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Analytical Methods
Here, we describe briefly the analytical methods used to determine the elemental concentrations as well as the isotope ratios in the studied samples. All analytical data are given in the Tables S1, S2, and S3.
Elemental Analysis: The PM samples were transferred from the acceptor dish into Savilex Teflon vials with 10-20 mL of 1N HNO3. After drying, the samples were digested using 1 mL of HNO3 sub-boiled, and 1 mL of HF Suprapur at 70°C during 1 week. After drying, 1 mL of HClO4 was added to the sample and evaporated at 150°C. Aliquots of 20% of the total sample were taken for major and trace element determinations using inductively-coupled plasma atomic emission spectroscopy (ICP-AES) and inductively-coupled plasma mass spectrometry (ICP-MS). Uncertainties of elemental concentrations are <5% (Steinmann and Stille, 1997). The weight of the PM collected on the small acceptor dish within the passive sampler was too small for precise weighing. Therefore, the element concentrations are not given in ppm (µg g-1) but rather in units of ng m-2 d-1 (Table S1), i.e. as elemental mass deposited in the dish on a specific surface per day (Guéguen et al., 2012a). Samples of geological and industrial materials and of diesel soot have been prepared in the same way, but as their weight was sufficient, the concentrations are listed as ppm or ppb (Table S2).
Isotope Analysis: The remaining 80% aliquot of each sample was used for isotope determinations. Standard techniques were applied for Pb, Sr, and Nd isotope analysis (Guéguen et al., 2012b). The procedural blanks for Pb, Sr and Nd were 0.35 ng, 0.125 ng, and 0.005 ng, respectively. Chemical separation of these elements and their isotope analysis were validated by analysis of the commonly used standards NBS981, NBS987, and BCR-1, as well as of an in-house Nd standard. The isotope measurements have been performed on a Neptune-Thermo Scientific MC-ICP-MS under dry plasma conditions. The isotope ratios of the standard measurements are those given in Guéguen et al. (2012b). 
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Figure S1: Diagram showing the enrichment factors for REE relative to Nd and UCC for PM and potential source components. UCC data from Taylor and McLennan (1995)
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