVA-20190501-0-Q
	2019
	604.63 
	0.0419 
	0.0042 
	6.9E-05
	7.0E-06

	55
	NHVA-20190506-Sat-Q
	2019
	5926.87 
	0.1953 
	0.0116 
	3.3E-05
	2.0E-06

	56
	NHVA-20190511-Sat-Q
	2019
	604.72 
	0.0967 
	0.0081 
	1.6E-04
	1.3E-05

	57
	NHVA-20190511-Thr-Q
	2019
	604.72 
	0.0720 
	0.0090 
	1.2E-04
	1.5E-05

	58
	NHVA-20190511-0-Q
	2019
	604.63 
	0.1041 
	0.0075 
	1.7E-04
	1.2E-05

	59
	NHVA-20190511-Wed-Q
	2019
	604.72 
	0.0665 
	0.0048 
	1.1E-04
	7.9E-06

	60
	NHVA-20190511-Fri-Q
	2019
	604.72 
	0.1038 
	0.0088 
	1.7E-04
	1.5E-05

	61
	NHVA-20190511-Imp-Q
	2019
	604.72 
	0.0832 
	0.0059 
	1.4E-04
	9.8E-06

	62
	NHVA-20190511-Nep-Q
	2019
	604.72 
	0.1460 
	0.0106 
	2.4E-04
	1.8E-05

	63
	NHVA-20190511-Ura-Q
	2019
	604.72 
	0.1498 
	0.0055 
	2.5E-04
	9.0E-06

	64
	NHVA-20190511-0-Q
	2019
	604.63 
	0.1811 
	0.0053 
	3.0E-04
	8.8E-06

	65
	NHVA-20190523-Sat-Q
	2019
	604.72 
	0.1337 
	0.0209 
	2.2E-04
	3.5E-05

	66
	NHVA-20190523-Mon-Q
	2019
	5926.96 
	0.5948 
	0.0159 
	1.0E-04
	2.7E-06

	67
	NHVA-20190523-Sun-Q
	2019
	5926.96 
	1.5653 
	0.0228 
	2.6E-04
	3.9E-06

	68
	NHVA-20190523-Tue-Q
	2019
	5926.96 
	1.3817 
	0.0219 
	2.3E-04
	3.7E-06

	69
	NHVA-20190523-Thr-Q
	2019
	604.72 
	0.1634 
	0.0212 
	2.7E-04
	3.5E-05

	70
	NHVA-20190523-0-Q
	2019
	604.63 
	0.1650 
	0.0167 
	2.7E-04
	2.8E-05

	71
	NHVA-20190523-Wed-Q
	2019
	604.72 
	0.2342 
	0.0223 
	3.9E-04
	3.7E-05

	72
	NHVA-20190523-Fri-Q
	2019
	604.72 
	0.1520 
	0.0206 
	2.5E-04
	3.4E-05

	73
	NHVA-20190523-Imp-Q
	2019
	604.72 
	0.2538 
	0.0222 
	4.2E-04
	3.7E-05

	74
	NHVA-20190523-Nep-Q
	2019
	604.72 
	0.1983 
	0.0211 
	3.3E-04
	3.5E-05

	75
	NHVA-20190523-Ura-Q
	2019
	604.72 
	0.4331 
	0.0244 
	7.2E-04
	4.0E-05

	76
	NHVA-20190523-0-Q
	2019
	604.63 
	0.1620 
	0.0211 
	2.7E-04
	3.5E-05

	77
	NHVA-20190523-QB(D)
	2019
	605.63 
	0.1670 
	0.0134 
	2.8E-04
	2.2E-05

	78
	NHVA-20190523-QB(D)
	2019
	606.63 
	0.1224 
	0.0167 
	2.0E-04
	2.8E-05

	79
	NHVA-20190620-Sat-Q
	2019
	5926.96 
	1.6333 
	0.0233 
	2.8E-04
	3.9E-06

	80
	NHVA-20190620-Mon-Q
	2019
	5926.96 
	0.6349 
	0.0100 
	1.1E-04
	1.7E-06

	81
	NHVA-20190620-Sun-Q
	2019
	5926.96 
	0.5207 
	0.0106 
	8.8E-05
	1.8E-06

	82
	NHVA-20190620-Tue-Q
	2019
	5926.96 
	1.0112 
	0.0158 
	1.7E-04
	2.7E-06

	83
	NHVA-20190620-QB(D)
	2019
	5927.96 
	0.1000 
	0.0121 
	1.7E-05
	2.0E-06

	84
	NHVR-20190620-Q
	2019
	3968.92 
	0.3513 
	0.0136 
	8.9E-05
	3.4E-06

	85
	NHVA-20190718-Sat-Q
	2019
	5926.96 
	0.7295 
	0.0109 
	1.2E-04
	1.8E-06

	86
	NHVA-20190718-Mon-Q
	2019
	5926.96 
	0.8763 
	0.0114 
	1.5E-04
	1.9E-06

	87
	NHVA-20190718-Sun-Q
	2019
	5926.87 
	0.5195 
	0.0166 
	8.8E-05
	2.8E-06

	88
	NHVA-20190718-Tue-Q
	2019
	5926.96 
	1.4316 
	0.0236 
	2.4E-04
	4.0E-06

	89
	NHVA-20190718-QB(D)
	2019
	5927.96 
	0.0265 
	0.0076 
	4.5E-06
	1.3E-06

	90
	NHVR-20190718-Q
	2019
	6526.80 
	0.5555 
	0.0070 
	8.5E-05
	1.1E-06

	91
	NHVA-20190822-Sat-Q
	2019
	5926.87 
	1.5565 
	0.0229 
	2.6E-04
	3.9E-06

	92
	NHVA-20190822-Mon-Q
	2019
	5926.96 
	1.1899 
	0.0220 
	2.0E-04
	3.7E-06

	93
	NHVA-20190822-Tue-Q
	2019
	5926.96 
	1.0224 
	0.0182 
	1.7E-04
	3.1E-06

	94
	NHVA-20190822-Thr-Q
	2019
	5926.96 
	0.8019 
	0.0169 
	1.4E-04
	2.8E-06

	95
	NHVR-20190822-Q
	2019
	3177.97 
	0.7013 
	0.0131 
	2.2E-04
	4.1E-06

	96
	NHVA-20190919-Sat-Q
	2019
	5926.96 
	0.9051 
	0.0203 
	1.5E-04
	3.4E-06

	97
	NHVA-20190919-Mon-Q
	2019
	5926.96 
	1.4358 
	0.0222 
	2.4E-04
	3.7E-06

	98
	NHVA-20190919-Sun-Q
	2019
	5926.87 
	1.4690 
	0.0243 
	2.5E-04
	4.1E-06

	99
	NHVA-20190919-Tue-Q
	2019
	5820.95 
	1.2674 
	0.0174 
	2.2E-04
	3.0E-06

	100
	NHVA-20190919-Thr-Q
	2019
	5821.95 
	0.1961 
	0.0085 
	3.4E-05
	1.5E-06

	101
	NHVA-20190919-0-Q
	2019
	5822.95 
	0.1259 
	0.0112 
	2.2E-05
	1.9E-06

	102
	NHVA-20190923-Wed-Q
	2019
	604.72 
	0.1730 
	0.0170 
	2.9E-04
	2.8E-05

	103
	NHVA-20190923-Fri-Q
	2019
	604.72 
	0.1490 
	0.0169 
	2.5E-04
	2.8E-05

	104
	NHVA-20190923-Imp-Q
	2019
	604.72 
	0.1098 
	0.0200 
	1.8E-04
	3.3E-05

	105
	NHVA-20190923-Nep-Q
	2019
	604.72 
	0.1296 
	0.0176 
	2.1E-04
	2.9E-05

	106
	NHVA-20190923-Ura-Q
	2019
	604.72 
	0.0671 
	0.0183 
	1.1E-04
	3.0E-05

	107
	NHVA-20190923-0-Q
	2019
	604.63 
	0.1045 
	0.0204 
	1.7E-04
	3.4E-05

	108
	NHVA-20190923-QB(D)
	2019
	605.63 
	0.0304 
	0.0175 
	5.0E-05
	2.9E-05

	109
	NHVR-20190923-Q
	2019
	639.66 
	0.0899 
	0.0200 
	1.4E-04
	3.1E-05

	110
	NHVA-20190929-Sat-Q
	2019
	604.72 
	0.1455 
	0.0202 
	2.4E-04
	3.3E-05

	111
	NHVA-20190929-Mon-Q
	2019
	604.72 
	0.1110 
	0.0214 
	1.8E-04
	3.5E-05

	112
	NHVA-20190929-Sun-Q
	2019
	604.72 
	0.1847 
	0.0213 
	3.1E-04
	3.5E-05

	113
	NHVA-20190929-Tue-Q
	2019
	604.72 
	0.1762 
	0.0205 
	2.9E-04
	3.4E-05

	114
	NHVA-20190929-Thr-Q
	2019
	604.72 
	0.1224 
	0.0167 
	2.0E-04
	2.8E-05

	115
	NHVA-20190929-0-Q
	2019
	604.63 
	0.2218 
	0.0218 
	3.7E-04
	3.6E-05

	116
	NHVA-20190929-Fri-Q
	2019
	604.72 
	0.1806 
	0.0176 
	3.0E-04
	2.9E-05

	117
	NHVA-20190929-Imp-Q
	2019
	604.72 
	0.2266 
	0.0222 
	3.7E-04
	3.7E-05

	118
	NHVA-20190929-Nep-Q
	2019
	604.72 
	0.1963 
	0.0213 
	3.2E-04
	3.5E-05

	119
	NHVA-20190929-Ura-Q
	2019
	604.72 
	0.3158 
	0.0242 
	5.2E-04
	4.0E-05

	120
	NHVA-20190929-0-Q
	2019
	604.63 
	0.1662 
	0.0234 
	2.7E-04
	3.9E-05

	121
	NHVA-20190929-QB(D)
	2019
	605.63 
	0.0417 
	0.0189 
	6.9E-05
	3.1E-05



Moreover, all the sampling information of aerosol filters were shown in Table S1 without recording the mass of the aerosol filters. The volumetric concentration of 137Cs in the aerosol filters obviously avoided the influence of volume for all samples. As we found in this study, differences volumetric concentration of 137Cs in the aerosol filters between May and September and the other months could be mainly ascribed to different numbers and kinds of particles sampled rather other factors (volume and mass), which can be demonstrated by the observations and analysis from Figure 4-Figure12.
The authors use a regression analysis to estimate 137Cs concentrations in their samples, shown in Figure 12. In contrast to the author's conclusions, this estimate suggests to me that the sources of 137Cs are not completely understood, based on the overall poor agreement (50% of samples show substantial disagreement) and the fact that the differences could be either positive or negative for different samples.
We thank you for your comment. We disagree with this comment. According to our observation and estimation, bacteria (blue squares in Figure 12) obviously exhibited the highest contribution to radioactivity of 137Cs which showed the strongest correlation with the concentration of 137Cs. The other bioparticles showed a relatively weak relationship. In other words, the dominant 137Cs-bearing particles could be bacteria (1-1.8 µm), combining the information on the size distribution of the bioparticles (in Figure 10). Additionally, because it was difficult to directly observe these bacteria bearing 137Cs, reducing the convincingness of our analysis. Herein, this insufficiency urges and expects us to open a new direction to directly observe bioparticles bearing 137Cs for future research. 
The authors note in Section 2.3 that wind direction was measured at the site, but this was not used in any of the analysis. Does wind direction provide any insight into the 137Cs concentrations across different months or inform any of the other correlations that are observed and discussed by the authors? The authors also discuss a negative correlation between precipitation and 137Cs in Tables 7 and 8, which would appear to suggest that particle washout is more significant than particle generation processes that are stimulated by precipitation. The implications of this negative correlation are not discussed at all in the text. I also wonder whether analysis of the meteorological data at smaller timescales may provide more clear insight into higher or lower 137Cs concentrations for different samples.
We appreciate your comment. As it was difficult to explain the relationship between wind direction and the variation of 137Cs concentration, we would like to delete the information about “wind direction (ø)” to avoid misleading our readers.
[bookmark: _Hlk160791179]Moreover, a negative correlation between precipitation and 137Cs was shown in Tables 7 and 8. We would like to add the following information into our manuscript: As we know, it is easy to understand that the precipitation was conducive to washing away 137Cs particles in the atmosphere resulting in both decrease of atmospheric 137Cs concentration and 137Cs particles, which was also named as wet deposition. Because wet deposition was also one of the main mechanisms for removal of particulate matters and organic pollutants from the atmosphere (Guo et al., 2014). In contrast, the precipitation had a negative impact on the concentration of 137Cs and a positive effect on the concentration of the particles in September, which was suggest that particle generation processes stimulated by precipitation was more significant than that of wet deposition. This observation was consistent with the fact that the precipitation was conducive to an increase of the atmospheric 137Cs compared with the non-rainfall sampling period by generating more bioaerosol particles (Kita et al., 2020). 
In addition, meteorological data at smaller timescales was available, however it was difficult to correlate the variation of atmospheric 137Cs. Because the atmospheric 137Cs at smaller timescales was not available. Therefore, it was difficult to explain the correlation between the variation of atmospheric 137Cs and meteorological changes at smaller timescales.
Lastly, although May and September have higher 137Cs concentrations, each month has a single sample with substantially higher 137Cs than the rest of the samples. Can either particle analysis or meteorological data for these individual samples provide any insight into their high 137Cs concentrations relative to the rest of the month or provide any insight on 137Cs sources? Are there any other processes (for example, differences in remediation activities) that might be influencing the monthly trends?
We appreciate you for your comment. We agree with you that there is a single sample with substantially higher 137Cs than the rest of the samples in each month. Moreover, the maximum atmospheric 137Cs in each month was shown in Figure S6. The understanding about the reason for the high concentration of atmospheric 137Cs was limited and still needed to be further revealed (Hirose, 2013; Tang et al., 2022). In addition, although Kinase et al. and Tang et al. reported that there was no significant impact on their observations by remedial activities, this study did not involve relevant comparative experiments and data, so this possibility cannot be completely ruled out. Of course, according to the analysis of this experiment, the influence of temperature and rainfall is the main factor. Rainfall leads to wet deposition, which in turn deposits cesium ions. Increasing temperature is beneficial to produce biological particles, while high temperature also facilitates thermal movement and dispersion of biological and inorganic particles. 


Figure S6. The maximum atmospheric 137Cs in each month (the data of February was not available due to the sampling plan).
Technical note: particles with diameter less than 1 um are often referred to as "PM1" or as a subset of fine PM (<2.5 um) and this type of technical terminology should be used in place of "little particles."
We appreciate your suggestion, but we do not agree with it. As you mentioned, the definition of PM (Particulate Matter) was too broad. It was difficult to express the particles bearing 137Cs clearly only using PM. Also, it was easy to confuse our readers without distinguishing the obvious differences between PM and particles bearing 137Cs.
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